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Preface

What is the way to the abode of light?
And where does darkness reside?
Can you take them to their places?
Do you know the paths to their dwellings?
Job 38: 19,20

The present book is an attempt to create an impression of the contempo-
rary optical spectroscopy of semiconductor nanostructures. It reviews new
trends and notable progress attained in the field at the beginning of the
third millennium. Nearly a decade ago G.E. Pikus and I published the book
Superlattices and Other Heterostructures: Symmetry and Optical Phenomena.
It had been written at the time of rapid transformation of research activities
in semiconductor physics from bulk materials to systems of low dimensional-
ity. At present nanophysics has become an established area which continues
to accelerate and provides a fundamental base for tremendous technological
developments. In order to keep pace, I decided to write a completely new
book on optics of semiconductor nanostructures.

The new book reflects the success achieved during the recent decade
in various optical studies of semiconductor nanostructures. Now the one-
and zero-dimensional structures, quantum wires and quantum dots, are pre-
sented on an equal footing, alongside of superlattices and two-dimensional
systems, heterojunctions and quantum wells. New concepts and phenomena
included into consideration are exciton polaritons in resonant Bragg struc-
tures and photonic crystals, the strong Rabi splitting in quantum microcavi-
ties, trions, micro-photoluminescence of localized excitons in quantum wells,
zero-dimensional excitons in quantum dots, giant magneto-optical effects
in semimagnetic nanostructures, interface-induced lateral optical anisotropy,
quantum-confined Pockels effect, chirality effects in carbon nanotubes, pola-
riton-polariton scattering in the microcavities, etc. Moreover, in connection
with the increasing interest in spintronics, special attention is paid to spin-
related concepts and spin-dependent phenomena, including the spin split-
ting of electron and hole subbands, fine structure of excitonic levels, optical
orientation of free-carrier spins and exciton angular momenta under inter-
and intraband photoexcitation, sensitivity of the Zeeman spin splitting to
the content, size and shape of a nanostructure, spin relaxation mechanisms,
spin quantum beats, spin dynamics of exciton polaritons in the microcavi-
ties, circular photogalvanic and spin-galvanic effects in quantum wells. The
organization of the book consisting of eight chapters is presented in Sect. 1.4.

Naturally, the present treatment was inspired by the book Symmetry and
Strained-Induced Effects in Semiconductors by G.L. Bir and G.E. Pikus as
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well as by my previous book with G.E. Pikus. For me, these three books
are aligned in a kind of trilogy. Firstly, this is so because I feel greatly priv-
iledged to belong to the physical school founded by my teacher G.E. Pikus
who, together with A.G. Aronov and G.L. Bir, after introducing me to the
world of theoretical physics taught, guided and supported me. Secondly, be-
cause, in each of the books, both the phenomenological and the microscopical
description of physical phenomena is performed with emphasis on the sym-
metry analysis and the method of invariants, and the power of symmetry
considerations is demonstrated.

I gratefully acknowledge that I learned and understood much of what fol-
lows due to my close research cooperation with M.M. Glazov, L.E. Golub,
S.V. Goupalov, A.V. Kavokin, A.Yu. Kaminskii, A.A. Kiselev, A.I. Nesvizh-
skii, M.O. Nestoklon, S.A Tarasenko and M.M. Voronov, having grown up
within the same school of theoretical physics; they represent the younger
generations of physicists. Who knows, maybe some of them will write a book
on sophisticated “nano-opto-bio-electronic” systems of the future. Then the
trilogy would convert into a tetralogy.

Special thanks goes to my coauthors of the short textbook Optical Proper-
ties of Semiconductor Nanostructures by L.E. Vorobjev, E.L. Ivchenko, D.A.
Firsov and V.A. Shalygin, published a few years ago in Russian. Perhaps,
without that encouraging experience I would have never made the decision
to write this monograph.

St. Petersburg E.L. Ivchenko
February 2004
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1 Kingdom of Nanostructures

Let him lose himself in wonders as amazing in their
littleness as the others in their vastness.
Of these two Infinites of science, that of greatness is
the most palpable...
But the infinitely little is the least obvious. Philosophers
have much oftener claimed to have reached it, and it is
here they have all stumbled.

Blaise Pascal: Pensées

Due to continued progress in nanotechnology, novel semiconductor structures
are fabricated with subnanometer accuracy and precisely controlled the elec-
tronic and optical properties. This progress in nanoscale engineering, as well
as an improved understanding of the physical phenomena at the nanometer
scale, have contributed to the rapid development of low-dimensional physics
of semiconductors. At present a certain system of concepts and terms is ac-
cepted in this field of solid state physics. First of all the following vocabu-
lary of semiconductor nanoscience has been developed: Quantum Well (QW),
QW structure, Single and Double QWs, Multiple QWs (MQWs), Superlat-
tice (SL), Quantum Wire (QWR) and Quantum Well Wire (QWW), Quan-
tum Dot (QD) or Quantum Box, Nanocrystal, Antidot, Quantum Microcav-
ity, Photonic Crystals, Porous Semiconductor Material, Nanoclaster, Nan-
otube and, particularly, Carbon Nanotube, Type-I and Type-II Heterostruc-
tures, 6-Doped Structure, Strained Structure, Nanocontacts, ... The nomencla-
ture of novel quantum states in nanostructures includes Quantum-Confined
states of free charge carriers and excitons, Subbands and Minibands, Folded
Acoustic Phonons, Confined Optical Phonons, Interface Phonon Modes, Low-
Dimensional Magnetic Polarons, Composite Fermions, FEdge States in the
Quantum Hall Effect.

In this chapter we briefly discuss the typical nanostructures progress-
ing in the order from Two-Dimensional (2D) to One-Dimensional (1D) and
Zero-Dimensional (0D) systems. Size-quantization and modification of energy
spectra of quasi-particles in nanostructures are considered in Chap. 2.

1.1 Multilayered Heterostructures: Quantum Wells and
Superlattices

The Quantum Well (QW) is a system in which the electron motion is re-
stricted in one direction, thus producing the quantum confinement. In other
words, the energy spectrum in one of the quantum numbers changes from
continuous to discrete. For quantum confinement to be observable, the size
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of a well must be less than the electron mean-free-pass length. This require-
ment imposes constraints on the well’s geometric size, the sample quality and
temperature.

The simplest 2D object on which the quantum confinement effects were
revealed and studied are silicon-bases Metal-Oxide-Semiconductor (MOS)
structures with a triangular confining potential formed at the semiconductor
boundary and single GaAs/Al;_,Ga,As heterojunctions where a confining
potential is created in the GaAs layer at the heterostructure boundary. It is
on these structures that the quantum Hall effect, an unexpected and remark-
able phenomenon occurring in a 2D electron gas, was discovered. However, in
the following we will mainly concentrate on multilayered structures without
built-in electric fields.

(a) (b)

Fig. 1.1. Band diagrams of single type-I (a) and type-II (b) heterojunctions.

We start with a single heterojunction between two compositional semicon-
ductors A and B, as illustrated in Fig. 1.1. In the figure, the higher and lower
broken lines show the coordinate dependence of the conduction-band bottom
and the valence-band top in the direction of the principal axis z, or the growth
direction. One or both constituent materials can be alloy semiconductors, for
instance, ternary solid solution Aly;_,Ga,As or Cdy_,Mn,Te. Different exa-
mples of A/B heteropairs are GaAs/Al;_,GagAs, Inj_;Al, As/Ga;_, Al As,
InAs/AlISb, Ga;_;In, As/InP, CdTe/Cd; _,Mn,Te, Zn;_,Cd,Se/ZnS,Se; _,
ZnSe/BeTe, ZnSe/GaAs, Si;_,Ge, /Si and so forth, where the subscripts x, y
or 1 —z,1 — y show the fraction of atoms of particular kind at sites of the
crystal lattice or one of its sublattice. By definition, in type-I heteropairs the
band gap of one material, the material A in Fig. 1.1a, lies inside the band gap
of another material. In this case the potential wells for the electrons and holes
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are located in the same layer, e.g., GaAs layer in the GaAs/Al;_, Ga, As het-
erostructures with z < 0.4. The potential-barrier heights coincide with the
conduction- and valence-band offsets, AE, = E2 — EA and AE, = E/} — EB.
The sum AE. + AE, equals the difference AE, between the band gaps Ef
and Eﬁ. In the technologically important GaAs/Al;_,Ga,As heterosystem,
the ratio AE./AE, is about 0.6.

In type-II structures the conduction-band bottom is lower in one layer,
the layer A in Fig. 1.1b, whereas the valence-band top is higher in the neigh-
boring layer B. It is clear that in type-II multilayered heterostructures, like
GaAs/Aly_,Ga,As with z > 0.4, InAs/AlSb or ZnSe/BeTe, the electrons and
holes are confined within different layers. A special case of type-II behavior
is a heterostructure, e.g. InAs/GaSb, where the top E2 of the valence band
in layer A lies above the bottom of the conduction band, EZ. Heteropairs
with one of the materials being a gapless semiconductor (e.g. HgTe/CdTe)
are referred to as a type-II1 heterostructure.

Ve

(a) (b)

Fig. 1.2. Band diagrams of single QW (a) and single barrier (b) structures. V¢ p
are, respectively, the conduction- and valence-band offsets, or barrier heights.

A type-I double heterojunction B/A /B represents a single QW structure if
E‘gA < Eg’, see Fig. 1.2a, and a single barrier structure if EgA > E;?’, Fig. 1.2b.
In the former case the inner layer A forms a potential well size-quantizing
the electron and hole states. In the latter, the layer A prevents free carriers
from free exchange between the left- and right-hand-side layers B. It is clear
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that a type-1I double heterojunction is a single QW structure for one sort of
carriers, say, for electrons, and, at the same time, a single barrier structure
for charge carriers of the opposite sign. The structure with the confining
potential shown in Fig. 1.2a is a rectangular QW. By varying properly the
composition along the growth direction, one can produce wells of another

shape, e.g., parabolic, triangular, etc.

L RN

(a) (b) (©)

Fig. 1.3. Band diagrams of double-barrier (a), triple-barrier (b) and double-QW
(c) structures.

A natural extension of a single barrier structure is double- and triple-
barrier structures illustrated in Figs. 1.3a and b. Similarly, the concept of
the single QW can be extended to double QWs (Fig. 1.3c), triple QWs and
structures containing a set of QWs (Fig. 1.4). A periodic system of QWs
separated by barriers thick enough to make them impenetrable for charge
carriers is called Multiple Quantum Wells (MQWS). As regards electronic
properties of MQWs, each of QWs is isolated from others. However, the elec-
tronic excitations within individual QWs can be coupled by electromagnetic
fields and the presence of many wells affects noticeably optical characteristics
of the structure. As the barriers get thinner, carrier tunnelling from one well
to another becomes possible and, as a result, the quantum-confined states, or
subband states, of an isolated well transform into miniband states. In that way
the concept of MQWs transmutes into the concept of SuperLattice (SL). The
miniband formation becomes actual when the SL period d = a + b is smaller
than the mean-free-path length, or phase-coherence length, in the growth di-
rection. This length can be dependent on the sort of carriers, particularly,
due to difference in the electron and hole effective masses. Therefore, the
same periodic QW structure can be a SL for electrons which have, as a rule,
a smaller effective mass and MQWSs, or thick-barrier SL, for heavy holes. In
this case the holes can also travel along the growth axis. However this motion
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has no a coherent character and can be described as a series of incoherent
tunnelling hoppings between neighboring wells. As the barrier thickness con-
tinues to decrease, the minibands corresponding to particular subbands of a
single QW begin to overlap. Such UltraThin SLs, e.g. (GaAs),, (AlAs),,, with
the layer thicknesses being usually not in excess of three-four monomolecular
layers (n,m = 2 + 4), behave as an anisotropic bulk crystal whose proper-
ties, however, differ substantially from those of the original materials. Strictly
speaking, the definition of a SL presupposes that the layer thicknesses a and
b must exceed the crystal-lattice constant in order to allow one to apply
the effective mass approximation, or the envelope function method, for the
description of electronic states. Nevertheless, it is instructive to include the
ultrathin SLs, and even the compound (GaAs); (AlAs); = GaAlAs,, into the
field of vision in the low-dimensional physics as the limiting case of a SL with
d— 0.

Fig. 1.4. Band diagram of a periodic structure consisting of the alternating well
and barrier layers with the thicknesses a and b, respectively. It is called a multiple
QW structure, if the barriers are thick, or a SL, if the barriers are thin.

Similarly to the above classification of heterostructures by the band align-
ment schemes, each SL belongs to one of three types, labelled type-I, II and
III. The SLs consisting of alternating layers of different materials are called
compositional. QWs and SLs were initially produced by choosing heteropairs
with practically equal lattice constants ag, for example, GaAs/AlGaAs pair.
The structures with the lattice mismatch Aag/ap less or equal < 0.01 are
called unstrained, or lattice matched. Progress in growth technology has made
it possible to obtain dislocation-free structures out of materials with notice-
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ably different lattice constant. In this case at least one of the layers, A or
B, must be thin enough, and the crystal lattices match because of internal
stresses which result in a compression of one of the adjacent layers and a ten-
sion of the other. The QWs and SLs with Aag/ag > 0.01 are called strained.
In spin SLs one or both layers A and B contain magnetic impurities or ions,
e.g., CdTe/CdMnTe. Besides the compositional SLs produced by varying the
composition, one can prepare SLs by modulation doping with a donor and an
acceptor impurity (modulation doped SLs). The examples are a n-GaAs/p-
GaAs SL and a nipi SL formed by n- and p-doped layers with intrinsic layers
1 between them. By varying smoothly the composition, one can produce SLs
with wells and barriers of arbitrary shape, for instance, saw-tooth lattices
with triangular wells. Keldysh [1.1] was the first to propose a superlattice by
deforming a crystal with a strong standing acoustic wave. Esaki and Tsu [1.2]
suggested instead composition modulation or selective doping, a method suc-
cessfully implemented. In 1971, Kazarinov and Suris formulated a pioneer
idea of a novel semiconductor laser, making use of stimulated light emission
in a semiconductor SL by electrons making transitions between two levels
of the different wells and emitting photons. This photon-assisted tunnelling
mechanism, which does not involve the valence-band holes, had remained a
purely theoretical prediction for over 20 years. The successful work on far
infrared lasers based on this idea and called the quantum cascade lasers was
reported in [1.6].

In addition to periodic structures, it is possible to produce and study ape-
riodic SLs. The Fibonacci SL may serve as an example of such a structure. It
contains two basic elements (or blocks) A and B. In the first realization [1.3]
the basic elements were composed nominally of (17 A AlAs)-(42 A GaAs)
and (17 A AlAs)-(20 A GaAs), respectively. The Fibonacci sequence, S;, of
order j is obtained from the blocks A and B following the rules: Sp = A,
S1=AB, S; =5;_15;_2 (j > 2). In particular, Sy = ABA, S5 = ABAAB...
The sequence S; (j > 2) comprises G elements A and G;_; elements B, G
being the jth Fibonacci number given by the values Go = G; = 1 and the
recurrent relation G; = Gj_1 +Gj_o. Particularly, Go = 2,G3 = 3,G4 =5, ...
As j increases the ratio G;/G;_1 converges toward 7 = (1 + v/5)/2. The Fi-
bonacci SLs are, in some sense, an intermediate case between periodic and
disordered 1D potentials. They reveal interesting and striking features in the
band structure, wave-function localization and optical transitions [1.4].

1.2 Quantum Wires and Nanotubes

Technologically, the step from the 2D QW structures fabricated by thin-film
growth down to one dimension is complicated. While several growth tech-
niques are well suited to produce planar multilayer systems, the fabrication
of Quantum Wire (QWR) structures in which charge carriers are quantum
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confined in two dimensions is a very challenging task. The first methods sug-
gested and attempted allowed to grow 1D structures called Quantum Well
Wires (QWWs), i.e., 2D carrier-confinement structures in which carriers can
move freely only in one direction. For example, a QWW can be prepared as a
result of the lateral structuring of a QW by means of lithographic processing
with etching and regrowth. The dimensionality of a 2D QW can be also re-
duced by using a special electrode configuration or strain lateral gradients to
constrict the free carriers to a quasi-1D channel. Patterned interdiffusion and
implantation locally alter the band gap of a QW also allowing fabrication of
a QWW.

Fig. 1.5. (a) Typical cross-sectional TEM image of a V-shaped GaAs/AlGaAs
QWR. (b) Schematic illustration of the QW crescent and the upper interface. Grey
and dark stripes symbolize interface roughness. From [1.9].

Among methods suggested and attempted to fabricate QWRs different
from QWWs, the growth on vicinal substrate has been suggested and at-
tempted [1.7]. Another method that is utilized for growing uniform single
and multiple semiconductor QWRs relies on deposition of thin layers on V-
grooved substrates [1.8]. Figures 1.5a and 1.5b show a typical Transmission
Electron Microscope (TEM) image of a V-shaped GaAs/AlGaAs QWR and a
demonstrative illustration of the interface geometry [1.9]. The V-grooved sub-
strates with a V-groove period of 2 or 4 um were prepared by photolithogra-
phy and wet chemical etching on (001)+0.1%-oriented GaAs substrate along
the [110] direction. Before epitaxial growth, the substrates were cleaned ultra-
sonically by organic solvent and additionally etched. This allowed to reduce
greatly the interface roughness on the initial V-grooved substrates and im-
prove uniformity of the grown QWRs. Epitaxial growth was performed with
MetalOrganic Vapor Phase Epitaxy (MOVPE) system. The AlGaAs cladding
layer grows to form a very sharp corner between two {111} crystal planes.
The GaAs quantum well grows faster along the [001] direction, which results
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in the formation of a crescent-shaped QW at the bottom of the groove. The
GaAs to AlGaAs upper interface is composed of three clear crystalline facets,
one (001) and two (311)A. The lateral tapering in the thickness of the QW
crescent provides lateral variation in the effective band gap due to the in-
crease in the carrier confinement energy with decreasing QW thickness. This
lateral variation results in a 2D confining potential of the V-grooved QWR.
By repeating the growth process it is possible to obtain vertically stacked
multiple GaAs/AlGaAs QWR structures [1.10].

An effective Molecular Beam Epitaxy (MBE) technique called Cleaved
Edge Overgrowth makes possible fabrication of a T-shaped intersection of
two QWs, or a T-shaped QWR [1.11,1.12]. In this method, after conventional
growth of a single QW, double QWs or MQWs on a [001] oriented substrate,
the structure is further cleaved along the [110] direction and overgrown on
the cleaved edge by a perpendicular QW and a barrier layer. Figure 1.6
shows a cross-sectional transmission electron micrograph of the multiple 7-
shaped GaAs/AlGaAs QWRs (a) and a schematic cross-sectional view of
the QWR laser structure (b). One can see from Fig. 1.6a that T-shaped
QW intersections are indeed located at the cleavage plane. The quantum
mechanical bound states of an electron at two intersecting QWs are discussed
in Sect. 2.2.2.

Carbon is a rare element that possesses the ability to form a wide variety
of network-like sp? structures which can be looked upon as graphitic sheets
curved in order to eliminate the dangling bonds. In particular, these network-
like nanostructures include such nanoclusters as the fullerene molecule Cg,
single carbon cages other than Cg, e.g., C7g, and multishell fullerenes, as well
as carbon nanotubes, or carbon fibers. It is established that an arc discharge
can produce either fullerenes or nanotubes by changing the conditions of
the discharge. In fact, with the discovery by Iijima [1.14] of carbon nanotube
structures, a new class of materials with the 1D dimensionality, or QWRs, has
been introduced. The nanotubes are made of coaxial graphite cylinders, see
Figs 1.7b and 1.7a. Each cylinder can be visualized as the conformal mapping
of a 2D honeycomb graphene lattice (Fig. 1.7a) onto its surface. Multiwalled,
or multiwall, carbon nanotubes consist of several concentric cylinders of the
hexagonal network arranged around each other. In what follows we concen-
trate on singlewalled, or single-shell, nanotubes consisting of one cylinder.

A singlewalled nanotube is specified by a 2D hexagonal lattice vector L
called the chiral, or circumferential, vector. Such a nanotube is obtained by
rolling a graphite sheet along the vector L and joining one end of the vector
to the other end as shown in Fig. 1.7. Thus, the length of circumference is
L = |L| and the radius of the cylinder is L/(27). Each perfect carbon nan-
otube is translationally periodic along the tube principal axis with the period
being dependent on the vector L. Particular nanotubes with the chiral vec-
tor being parallel or perpendicular to one of elementary hexagon sides, see
dashed and dotted lines in Fig. 1.7a, are called armchair and zigzag nan-
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(a) direction of
overgrowth

[001] 1st growth (b)
direction

A 3umAlg sGag sAs

500 nm GaAs buffer
GaAs substrate
GaAs QWs

Fig. 1.6. (a) Cross-sectional bright-field transmission electron micrograph of a
multiple T-shaped QWR structure taken in the [110] zone axis, i.e., with the electron
beam aligned along the wire axis. Dark areas correspond to GaAs or GaAs-rich
regions. (b) Schematic cross-section of the QWR laser structure. The MQW layer
consists of 22 GaAs QWs separated by Aly.35Gag.¢5As barriers as illustrated in the
magnified part of the QWR region. From [1.13].

otubes, respectively. Other nanotubes are characterized by a screw rotation
symmetry and called the chiral nanotubes.

Introducing topological defects, pentagons, heptagons and octagons, in
the carbon hexagonal network, one can connect different single-walled nan-
otubes to form three-terminal nanotube heterojunctions, in particular, T
and Y junctions, which can be useful in nanoscale electronic devices, see
[1.16,1.17] and references therein.

1.3 Nanocrystals and Quantum Dot Structures

Quantum Dots (QDs) are nanoinclusions of one material inside another ma-
terial. A semiconductor QD provides charge carrier confinement in all three
directions and behaves as an artificial atom. Initially, QDs as well as QWRs
were fabricated by the lateral structuring of QWs, including lithographic
patterning and etching, selective intermixing by implantation and interdif-
fusion, strain-induced lateral confinement, growth on patterned substrates,
see details in the book [1.18]. Here we discuss in more detail two other
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@ | (0)

o

(©

Armchair face

ISl

Zigzag face

Fig. 1.7. (a) The hexagonal 2D lattice of a graphite monoatomic layer (graphene).
A carbon nanotube is uniquely determined by the chiral vector, L, shown by a solid
arrow. Long-dashed and dotted vectors give rise to armchair and zigzag nanotubes.
(b) A graphene sheet rolled up to form a zigzag nanotube. (c) A rolled graphene
sheet representing chiral carbon nanotubes. From [1.15].

fabrication techniques for QDs, namely, Stranski-Krastanow growth of self-
organized QDs [1.19-1.21] and formation of nanocrystals in semiconductor
doped glasses [1.23].

There are three possible modes of heteroepitaxial growth, namely, Frank-
van der Merve, Volmer-Weber and Stranski-Krastanow, representing respec-
tively ‘layer-by-layer’, ‘island’ and ‘layer-by-layer plus island’” modes. The
particular growth mode for a given heteropair depends on the interface en-
ergies and on the lattice mismatch. Experimental results and theoretical
analysis [1.22] show that, in the lattice-mismatched InAs/GaAs system, the
Stranski-Krastanow mode is realized. At the initial stage, the growth oc-
curs layer by layer to form a wetting layer with the microscopic thickness
of one or two monomolecular layers. With increasing InAs deposition three-
dimensional (3D) coherent strained islands appear which can have the shape
of a pyramid with a square base as illustrated in Fig. 1.8. For a dilute system
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Fig. 1.8. Geometry of an InAs pyramid on an InAs wetting layer (WL) deposited
on a GaAs(001) surface.

of islands, the elastic interaction between them via the strained substrate
may be neglected. As the total InAs coverage increases and the system of is-
lands transforms from dilute to dense, the elastic interaction between islands
becomes essential, and a quasi-periodic array of self-organized islands with a
narrow dot size distribution is formed. Therefore, the dense array of QDs is
ordered both in shape, orientation, size and lateral arrangement.

An array of coherently strained InAs islands being covered and buried by
the deposited GaAs creates a strain field in the surrounding GaAs matrix.
When the next layer of InAs is grown, the modulated strain field pushes In
ad-atoms on the surface towards buried islands resulting in vertical stacking
of InAs islands in multisheet structures (vertically coupled QDs). With in-
creasing separation-layer thickness the vertical correlation of InAs islands is
lost because the surface strain field due to the underlying dots becomes too
weak to influence the growth kinetics.

Figure 1.9 shows a TEM image of a CdSe nanocrystal in a glassy dielectric
matrix. The sample was prepared by diffusion-controlled phase decomposi-
tion of an oversaturated solid solution. This three-stage technique makes it
possible to vary the size of the grown nanocrystals in a controlled manner
from some tens to thousands of Angstroms, but they are too small to form
continuous bands of electronic state and represent a special class of QDs.
Moreover, it is established that CdS and CdSe nanocrystals prepared by this
method have nearly spherical form, small dispersion in size and retain the
wurtzite crystalline structure.

As predicted in [1.25,1.26], the cleaved edge overgrowth can be also em-
ployed to produce QDs at the juncture of three orthogonal QWs. The growth
of the initial QW, the first cleave and overgrowth on the (110) plane used to
obtain a T-shaped QWR are followed by the second cleave and overgrowth
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Fig. 1.9. High-resolution TEM image of a CdSe nanocrystal. The nanocrystal
shape is close to spherical, the framework for Cd and Se atoms is a wurtzite lattice.
From [1.24].

on top of the (110) plane. Such twofold cleaved edge overgrowth QDs have
been realized in the GaAs/AlGaAs system using MBE [1.27].

1.4 Structure of the Book

The book is organized as follows: Chapter 1 which maps out the continuously
expanding kingdom of semiconductor nanostructures is followed by Chap-
ter 2 describing methods to calculate electron, exciton, phonon and photon
states in various nanostructures. The consideration is based on the envelope-
function approximation which provides a satisfactory accuracy and, on the
other hand, allows a transparent physical interpretation. Other chapters are
focused on particular fields of optical spectroscopy of nanostructures.
Chapter 3 deals with the reflection, propagation, absorption and trans-
mission of light waves in nanostructures near the fundamental absorption
edge. We focus the attention on coupling of excitons with electro-magnetic
field and show that the concept of exciton polariton undergoes a substantial
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modification in nanostructures. We calculate successively the reflection and
transmission coefficients from a single quantum well, multiple quantum wells,
periodic arrays of quantum dots and two-dimensional superlattices. Two final
sections of Chapter 3 are devoted to electro- and magneto-optics.

Chapter 4 presents results on intraband optical spectroscopy including
intra- and intersubband optical transitions in n- and p-doped periodic het-
erostructures and infrared dielectric response of undoped superlattices.

In Chapter 5 we review different aspects of photoluminescence spec-
troscopy emphasizing the role of excitons in the secondary emission of semi-
conductor nanostructures. We start with the description of macro- and micro-
photoluminescence spectra of localized excitons in undoped and modulation-
doped quantum wells. Then we give a comprehensive introduction into optical
spin orientation of free carriers and polarized photoluminescence of excitons
under polarized photoexcitation. The description of polarized photolumines-
cence necessitates a detailed information about the electron and exciton spin-
relaxation mechanisms, the g factor of free carriers and the fine structure of
excitonic levels in low-dimensional systems. The chapter ends by describing
the giant lateral optical anisotropy of type-II heterostructures.

Chapter 6 surveys various mechanisms of light scattering. We shall see
that the semiconductor nanostructures offer new possibilities and enrich the
Raman effect by scattering from intersubband excitations, confined and in-
terface optical phonons as well as folded acoustic phonons.

Chapter 7 gives an account of nonlinear optical properties of nanostruc-
tures summarizing the studies of two-photon absorption, four-wave mixing
and second-harmonic generation. Next, we describe optical properties of
quantum microcavities. We discuss the energy dispersion and the Rabi split-
ting of low-dimensional exciton polaritons and then turn to nonlinear optical
response of the microcavities. The chapter concludes with the description
of angle-resolved polarization-dependent stimulated polariton-polariton scat-
tering in quantum microcavities.

In Chapter 8 we give a consistent introduction to the physics of photo-
galvanic effects in noncentrosymmetric systems and summarize the results of
recent theoretical and experimental studies on the circular and linear photo-
galvanic effects, the spin-galvanic effect and the photon drag effect in two-
and one-dimensional structures.

In Conclusion (Chap. 9) we estimate perspective for low-dimensional
physics of semiconductors, as a whole, and for the optical spectroscopy, in
particular. The tables of characters of irreducible representations for some
relevant point groups are presented in Appendix.






2 Quantum Confinement in Low-Dimensional
Systems

So when Joseph came to his brothers,

they ... took him and threw him into the cistern.
Now the cistern was empty; there was

no water in it.

Genesis 37: 23,2

Nanostructures such as QWs, SLs, QWRs and QDs today constitute the main
platforms for electronic structure engineering, or quantum-mechanical engi-
neering. This calls for an efficient description and prediction of the electron
energy spectra. At present different sophisticated microscopical approaches
and atomistic theories have been proposed and developed to compute the
free-carrier states in bulk semiconductors and semiconductor heteronanos-
tructures. They are mostly based on empirical or first-principles pseudopo-
tential and tight-binding methods. However, up to now the latter methods are
not omnipotent and all-powerful. As in the past development of the physics
of bulk semiconductors, the approximate continuum (not-atomistic) theories,
by virtue of their simplicity and ease of interpretation, are by far the most
popular methods for calculating the properties of electrons in semiconductor
nanostructures. They are in the order (i) the effective mass approzimation
in case of a simple electronic band structure, (ii) the effective Hamiltonian
approach for degenerate bands, and (iii) the envelope-function theory in the
multi-band k - p models (e.g., the Kane model). In these methods of calcu-
lation, first, within each homogeneous layer of a multilayered structure or
within a homogeneous region of lower dimensionality in QWR and QD struc-
tures, the solution is written as a linear combination of bulk wave functions.
Then the sets of envelope functions in different regions are matched at the
heterointerfaces by applying appropriate boundary conditions. In this chap-
ter we will consider quantum confinement of electronic and excitonic states
and modification of vibrational spectra in various nanostructures of different
dimensionalities. The consideration is based on the approximate continuum
methods but, from time to time, if it is pertinent we will refer to theoretical
results obtained by using the refined atomistic theories.
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2.1 Charge Carriers in Quantum Wells

2.1.1 Size-Quantization of Electrons with Simple Parabolic
Energy Spectrum

Calculation of electron states in semiconductor nanostructures performed in
the effective-mass approximation often looks like practical training in the
quantum mechanics. Let us consider an A/B QW structure consisting of the
well layer A sandwiched between two barrier half-subspaces B. For example,
the materials A and B can be GaAs and Al,Ga;_,As. For a simple isotropic
and parabolic conduction band, the electron envelope function is separable
and can be written as

b(r) = % Q1P p(2) | (2.1)

Here z is the structure growth axis, k = (ky, ky) is the 2D wave vector char-
acterizing the electron’s free motion in the interface plane (x,y) and S is the
structure in-plane area. Notice that since translational invariance in the plane
(z,y) is preserved, the space-group theorems concerning the k conservation
apply to k; and k, but not to the z-component k.. In the effective-mass
method the z-dependent envelope satisfies the following Schrédinger equa-
tion inside the well

21.2
0 de(z)  MTE ;
2ma  dz? 2ma

(2) = Ep(2), (2.2)

where my is the electron’s effective mass in the material A. It is instructive
to start from the electron states and energy spectrum in an idealized case of
infinitely high (impenetrable) barriers. In this approximation, the envelope
©(z) vanishes outside the QW and the boundary conditions are given by as

p(+a/2) =0, (2.3)

where a is the well thickness and, since the origin of the coordinate system
is chosen at the QW center, the points +a/2 are located at the interfaces.
The system under consideration is invariant under the mirror reflection z —
—z. Therefore the totality of solutions of the Schrodinger equation splits
into sets of even and odd functions of z, which can be written as C'coskz
and C'sin kz, respectively, where C' is the normalization factor. Taking into
account the boundary conditions (2.3) we obtain that the electron wave-
vector z-component, k, = k, is size-quantized and the allowed values of k and
E are as follows

k= ’% | B(ky) = 2::; [(%)Z}ﬂ : (24)

where v =1, 3,...2n + 1... for even solutions and v = 2,4...2n... for odd solu-
tions. The corresponding electron quantum-confined states are labelled as ev.
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The energy spectrum E(k|) consists of the parabolic branches Eevk,, called
subbands, which are shifted vertically with respect to each other. The electron
total energy is the sum of the confinement energy E, = (h?/2ma)(vr/a)?
and the kinetic energy E,, = (h*/2ma)(k2 + k2) of the electron free motion
in the (z,y) plane.

Now we turn to a finite barrier height V = EP — E2. Then the super-
structure potential of a square QW B/A/B is

0 for —a/2<z<a/2,

V(z){V for z<-a/2 or z>a/2. (2.5)

In QW structures with finite values of V, the envelope ¢ (7) is nonzero both
in the A and B layers. Due to the translational symmetry, the components
kg, k, are the same inside and outside the well. The equation for ¢(z) in the
barrier layers is

3 n? d?p(z) n (h l + V) 0(2) = Ep(z) . (2.6)

2mB

Except for the fact that the masses ma and mpg may be different, the equa-
tions (2.2, 2.6) are identical to those solved in quantum-mechanics textbooks
for a particle confined in a 1D square-potential well. In general, there are two
kinds of solutions to (2.2, 2.6). When £ —V — (h%ﬁ/QmB) is positive, the
solutions within each layer are linear combinations of two plane waves and
their energy spectrum is continuous, even for a fixed in-plane wave vector
k| . In case of negative values of £ —V — (hzkﬁ/2m]3), which is considered
below, the function ¢(z) is a linear combination of plane waves exp (Likz)
inside the well, and exponentially decays as exp (+ez) in the left and right
barriers, respectively, where

ImaE 1/2 omp(V — E 1/2
k<h2 k|2> ,ae(B(hZ )+k|2) L2

Since the potential (2.5) possesses reflection symmetry, the functions ¢(2)
have a certain parity. For even solutions, one can write

C coskz, it |z] <a/2,

ole) = {D exp[—w(|z| —a/2)], i |2[>a/2, =

The coefficients C and D are found from the normalization condition
/(pQ(z) dz=1 (2.9)

and boundary conditions that relate the envelopes ¢, pp and their deriva-
tives (dp/dz)a, (de/dz)s on both sides of the interface between the mate-
rials A and B. The most popular are the so-called Bastard boundary condi-
tions [2.1,2.2]
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1 [dy 1 [dy
5 - (= i 2.1
A B’mA (dz)A mp (dz)B (2.10)

They ensure continuity of the envelope ¢(z) and the particle flux across the
interface. For the solution (2.8) the boundary conditions lead to the following
two linear homogeneous equations for C and D

k
Ccoske =D, ——C sinke =——=D. (2.11)
2 ma 2 mp

After some algebra we obtain the transcendental equation for the energy of
even solutions
ma &

a
tanks =79 = ——. 2.12
anky =n=_— (2.12)

For odd solutions, the envelope ¢(z) has the form

_ C sinkz, it |2 <a/2,
o(z) = {D sign{z} exp[—a(|z| —a/2)], if |z|>a/2, (2.13)

and the energy is found from
cotkzg =—. (2.14)

The coefficient C' is derived from the normalization condition (2.9) and can
be presented as

2 sin ka 1 -t
C= \/7 {1 + A + —(1 £ cos ka)} , (2.15)
a

a xa

where the sign £ corresponds to the even and odd solutions. By using (2.12)
and (2.14) one can reduce the above expressions for C' to

C:\/g[l+ﬁ<g+é>]l, (2.16)

which is valid for solutions of both parities. It is known that in a symmetrical
1D well there is always at least one quantum-confined state. Therefore, for
a finite value of V', the electron energy spectrum contains a finite number of
subbands ev (v = 1...N) and continuum of states with £ — (h*kf /2mp) > V.
For the case of coinciding effective masses, ma = mg, the dispersion Ewk“ is
parabolic with the same mass as in the bulk compositional materials. If the
difference between ma and mg is relatively small, the subband dispersion is
close to parabolic.

It is worthwhile to analyze the transition from a finite to an infinite barrier
height. For this purpose we take k, = k, = 0 and assume V' to be high enough
and satisfy the condition
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B2 N2
v (5)" 2.17

> 2ma \a ( )
Then, for the ground state el, we can replace & by &g = /2maV/h2, rewrite
(2.12) in the form cot (ka/2) = (mpk/maz) =~ (mpk/masg) and consider
the ratio k/#ey as a small parameter. For the state el, in the zero-order
approximation we obtain ka/2 = 7/2 or k = 7/a which coincides with (2.4)

derived in the limit V' — oo for v = 1. In the first-order approximation we
find

and

2ma \a ma &oa

h? 2 4
B~ (f) (1 - mB) . (2.18)
If the masses ma and mp are comparable in the order of magnitude the
criterion for validity of (2.18) is the inequality sega > 4. It follows then that
the concepts “high barrier”, “low barrier” are relative and, for a wide well,
equation (2.18) is valid even in heterostructures with relatively small band
offsets.

One should bear in mind that, for semiconductors with the simple band
structure, the most general boundary conditions are (see, e.g., [2.3-2.7])

pA =111 pB +t12 PB, PA = t21 B + 122 ¥B, (2.19)

¢:la_90 (F',:zﬂa_‘p
A 8ZA’B mp \ 0z )’

[ is an arbitrarily chosen microscopic length introduced in order to get the
matrix elements ¢;; dimensionless. The matrix t is unimodular, i.e., it sat-
isfies the condition t1tes — t12t; = 1 (to within an overall complex phase
factor), to insure that the electron flux is continuous. For a sharp heterointer-
face A/B, the determination of the matrix £ is beyond the competence of the
envelope-function theory. Therefore the chosen set of components ¢;; is either
postulated or carried out by means of comparison with experiment or results
of calculation performed in the frame of some microscopic model. Clearly, the
Bastard boundary conditions (2.10) is a special case of the general conditions
(2.19) with t17 = tog = 1,t12 = ta1 = 0. They are in a satisfactory agreement
with the microscopical calculations in linear-chain tight-binding and empiri-
cal pseudopotential models [2.5]. Note that instead of solving the Schrédinger
equation within each layer and sewing the solutions at the interfaces by us-
ing the boundary conditions in the form (2.10) one can equivalently use the
Hamiltonian

where

H:

R T A
0z2m(z) 0z 2m(z) \0z%  Oy? =
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defined in the whole space. Here m(z) is a discontinuous function jumping at
the A/B interface from my to mg.

If the carrier spectrum is anisotropic but the normal, z, to the interface
is directed along one of the principal axes 1,2,3 of the effective-mass ten-
sor, then the above equations for the electron energy are valid with minor
modifications. Particularly, for z || 3, the quantum-confinement energy FE.
is governed by the effective masses m4, mP while the kinetic energy Eyy is
governed by the masses m#, mP with i = 1,2. If the carrier spectrum is
anisotropic and the normal z is directed in an arbitrary way with respect
to the principal axes 1,2, 3, then in the coordinate frame x,y, z the electron
effective Hamiltonian within the well,

2 kik; A d
=y = ith f; = —i——
H : 5 m% wi j 18%_ ,

contains nondiagonal components of the reciprocal effective-mass tensor

-1 . . . .
m?j . In this case, the solution of Schrodinger’s equation can be also repre-

sented in the form (2.1). However, here,

mZZ mZZ

ky +

Tz My

©(z) = exp [—i ( ky> z} (Cre'™ + Coe™%2) . (2.20)

For simplicity, we omit the superscript A indicating the effective mass in the
layer A. The electron energy is given by

22

2m., .,

E + B,y (2.21)

where

21,2 h2k2
Ewy o h km (1 o mzxmzz> + y (1 _ myymzz>

- 2 2
2Myy 2. 2my, mg.
2
+fz kyky (1 3 mxymzz>
2Mygy Mgz My

In a QW structure, a value of k2 is quantized. Just as in (2.4), for infinitely
high barriers, k = v7/a.

The space confinement, or size-quantization, of hole states for the simple
valence-band structure is treated in the same way, the hole subbands are
labelled hv. Fig. 2.1 illustrates the size-quantized electron subbands el, e2
in the conduction band and subbands kA1, h2 in the valence band. For semi-
conductors with degenerate valence bands, the calculation of hole energy
spectrum presents a more complicated procedure discussed in the next sub-
section.
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[
0

Fig. 2.1. Band diagram of a single QW and the electron energy dispersion in the 2D
conduction and valence subbands. The arrows indicate possible optical transitions,
namely, (1) direct intraband intersubband transitions, see Sect. 4.1, (2) indirect
intrasubband transitions (Sect. 4.3), (8) transitions from quantum-confined to con-
tinuum states, and (4),(5) direct interband transitions (Sect. 2.6).

ISR

2.1.2 Luttinger Hamiltonian. Heavy- and Light-Hole Subbands

If we ignore the spin and spin-orbit interaction (the nonrelativistic approxi-
mation), the bottom conduction and top valence I'-states in GaAs-like semi-
conductors are characterized by s- and p-type symmetries. The corresponding
orbital Bloch functions are designated S(r) = S and X,Y, Z. They form bases
of the irreducible representations A; (I'1) and Fy (I75) of the point group Ty
(see Appendix). However, one has to bear in mind that these functions are pe-
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riodical with the periodicity of zinc-blende structure, say, X (r + a;) = X (r)
with a; being the primitive lattice vectors. The inclusion of the spin degener-
acy doubles number of states at the I" point: T S, | S (the spinor irreducible
representation Iy) for the conduction band and 1 X,7Y,1 Z,] X, Y,| Z
for the valence band. The spin-orbit interaction leads to splitting of the six
degenerate valence states into the quartet

X+1Y
V2

Ty, +1/2) = \/2 TZ—LXFY,

I, +3/2) = =1 (2.22)

|Is,—1/2) =

I, —3/2) —l

\/E ;

that transforms according to the spinor representation Iy, and the doublet

1 .
ITr41/2) = 2=[10 24 L (X +3V). (2.23)
Tr—1/2) = — [~ | Z+ 1 (X —iY)]

V3
that forms the spinor representation I;. We use the canonical bases for the
representations Iy, [z, they transform under operations of the Ty group as
the spherical functions Y35, (m = £3/2,41/2) and Y7 5, (m = £1/2). By
analogy with spin-orbit splitting of the p-level of a hydrogen atom, the states
I's, I'7 are ascribed to those with the total angular momentum J = 3/2,1/2
and its z-components m = +3/2,4+1/2 and m = £1/2, respectively. This
explains the notations of the corresponding basic functions in (2.22, 2.23).

The effective Hamiltonian for electrons in the valence band Ig is a 4x4
matrix and, in the basis (2.22), has the form

F H 1 0
H*G 0 I
(I's) —
HY ) = o G —H|" (2.24)
0 I* -H* F
where
B
F=(A-B)k*+ <A+ 5) (k3 +K2), (2.25)

B
G:(A—i—B)kﬁ—i-(A—E) (k2 +k2),

D

I =—-—— [B(k‘i —k‘i) —Qiﬁkzky} )

2
H = —Dk,(ky — iky) ,
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and z,y, z are the principal axes [100], [010] and [001]. This matrix, called
the Luttinger Hamiltonian and depending on three band parameters, A, B
and C, is derived in the second-order k - p perturbation theory or in the
method of invariants. It describes the energy spectrum and electron (hole)
states in the vicinity of the point kK = 0 in the band I3 of zinc-blende-
lattice semiconductors (e.g., GaAs, InP, CdTe, ZnSe) and in the band I}
of centrosymmetric diamond-lattice semiconductors (Ge, Si). Notice that the
symmetry forbids odd terms in the expansion of the Hamiltonian in powers of
k in centrosymmetric crystals but allows such terms in T} crystal classes. The
linear- and cubic-in-k contributions to the effective Hamiltonian are discussed
in Sect. 2.6.
The dispersion equation Det||H7(nF,87)n — Edpym|| = 0 is reduced to

(E-F)E-G)—|H] -1} =0.

Its solutions are

F+G F-G\?
Bunin = — i\/(T> +|H|? + |2 (2.26)

= AR £ [ B2kt 4 (D2 — 3B2) (k2k3 + K2k + K2K2)

For most semiconductors with a zinc-blende lattice the band parameter A is
negative. As a result, the effective masses h%k?/(2Epp, 1) are negative as well.
Sometimes, instead of working in the electron representation with negative
masses, it is more convenient to use the hole representation with positive
masses and replace H('®) by —H(®) The energy in the latter representation
will be labelled by the superscript ‘h’. Thus for hole dispersion we have instead
of (2.26)

% 12
E = — s m = 3 2.27
PR 2m ™ T 9(|A] — BE + C2F) (2.27)
o R 12

=z, Myp= )
N oy T (Al + /B2 1 OFF)

k2k2 + k2k2 + k2k2

k4 '
Usually values of A, B and D/\/§ are close to each other because the k - p
coupling of the I'y valence band with the lowest conduction band [§ is the
strongest. As a result, the hole branch labelled ‘hh’ has a small dispersion
and hence large mass, it is referred to as the heavy-hole subband. The other
branch labelled ‘l1h’ is known as the light-hole subband. Note that the heavy-

and light-hole subbands are 3D bands and have nothing in common with the
size-quantized subbands in QWs and QWRs.

where

C*=D?-3B*, f=
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The Luttinger Hamiltonian (2.24) can be conveniently presented in the
following invariant form [2.8]

5 D
HIS) (k) = (A + —B) k2 —BY J2kE— = {Jpdi}skiks 2.28
o) = (a3 S = S (225)

h2

)
Pyl B <71 + 5’72) Kot 200 ) JERE 4 23 ) {Jididskirks

- 2mo i

Here ¢,7’ = z,y, 2, J; are the matrices of the angular-momentum operators
J; in the basis Y3/2,m, the curly brackets with the subscript s mean the
antisymmetrization: {MN}; = (MN + NM)/2 for any operators or matri-
ces M and N. The complete set of 4x4 matrices constructed from products
of J; is presented in Table 2.1. In the method of invariants, these matrices
can be considered as objects transforming according to representations of
the T, group. Particularly, the matrices J; and J? form equivalent bases of
the representation Fy (pseudovector) and the matrices V; and {J;11J;12}s
transform according to the representation Fy (vector). The three matrices J2
form a basis of the reducible representation which is reduced to A; + E. The
invariant matrix is the sum J? 4+ J7 + J2 which is equal J(J 4 1)I, where
J =3/2 and I is the 4x4 unit matrix with the components I;;; = d;/;. As a
basis of the representation E one can use the pair v/3(J2 —J2),2J2 - J2 - J2.
Finally, the matrix {J,J,J.}s is attributed to the representation Ay (pseu-
doscalar). The matrices J;, Ji?’, V; and {JmJsz}S are odd and the matrices
Jf, {Jit1Ji12}s are even under time inversion operation. The dimensionless
constants v; called the Luttinger (or Kohn-Luttinger) band-structure param-
eters are connected with the constants A, B, D by

h2 K2 K2 D
— = —-A, — Ny =—B ., — A= — | 2.29
2m0’yl ’ mo’y2 ’ molyg V3 ( )

Table 2.1. Matrices J; and their products for the representation [g in the basis
Y3/2,m (m =3/2,1/2,-1/2,-3/2). The used notations are V; = {Ji(J31—T2)}s,
{JszJz}s = {Jz{Jsz}s}s-

0 v3/2 0 0 0 —iv3/2 0 0
7= V3/2 0 1 0 7= iv3/2 0 —i 0
S ) 1 0 V32| VT 0 i 0 —iv3/2|’
0 0 V3/2 0 0 0 iv3/2 0
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3/4 0 3/2 0 3/4 0 —v3/2 0
| 0 T4 0 VB2l s 0 7/4 0 —3/2
T IVB/2 0 7/4 0 |7 YT | =vB/2 0 7/4 0 ’

0 V3/2 0 3/4 0 —3/2 0 3/4
9/4 0 0 0
2_|0 1/4 0 0
z 0 0 1/4 0 |’
0 0 0 9/4
0 —iv3 0 0 0 vV3 0 0
iv3 0 0 0 V3o o0 0
2 zfs = . 5 2 zdx fs — 5
{2} 0 0 0 iVv3 {2} 00 0 —V3
0 0 —-iv3 0 0 0 —v/3 0
0 0 —iv3 0
0 0 0 -iv3
2Heduts = iv3 0 0 0o |’
0 iv3 0 0
0 T7V3/8 0  3/4 0 —i7v3/8 0 i3/4
3 7V3/8 0 5/2 0 3 i7v/3/8 0 —i5/2 0
Ja:: 5 Jy: . . 5
0 5/2 0 7V3/8 0 i5/2 0 —i7V/3/8

3/4 0 7V3/8 0 —i3/4 0 i7v3/8 0

27/8 0 0 0
0 1/8 0 0

2= 0 0 -1/8 0 |’
0 —27/8
0 —/3/4 0 —3/4 0 —iv3/4 0 i3/4
V. = —V/3/4 0 3/4 _ lf/4 0 i3/4 0
°T 0 3/4 0 f/4 —i3/4 0 —iV3/4|’
-3/4 0 —\/§/4 —13/4 0 iv3/4 0
0 3/2
V. 0 0 \/§/2
o f/z 0 0 0 ’
0 —v3/2 0 0
0 0 —iv3/2 0
B 0 0 0 iV3/2
T dyJ.}s = W32 0 0 0
0 —iv3/2 0 0

The method of invariants readily allows to write down a deformation-
induced contribution to (2.28), the so-called Bir-Pikus Hamiltonian, as

HD — (a+ b) T&"{u}—bz T2u — \[Z{J Jitauvi, (2.30)

il i
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where 4 is the strain tensor with the components u;; and a,b,d are the
deformation potential constants. The Zeeman Hamiltonian in the band Iy
reads

My =2up [T - B+ q(J2B, + J3B, + J?B.)] (2.31)

and is characterized by two dimensionless coefficients K and ¢q. Here B is
the magnetic field and pp is the Bohr magneton. Note that the difference
between 9 and 3 as well as nonzero value of g are due to the cubic symmetry
of the zinc-blende lattice. The warping of the valence band, or the angular
dependence of mypp,, myy, is directly related to the difference between ~» and
v3. In the frequently used isotropic approximation, s is identified with 5 in
which case the warping vanishes. In the effective Hamiltonian approach, the
electron wave function is expanded in the Bloch states near the extremum
point, here the I" point, and written as a sum

U(r) = &n(r)|3/2,m) (2.32)

of products of the smoothly-varying envelope functions @, and the I'-point
Bloch functions |3/2,m), see (2.22).

In QW structures, the envelope functions @,,, presented as a four-component
column @ satisfy the matrix Schréodinger equation

HP(r) = B (r) (2.33)

where the effective Hamiltonian M is the Luttinger Hamiltonian H(®) (k)
with the superstructure potential V(z) included into the diagonal, k = —iV.
The simplest boundary conditions for the envelopes @,,(r) are

Py =P5, (6z45)A = (@z@)B ) (2'34)
where 0, is the normal component of the velocity operator

L _lom
* T hok,

(2.35)

In this subsection the consideration is restricted to zinc-blende-lattice QW
structures grown along the direction [001]. QWs grown along low-symmetry
directions are treated in Sect. 3.1.6. We start from quantum-confined va-
lence states with zero in-plane wave vector, k; = k, = 0. Since in this case
the non-diagonal elements of the Luttinger Hamiltonian vanish, heavy- and
light-hole states are size-quantized independently and form two series of sub-
bands, heavy-hole (hhv) and light-hole (lhv) subbands. At the same time the
boundary conditions (2.34) reduce to (2.10). The hole quantum-confinement
energies Eyp,, and Ejp,, are found from (2.12, 2.14) by substituting into these
equations the hole masses and the valence band offset. For each state only
one envelope @;(z) is nonzero so that the heavy-hole states are characterized
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by the angular momentum component J, = +3/2 whereas, for the [h states,
J, = £1/2. Therefore, one has

w}zhu,:ﬁ:3/2(r) Phh ( ) ‘3/27 13/2> ) (236)
Uihw,+1/2(7) = @ (2) [3/2,£1/2) ,

where the envelopes @pp,(2), @iny(z) are given by (2.8, 2.13).

For nonzero values of the in-plane wave vector k|, the off-diagonal terms
of the Luttinger Hamiltonian mix the heavy- and light-hole states and give
rise to large nonparabolicities of the hole subbands [2.9-2.14]. In QWs with
perfect interfaces, the in-plane motion may be factorized out of the envelope
function

&(r) = ks thV) p2) (2.37)

where F' is a four-component column, z and k||-dependent. With no magnetic
field, the solutions of (2.33) at each subband hhv,lhy and in-plane wave
vector k| are twofold degenerate. It is accepted to label the hole subbands
as Ehhwk” , Elhmk” referring to the subband index hhv or lhv at k = 0.

In symmetrical QWs, it is possible to classify the two degenerate states
by a parity number p = £ under the mirror reflection z — —z. It follows then
that, for the hole state with parity p, the four-component envelope F(z) can
be presented as [2.11,2.13]

F3/2 p( )
F,(z) = Fl/f/zﬁzgf . (2.38)
F_g/5 _p(2)

Particularly, this means that, if the component Fj/5 ), is even (p = +), then
the component Fy/; _, is odd. In other words, the mth component of the
column F,(z) has parity p,, given by

)3/27m

pm = (-1 P

The fact that the Luttinger Hamiltonian is invariant under both time and
space inversion allows to relate the even and odd solutions with the same k;
by

v (r)=JK&, (r). (2.39)

Here it is assumed that the time inversion operator K acts both on the en-
velopes @,,(r) and the Bloch functions |I5,m) whereas the space inversion
operator J acts only on the envelopes, J&,,(r) = @,,(—7). The operator K
is defined by

Ku = —io,u* (2.40)

where u is an arbitrary spinor function and o, is the Pauli matrix. In partic-
ular,
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K|Is,3/2) = —|Is,-3/2) , K|I%,1/2) = |Ix,~1/2) ,  (241)
K|Is,~1/2) = — |Is,1/2) , K|I%,-3/2) = |Tk,3/2) .

A typical calculated hole energy spectrum is illustrated in Fig. 2.2 for a
GaAs/Aly 5GagsAs QW of the width a = 200 A. Neglecting the off-diagonal
terms in the Luttinger Hamiltonian, i.e., neglecting the heavy-light-hole hy-
bridization, the hhv and lhv hole subbands are parabolas, see (2.25),

B B
EhhukH = E}ghu + (|A| + %) kﬁ and Elhl/kH = Elohll + <|A| _ %) kﬁ ,

where E9, = Ej, =0 (j = hh,lh). The valence-subband coupling leads to
anticrossing of these parabolic subbands and even to nonmonotonical dis-
persion for some of them. The nonparabolicity in the Ah2,lh1 subbands is
considerably larger than that in the hhl subband because of the mutual re-
pulsion of the hh2,lh1l subbands arising from the small energy separation
between them.

The boundary conditions (2.34) ignore the anisotropy of chemical bonds
at an interface. In fact, the point symmetry of a perfect GaAs/AlAs(001) in-
terface, or of a CA/C’A’(001) interface between the zinc-blende-lattice semi-
conductors CA and C'A’, is Cy,. For this point group, the heavy-hole (hh)
and light-hole (lh) states at k| = 0 transform according to equivalent spinor
representations and, hence, interface-induced lh-hh mixing is allowed even
for zero in-plane wave vector. In [2.16,2.17] this kind of mixing was postu-
lated by including additional terms in the boundary conditions for the hole
envelope functions. In a matrix form, the proposed boundary conditions for
the envelopes Fy,(z) at kj = 0 are written as

. . .2 h

Fy,=Fg, (0,F), = (0.F)y 1\/§a0m0
where z || [100],y || [010] The prefactor with Planck’s constant 7, free electron
mass mp and the lattice constant ag (assumed to be the same for CA and
C’A’) is introduced to characterize the [h-hh mixing by the dimensionless
real parameter ¢;-;. The mixing under consideration has a nonrelativistic
nature and is due to the interface-induced mixing of |X) and |Y) orbital
Bloch functions under normal hole incidence. In [2.18] a tight-binding model
has been used to relate the microscopic parameters with the coefficient t;-j,.
The tight-binding estimation of ¢, = 0.44 is in reasonable agreement with
experiment on anisotropic exchange splitting of excitonic levels in type-II
GaAs/AlAs SLs (Sect. 5.5.1). The additional term in the boundary conditions
(2.42) plays a decisive role in the formation of interface optical anisotropy of
heterostructures with no common atom (Sect. 3.1.7) and a large role in the
quantum-confined Pockels effect (Sect. 3.4.3). Different theoretical aspects of
the heavy-light-hole mixing at zinc-blende (001) interfaces under normal hole
incidence were also analyzed in [2.19-2.26].

ti-n{JoJy}s F (2.42)
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Fig. 2.2. Calculated in-plane energy dispersion of holes for the top-most valence
subbands in a GaAs/Aly5Gao.sAs QW of the thickness a = 200 A. The horizontal
dashed-and-dotted line indicates the Fermi level position, Er, corresponding to the
2D hole density ps = 2 x 10'' ¢cm™2. The vertical arrows illustrate direct optical
transitions accompanied by photon absorption (solid) or emission (dashed). The
shaded areas demonstrate the anisotropy of the hole energy spectrum: the curves
bounding these areas correspond to the dispersion along the [100] and [110] in-plane
directions. From [2.15].
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2.1.3 Effect of Nonparabolicity on the Confinement Energy

Effects of energy dispersion in bulk constituent semiconductors on quantum
confinement of electrons and holes in nanostructures are naturally taken into
account in multiband envelope-function theories. In a N-band model, the
electron wave function is presented, similarly to (2.32), as a sum

N

W(r) =Y &u(r)|n), (2.43)

n=1

where |n) are the Bloch functions at the extremum point, here the I'-point
k = 0, and N equals the number of involved basic states |n). The model
effective Hamiltonian H (k) is a N x N matrix divided into three parts: the
diagonal matrix H() containing the energies E? at k = 0, the matrix HD®
describing the k- p and spin-orbit coupling between the chosen set |n) that is
treated exactly, and the matrix H(?) which takes into account by perturbation
theory the coupling between the chosen set and remaining (remote) Bloch
states. Among different k - p models used for description of electronic states,
it is worth to mention (i) the 6x6 Luttinger model, I'f +I¥, of the coupled I's
and Iz valence bands [2.8,2.27,2.28], (ii) the Kane model [2.29-2.32] with a
8x8 Hamiltonian acting in the eightfold space I'{ +1g + I of the conduction
states I's and the valence states I's, I'7, and (iii) the 14-band model [2.33-2.35]
with a Hamiltonian Hi4x14 acting in the space of states in the I, Ig, 7
conduction bands and Iy, 7 valence bands. Here we will apply the Kane
model to demonstrate strengths of the multicomponent envelope-function
theories and go beyond the parabolic-band approximation in calculations of
conduction-band states.

The 8-band Kane model applied here explicitly takes into consideration
the k - p mixing between the lowest conduction band Iy, and the highest
valence-band Is,, I, states and ignores coupling with other bands, H(® = 0.
Following Suris [2.36] we present the electron wave function in the form

UV=uS+uv, X+v,Y+uv, 7, (2.44)

where u(r) and v(r) are scalar and vector spinor envelope functions. In terms
of u and v, the Schrodinger equation is conveniently written as follows

Eu=—iPk-v, (2.45)

A . A
(E—i—Eg—&—g)v: iPku+i§axv.

Here E' is the electron energy referred to the conduction band bottom IG,
k = —iV, E, is the band gap, A is the spin-orbit splitting of the valence

band and

hpey

P =i = D\ Z) . 2.4
P e, = (S16.12) (2.46)
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By using the second equation of (2.45) one can express the vector spinor v
via the gradient Vu as

K2 K2
- — i [g(E) — 2.4
5m(E) Vu—ip - [9(E) = gol(o x V)u, (2.47)
where
1 2 p2 2 1
_ = 2.4
m(B) 372 (E9+E+E9+E+A>’ (248)
4 moP? A
9(E) = g0 >

3 R (B, +E)E,+E+A)°

Substituting (2.47) into the first equation of (2.45) we naturally come to a
second-order differential equation for the conduction-band envelope
h2k?
2m(FE)

u=Fu. (2.49)

Therefore, in a bulk material the electron dispersion equation is
2m(E)E = h*k?

or

E(E+ E,)(E + E, + A) = P*k? (E +E, + % A) . (2.50)

Note that m~1(0) and the difference g(0) — go describe the valence-band k- p
contributions to the inverse effective mass and the g factor at the bottom of
the conduction band (Sect. 5.3.3). Expanding the energy of the conduction
band, E.(k), to k* we obtain from (2.50)

N h2k? 1 3—2n+n° h%k?
~om* 3—n  2m*E, )’

E.(k) (2.51)

where m* = m(0) and n = A/(E, + A). It should be mentioned that in
(2.45) the term h2k?/(2mg) is dropped because it is comparable with the
contribution of neglected remote bands. The generalized Kane model contains
this dropped term as well as the quadratic-in-k term H(?). However, this
modification deprives the model of its main asset, namely, the possibility of
expressing all spectral parameters in terms of a limited number of the model
constants.

The simplest boundary conditions for the envelope functions are the con-
tinuity of the spinor u(r) and of the normal component of the vector Pv(r)
at the interfaces. For a QW structure with the growth axis along z, they

reduce to
up =up, Pa (v.), = Pg (v:)g , (2.52)
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where Pa, Pg are values of P in materials A and B. One should bear in
mind that if the energy E is referred to the conduction band bottom in the
material A then, for the material B, the variable E in (2.45, 2.48, 2.49) must
be replaced by E — EZ. The more general form of boundary conditions in the
Kane model is analyzed in [2.37] (see also [2.38]).
For the states at k;, = 0, spinor solutions of (2.48) can be presented in
the form
us(2) = f(2) e, (2.53)

where f(z) is a scalar function and ¢,/ =1, c_1/2 = | are the spin-up and
spin-down columns, respectively. In this case the boundary conditions take

the form . of . of
=t (), = e (1) 259

which differs from the Bastard conditions (2.10) by using the energy-dependent
(nonparabolic) effective masses instead of those at the conduction band
bottoms, ma and mp. Hence, the electron quantum-confinement energy at
ky = k, = 0 satisfies the transcendental equations (2.12) and (2.14) where
the fixed parameters ma, mp are replaced by the energy-dependent functions
ma(E), mp(E).

2.2 Electron States in Quantum Wires and Nanotubes

In a QW, a free carrier can freely move in two directions. From this a QW
structure is said to be a 2D system, or a quasi-2D system taking into account
that the size-quantized states have a finite extension in the third direction as
well. Now we turn to a brief overview of electron states in QWRs, or systems
of the dimensionality d = 1, where the free motion is possible only in one
direction.

2.2.1 Cylindrical and Rectangular Quantum Wires

In this subsection we consider the kind of QWRs in which one material, A,
is surrounded by another material, B. In the effective mass approximation,
the 1D-electron envelope function is written in the factorized form

P(r) = NG et=*p(z,y) (2.55)

where z if the QWR principal axis and L is its length. Sometimes, they use
the cylindrical coordinates, p = y/2z2 + y? and ¢ (the azimuth angle), rather
than z,y. For QWRs, the boundary conditions (2.10) are changed to

1 1
2 — (N V), = p— (N -Vo)g , (2.56)
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where IV is the normal to the dividing surface between materials A and B.

In a cylindrical QWR, the electron states are characterized by a particular
z-component, M, of the angular momentum. For the axially-symmetric states
with M = 0, the function ¢(x,y) = p(p) is expressed via the Bessel functions
Jo(z) and Ko(z) as follows

Clo(kp), it p<R,

S0(”“"’@’):{DKo(aep), it p>R, (257)

where R is the wire radius, k and & are related with the energy F by the
equations

OmpE 1/2 omp(V — E 1/2
< k2) , = %+k§ (2.58)

similar to (2.7). Taking into account (2.56) we have D = CJo(kR)/Ko(eeR)
and come to the following equation for the electron energy
Ji(kR)Ko(eR)  ama

(2.59)

In a QWR with an infinite confining potential, when the wave function at
the boundary can be set to zero, this equations reduces to Jo(kR) = 0. The
first three zeros of the function Jo(x) are 2.405, 5.520 and 8.654.

Let us now consider a less symmetrical QWR, namely, a QWR with the
rectangular cross-section a, X a, along the axes x and y. In structures with
infinitely high barriers, one has

o(r,y) = oo, (5 a2) 00, (Y5 ay) (2.60)

%(x;a):\/g{cos(um/a) for odd v, (261)

sin (vra/a)  for even v .

where

Each electron subband is labelled by two quantum numbers v, v,,. The energy
of an electron in the state (v, vy, k) is given by

K2 v\ 2 v\ 2
I z + (L) +&
Y 2ma Qg Gy

In the Kane model the electron states are described by the scalar and
vector envelopes, u and v, satisfying equations (2.47, 2.49) and boundary
conditions

(2.62)

upr =up, PA (N -v), =Pg (N -v)g . (2.63)

One can present the spinor wave function u(r) in the general form as

us(r) = [f(r) +ioqha(r)] s, (2.64)
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where ¢; (s = +1/2) are the spin-up and spin-down states and, for k, =
0, f(r), ha(r) are real functions. Symmetry of a nanoheterosystem imposes
restrictions on coordinate dependence of these functions. In particular, in
cylindrical wires, f(r) = f(\/2? + y?) while the three functions h,(r) are
identically equal to zero because there exist no polynomials th C’melym
which transform as pseudovector components with respect to operations from
the point group D... Taking into account the nonparabolicity in the Kane
model, the equation for the electron energy in the state with M = 0 is
obtained from (2.59) by substituting ma (E), mp(E) instead of ma, mg.
For the conduction-electron state at the lowest-subband bottom k., = 0
in a rectangular QWR, the envelopes u, v are independent of z and, hence,

f(’!‘) = f(p) = f(xQ,yQ) ) hz(p) = xyM(asQ, y2) ) hm(r) = hy(’l”) =0. (265)

In the case of a quadratic cross section, one has

he(p) = zy(a® — y*)F(a*,y?) (2.66)

where F(z2,y?) = F(y? 2%). The continuous envelopes f(p) and h(p) =
h.(p) satisfy equation (2.49), they are coupled at the interfaces by the con-
tinuity condition for the normal component of the spinor vector Pv related
to Vu by (2.47). This condition imposes the continuity requirement on the
two following linear combinations of the derivatives V f and Vh:

of _9f\ G (. oh _ oh
" (NI LN, ay> - (NI 5~ N 317) , (2.67)
oh oh G of of
’M<Nx8x+Ny8y)+ 2 (Nzay Ny@x) ’

where N, N, are components of the 2D unit vector N normal to the A/B
boundary, and u = mo/m(E), G = g(E) — go. In [2.39] the ground-state
solutions |ell, s) of (2.49) in a wire of the cross section 2a x 2b were calculated
using the free relaxation technique described in [2.40]. The envelopes f(p)
and h(p) calculated for the GaAs/Aly 35Gag g5As QWR 80 A x 120 A are
shown in Fig. 2.3 as contour maps. The origin of the coordinate system (x,y)
is chosen in the wire center. Due to the rectangular symmetry, see (2.65), it is
enough to present the variation of f and h only in the quadrant =,y > 0. The
function f(x,y) has the maximum value fuax ~ 7 x 1072 at the center and
monotonously decreases with increasing the radial distance p. In accordance
with (2.65) the function h(z,y) is zero if z = 0 or y = 0. It follows from (2.66)
that for coinciding a and b this function should vanish also at the diagonal
x = y and have opposite signs at the points (x,y) and (y,z). One can see in
Fig. 2.3 areas of opposite signs in the map of h(z,y) in spite of a remarkable
difference between a and b. As a result, in every quadrant the function h(z,y)
exhibits a maximum and a minimum. As compared with f,.x, the extremum
values of h(z,y) are smaller by three orders of magnitude.
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Fig. 2.3. Contour plots of the envelopes f(z,y) and h(x,y) for the electron lowest
subband el (at the bottom, k, = 0) in a 2a X 2b rectangular GaAs/AlGaAs QWR
with a = 40 A and b= 60 A. [2.39]
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In QWRs with a confining potential of complicated shape, e.g., in V-
shaped QWRs, the electron and hole states are calculated by direct solution
of the full 2D Schrédinger equation, see [2.41].

2.2.2 T-shaped Quantum Wires

We consider a T-shaped QWR consisting of a cleaved QW of the thick-
ness a and an overgrown QW of the thickness b, see inset in Fig. 2.4a. As
compared to the QWR structures discussed in the previous subsection, the
confining potential in T-shaped wires has openings so that free carriers are
classically unbounded in such structures. However, the quantum mechan-
ics allows formation of bound electron or hole states at the T intersection.
The binding energy, ¢1p, of a 1D state is defined as an energy difference
E. i (max{a,b}) — E1p between the lowest 2D-electronic state in the wider
QW and the 1D-state under consideration. Here E.;(a) is the el-subband
quantum-confinement energy in a single QW of the thickness a. The solid
line in Fig. 2.4a shows the calculated dependence of the energy of the low-
est wire-like electron state on the width b at fixed a = 50 A in the T-shaped
GaAs/Alg 35 Gag g5 As structure. Physically, it is clear that, with changing the
width b, the electron wave function is redistributed between the cleaved and
overgrown QWs. For b — 0, the energy F;p asymptotically approaches that
of a 2D electron in the overgrown well (indicated in Fig. 2.4a by the dotted
horizontal line). In the opposite case, with b increasing and becoming much
larger than a, the electron penetrates more and more into the cleaved well
and E1p — FE.1(b). The binding energy e1p is represented in the figure by
the dashed line. Note that £1p is not an analytical function of b since at the
point b = a the meaning of the lowest 2D state changes. It is this point at
which the binding energy, or the 2D-1D separation, reaches a maximum. Ac-
cording to Kiselev and Rossler [2.42], this simple criterion, i.e., the equality of
the minimum energy values of 2D states in cleaved and overgrown QWs, can
be applied to much more complex structures fabricated by the cleaved edge
overgrowth technique. The probability density of the lowest electron states
in the QRW with @ = b = 70 A is shown in Fig. 2.4b.

Some modifications of the conventional T-shaped structure can lead to an
enhanced 2D-1D separation. One of the possibilities is the double T-shaped
structure where two individual intersections are close enough to each other
to permit ‘bonding’ and ‘antibonding’ 1D states. It is interesting to compare
the tunnelling exponents that govern the coupling of 2D states in the cleaved
QWs and of 1D states in the double T-shaped structure. According to (2.7),
for the former coupling, it is exp (—&2pLy) with L, being the width of the
barrier layer between two cleaved QWs and

Xop = \/QmB(V 7Ee1)/h2 .

The similar quantity exp (—ae2pLy) for the wire-like states is represented by
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Fig. 2.4. (a) The dependence of the energy of the lowest electron state in a
GaAs/Alp.35Gag.e5As T-shaped structure (shown in inset) on the width b of the
cleaved QW (solid) for a fixed width of the overgrown QW, a = 50 A. The quantum-
confinement energies of the lowest electron states el in the cleaved and overgrown
QWs are represented by dotted lines. The 2D-1D difference is shown as a dashed
line. (b) The electon probability density for the wire-like electron state in the struc-
ture with a = b = 70 A. From [2.42].

X1p = \/QmA(Eel — ElD)/h2 .

Thus, there is a range of barrier widths L;, where coupling of well states is
negligible and, at the same time, the interaction of the wire-like states is
strong.

Langbein et al. [2.43] calculated and optimized the confinement energies
for electrons and holes in T-shaped QWRs using the effective-mass approx-
imation for the simple conduction band and the six-band envelope-function
theory (the Luttinger model) for the valence bands Ig, I;. They showed that
the conduction-band 1D state is confined more or less equally in different
arms of the T-intersection, while the lowest valence-band state is more ex-
tended along the overgrown QW. This is a direct consequence of the isotropic
conduction-band mass and the anisotropic valence-band mass. Moreover, due
the large and anisotropic hole effective mass, the 1D valence-band states are
only weakly bound at the T-shaped intersection.

Calculations of bound states in other opened QWR structures can be
found in [2.44] (H-shaped structure, or double QW connected by a bridge
grown from the well material), [2.45,2.46] (barrier-modulated wires), [2.47]
(L-shaped QWRs).
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2.2.3 Carbon Nanotubes

We recall that a carbon nanotube is conceivable as a single hexagonal layer
cut and rolled up into a cylinder. Thus, we start from the electron structure
of a 2D graphite, or graphene. The carbon atoms in a graphene plane form a
bipartite hexagonal lattice which can be divided into two sublattices A and
B. The 2D basis vectors with the angle 120° between them can be defined by
1 V3
5 5 ) , (2.68)

aa(l,O),ba(

where a is the lattice constant equal V/3 times the interatomic distance d =
1.44 A [2.48], and the coordinate system z,y in (2.68) is chosen in such a way
that z || a, y L a and b, > 0. The 2D reciprocal lattice is also hexagonal
with the first Brillouin zone being a hexagon (Fig. 2.5).

K' K

K' K
Fig. 2.5. 2D Brillouin zone of graphene.

We choose one of the B sites as the origin (0,0) of the coordinate system.
Its three nearest A neighbors are located at the points

_a _a(v3 1)y e V31
Tl_ﬁ(03_1)7r2_\/§<2a2>7 3_\/§< 272> (269)

In the tight-binding theory, the electron wave function in the state with the
wave vector k is written as

Ui(r) = Ca(k)explik - (R+74)]p(r — R—7a) . (2.70)
Ra

Here R is the 2D translational vector which enumerates the unit cells, «
enumerates two carbon atoms in the unit cell belonging to the sublattices
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A and B, 7, is the position of the atom « within the unit cell and ¢(r)
is an atomic 7 orbital. The coefficients C (k) and Cp(k) written as a two-
component column C(k) satisfy the following matrix equation

HC = EC,

where, in the nearest-neighbor approximation, the 2x2 effective Hamiltonian
is given by

y 3
H = {Eho go} o h(R) =0 Y exp (ik 1) (2.71)

n=1

7o is the nearest-neighbor transfer integral, Fy is the diagonal energy which
in the following is set to zero. Substituting 7, from (2.69) into the exponents
one obtains [2.49,2.50]

h = (e_ik”a/\/g + 26tk e/2V3 g %) . (2.72)

The energy dispersion is given by Ey(k) = £|h(k)|. An important point is
that the energy equals zero at each vortex of the 2D Brillouin zone (points
K and K'), particularly at the left and right vortices
4d , A
K = 3 (-1,0), K' = 3 (1,0). (2.73)
Near these points the dispersion is linear, namely, E1(k ~ K) = vk — K|.
At zero temperature the states with negative energies are occupied (valence
band) whereas those with positive energies are empty (conduction band).
Thus, a graphene is a zero-gap 2D crystal in the sense that the conduction
and valence bands consisting of 7 states touch at the K and K’ points.
Turning now to carbon nanotubes we write the circumferential vector as

L =n,a+mb, (2.74)

where n,,n; are integers, and expand the electron effective Hamiltonian for
a graphene sheet in the vicinity of the points K and K’ [2.51,2.52]. In the
following we define k and k' as wave vectors referred respectively to the
points K and K’ and assume the products ka, k’a < 1 to be small. Then, in
the second order in ka or k’'a, the nondiagonal matrix element (2.72) of the
Hamiltonian H is given by (see [2.53,2.54])

Wk, K) = ~ve 9 |k — ik, + —2—e3 (k| + ik, 2] 2.75
(oK) = e by = k4 [ (e k)| @7

near the K point and

h(k', K') = el {—ki K+ 4;\“/§e—319 (K, — ik;)Q] (2.76)
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near the K’ point. Here v = (v/3/2)70a, 6 is the angle between the vector L
and the basis vector a. The subscripts z, I indicate components of a vector
referred to the axes lying in the graphene plane and related to the vector L
soas z L Land k, L L, k; || L. In the same approximation the energy
spectrum near the K point is given by

Ec,v(kaK) = :l:|h‘ (277)
a .
~ ty {k| + T?ﬂk\ [(k3 — 3k k?) cos30 + (k2 — 3k k.) sm39]} )

where |k| = \/k? + k2, the upper and lower signs represent the conduction
(subscript ¢) and valence (subscript v) bands, respectively. The similar spec-
trum near the K’ point is obtained by changing k; — —k' , k., — k., 0 — —0
in agreement with the time inversion symmetry requirement E.,(k,K’)
= E.,(—k, K).

In a carbon nanotube specified by the vector L the electron wave function
satisfies the cyclic boundary condition ¥ (r) = ¥(r + L). This enables one to
find the allowed discrete values of k| as

kl:%(n—g);klz%(n+g>, (2.78)

where n is an integer 0, £1, +2... characterizing the angular momentum com-
ponent of an electron, L = |L| = a\/n2 + nj — nyny, and v equals one of
three integers: 0, £1 determined by the presentation of the sum n, 4+ n; as
3N + v with integer N. In the effective-mass approximation, the electron
envelope functions can be written in the form

einga eikzz

wc,v("«'; n, kz) C,U(na kz) , (2'79)

=— —0
vV 27T vV LCN
where Ley is the nanotube length and ¢ is the azimuth angle. The two-
component columns C., are eigenvectors of the 2x2 matrix Hamiltonian

(2.71), given by

=35 "] = G5 ] 250

with h defined by (2.75) for the 1D K-valley and by (2.76) for the 1D K’-
valley where K, K’ are the z-components of the vectors K, K'.

The dispersion in the conduction and valence subbands is obtained by
substituting (2.78) into (2.75, 2.76 or 2.77). In the linear approximation, the
conduction and valence band spectra are given by

21\ 2 2
Eeoy(n ks K) = £7 \/<%) (n - g) +E2, (2.81)

2
2m v\2
/. AN v 72
Ecm(n,kz,K)_iy\/(—L) (n+3) +r2
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It turns out that, for v = 0 when n, + np is a multiple of 3, a carbon nan-
otube is gapless (metallic, or semimetallic) since the valence and conduction
subbands with n = 0 still touch each other: E,.,(0,k,; K) = %v|k,|. For
v = %1, a nanotube is semiconducting with the band gap A = (47y/3L). In
the following we focus on the nanotubes characterized by a finite band gap
and assume v # 0.

According to (2.77), for small values of k, satisfying the condition |k, | <
|k1| in the K wvalley and similar condition in the K’ valley, the electron
spectrum has a parabolic form with terms linear in k,

A 21.2
Ec,v(na k;mK) == (_n + f kz

5 o, +Bnkz> , (2.82)

Al R2E?
Eeo(n K K') =+ (2 + ! + 5;1@;) ,

where )
Ay =29lky|, A, =29k, |, (2.83)

2|k 2|k
"= |L|,m;:M, (2.84)

Y

3 3
Bn = —%WCLWH sin36, 3, = %wlkll sin30 , (2.85)

and k1 ,k'| are defined in (2.78). Note that the identity E.,(n,k,; K') =
E. ,(—n,—k,; K) follows directly from the time inversion symmetry.

In the presence of an external magnetic field B, the electron energy is
modified just by changing k&, , k' from (2.78) into

2m v @ , 2m v P
= —_— _—— —_— N = —_— —_ —_— 2
ki L(n 3+¢0>,kL T <n+3+¢0), (2.86)

where @ is the magnetic flux passing through the cross section of a carbon
nanotube, @ = B,L?/(47), and @, is the magnetic flux quantum, ch/e. Now
the consequence of time inversion symmetry takes the form

Ec,v(”» k.; ®; K/) = Ec,v(_na —k.; —®; K) .

Chirality (or spirality) of a nanotube manifests itself in a particular cou-
pling between the angular momentum as described by n and the directed
translational motion as described by k.: due to the linear-in-k, terms in
(2.82) or, in general, due to odd-in-k, terms in (2.77) the energy has a con-
tribution which depends both on the sign of k, and the sign of n (propeller
effect).

It is interesting to analyze how this particular coupling disappears for
zigzag and armchair tubes which are achiral from the symmetry point of
view. In zigzag tubes, the angle 6 between the circumferential vector L and
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the vector a is an integer multiple of 60°, sin 36 is zero and odd-in-k, terms
in (2.77, 2.82) vanish. In armchair tubes, the angle 6 equals 30° 4+ N -60° with
N integer leading to one of the following three relations between n, and ns:
Ng = 2ny or Ny = 2n, or Ny = —Ng. This means that the sum n, + np is an
integer multiple of 3 and the parameter v is zero. As a result values of |k |
become independent of the sign of n, and the coupling between signs of n
and k. in the odd-in-k, terms vanishes. This follows also from the symmetry
considerations. In Sect. 8.6 we will show that the odd-in-k, terms in the
electron energy spectrum govern the chirality effects in carbon nanotubes.

It is worth to mention that, in actual nanotubes, ¢ and 7 bands of
graphene are slightly mixed due to the presence of a finite cylinder curvature.
This will lead to a small band-gap for the metallic nanotubes and a possible
shift in the minimum position of the conduction band and the maximum po-
sition of the valence band in the 1D Brillouin zone. Moreover, local twists and
bends may have an additional effect on electronic structure [2.55]. Reich et
al. [2.56] compared the nearest-neighbor tight-binding approximation for the
electron dispersion in graphene and carbon nanotubes with first-principles
calculations and the tight-binding dispersion including up to third-nearest
neighbors. They concluded that the nearest-neighbor tight-binding disper-
sion predicts the electronic energies correctly only for a very limited range
of wave vectors. In order to establish the theoretical similarities between Si
and C, Fagan et al. [2.57] performed first-principles calculations for a hy-
pothetical material, silicon nanotubes. The band-structure calculations show
that, similar to carbon structures, they may present metallic (armchair) or
semiconductor (zigzag and mixed) behaviors.

2.3 Size Quantization in Quantum Dots

Different schemes are used for calculation of electronic states in QDs. They
depend on the dot shape and size which, in their turn, are determined by the
growth conditions, see the book [2.58] and references therein. Theoretically,
the shape of a dot was modelled by spheres [2.59], cones [2.60], pyramids
[2.61,2.62], disks (or cylinders) [2.63,2.64] and lenses [2.65]. The dots made
from a QW heterostructure through a series of masking and etching steps
are modelled by a continual lateral confining potential, as a rule a parabolic
lateral potential (parabolic QDs) [2.66].

2.3.1 Rectangular and Spherical Quantum Dots

The simplest models are rectangular and spherical QDs with infinite barriers
treated in the isotropic-effective-mass approximation. Similarly to (2.60), the
envelope function of an electron confined in a a, x a, X a, rectangular QD,
or a quantum box, is a product
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U(r) =y, (z,a,) 27 (yaay) ou.(2,az) (2.87)

of three envelopes (2.61) describing the size-quantization in one particular
direction, respectively x,y or z. The electron energy levels are

th 2 2 2
Eel/myyl/z = 7T_ l(ﬁ) + <V—y> + <£> ] . (2'88)
2ma ay Qy Qa,

The electronic states in a spherical QD dot are characterized by the elec-
tron orbital angular momentum [. The lowest-energy electron state corre-
sponds to [ = 0. For an infinitely high barrier, the ground-state electron
wave function has the form

1 sin(nr/R)
2rR T

, (2.89)

where the spin index s assumes the values +1/2 and the Bloch function
|s) = ¢5S. The confinement energy is

m2h2

= 2.
2ma R? (2.90)

Refining the procedure by finite barriers we obtain for the ground state

i <
C { sin kr forr < R, (2.91)

fr) = r e ®r-RgnkR forr>R,

where C' is a normalizing factor and k, & are defined by (2.58) taken at k, = 0.
The eigenenergies satisfy the equation

1— kR cothR = —A (1+ 2R). (2.92)
mp
In the Kane model, the influence of nonparabolicity is reduced to a replace-
ment of ma g by ma s(F), the scalar envelope ugs(r) = f(r)cs is given by
(2.91), and the vector envelope is determined from

R .Q(E)_go(o_xf)}ﬁc

Pos(r) = 2 m(E);_1 2myg r/)|dr °

The product VR? should exceed some critical value to allow at least one
confined state. For my = mg = m*, this critical value equals

272
R
(VR2)CY = Sm* :

It is worth to mention that, for the ground electron state in a rectangular
box (the point symmetry Dsp), all four functions in (2.64) are nonzero and
allow the representation
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f(T‘) = f(m2,y2,z2)7 hﬂﬁ(r) =Yz Mm(xQ,y2,Z2) ,
hy(r) = 2z My (2®,y%, 22), h.(r) = 2y M.(a*, 9%, 22),

where f and M, are arbitrary functions of 22, y? and 22.

A confined-hole state formed from the four-fold spin-degenerate band of
I's symmetry (the hole spin J = 3/2, its projection m = £3/2,+1/2) cannot
be characterized by any definite value of the hole orbital angular momentum
L. In the spherical approximation for the Luttinger Hamiltonian (y2 = 3 =
), this is the total hole angular momentum F = J + L which serves as a
good quantum number. The hole state is, therefore, (2F' + 1)-fold degenerate
due to the projection F, of the angular momentum F' along an arbitrary
axis, z.

For the ground state we have F' = 3/2, F, = £3/2,+1/2. Orbital states
with L = 0,2 are involved in the formation of this four-degenerate state.
Following (2.32) we present the hole wave functions at the ground level as

ZRmF )13/2,m) . (2.93)

As a function of 7 and J;, the matrix R(r) with the components R, r, must
be a spherical invariant. There are only two linearly independent invariants,
r2] and (J - )%, which can be constructed from products of the bilinear
functions r;7; and the 4x4 basic matrices presented in Table 2.1. Therefore,
one has for the matrix R(r) inside the dot [2.67-2.69]

T (I O] [ (25 | T

The radial functions fj(z) are defined as

filz) =C

i (9) = ()P N)Jl(f m)], (2.95)

where j;(z) are the spherical Bessel functions, C is determined by the nor-
malization condition

1
/ z)+ f3 ()] 2*de =1,
0

B is the light-to-heavy hole mass ratio (in the spherical approximation), ¢ is
the dimensionless parameter which determines, according to

Eh B h2 ¢2

=— 2.96
S I (2.96)
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the hole quantum-confinement energy at the ground state. For the infinite
barrier potential the envelope function should vanish at » = R which leads
to a simple equation [2.59]

0(9) iz (VB6) +1x(6)jo (VBe) = 0. (2:97)

Note that the spherical Bessel functions allow the representation

T
() =4/—J T
Ji(z) o0 l+1/2( )
and the first three of them are
_sinx .,  sinz cosx
.]0 - T ) .]1 - xg x B}
. 3 1 . 3coszx
=(———| sinx — .
I2 3z 22

For 8 — 1, the light- and heavy-hole subbands in a bulk semiconductor merge
to form one four-fold degenerate band. In this hypothetic limit the envelope
function is spin-independent and, for the ground state, coincides with the
electron envelope (2.89).

2.3.2 Parabolic Quantum Dots

Vertical QDs are artificial semiconductor ‘atoms’ produced by a combination
of MBE and nanolithography. They are MBE-grown QW structures with a
lateral confining potential due to electrostatic gates or some etching process-
ing. The confinement along the growth direction z is much stronger than in
the z-y plane. This allows to separate the vertical and in-plane motions and
approximate the electron envelope by

P(r) = @(z,y)f(2), (2.98)

where f(z) is one of the subband functions (2.8, 2.13) in a 2D QW, &(z,y)
describes the in-plane confinement. In many vertical QDs the lateral poten-
tial, to a good approximation, has a cylindrical symmetry with a parabolic
profile. For these dots, the function @ satisfies the Schrodinger equation for
a 2D harmonic oscillator

R (1o o 1 0? 1 9 o
——— =+ == -m* ¢ = ko . (299
o Ganta t ez ) + 5mede?] #0.0) = Bog) . (299)
Here m* is the in-plane electron effective mass, the last term in the square
brackets is the 2D confining potential expressed via the oscillator characteris-
tic frequency wy and we use the cylindrical coordinates. The function @(p, )
is separable into azimuthal and radial parts
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eimtp

D(p, ) = R(p) (2.100)

where m is the angular momentum component along z. The radial function R
satisfies (2.99) where the operator 9%/9¢? is changed by —m?. The solutions
have the form [2.66]

m| 2 2
R = —"L— = —— | L — 2.101
g () (np, + |m|)! <l0) exp< 2l§) netlml\ 2 )7 ( )

where [y is the natural harmonic oscillator length scale, \/i/(m*wy), n, =
0,1, 2... is the radial quantum number, m = 0, +1, +2... is the quantum num-
ber for angular momentum component and L;',, () is the associated La-
guerre polynomial

! an
Ly (§) = %efﬁ‘mdf—n(e‘if”*m) . (2.102)

The energy levels of the 2D oscillator are
Enym = (2n, 4 [m| + 1)hwg . (2.103)

It follows then that the 2D parabolic potential forms shells, or degenerate or-

bitals including +m and spin degeneracy. The shells N = 1, 2, 3... are equally

spaced in energy with the intershell spacing Awy and the degeneracy 2N.
Let the parabolic potential be anisotropic,

1 *
Viey) = 5 m"(@ie® +wjy?),

where the resonant frequencies w, and w, are different. The solutions are, as
before, separable

g'ﬁ(x,y) =&, (1;w,) gZjny (y;wy> )

where n, and n, are non-negative integers enumerating the eigenstates of a
1D oscillator,

1 x z?
nteson) = gt () o0 (3)

lo = v/h/(m*wy) and H,,(§) is the Hermite polynomial
dr e
H,(6) = (=1)"et —e ¢
o6) = (1) e

The energy in the state (ng,n,) is given by [2.70]

1 1
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At w; = wy = wo, this set of levels reduces to the equidistant set fuvg(ng +
ny + 1) equivalent to (2.103).

The above results are simply extended to the problem of an electron in a
parabolic QD subject to a magnetic field B || z. In this case the eigenenergies
are given by [2.71,2.72]

1
Enym(B) = (2n, + [m| +1) Iy [wf + w2 + % hwe | (2.104)

where w. = |e|B/m*c is the cyclotron frequency. This equation can be un-
derstood taking into account that, in the presence of magnetic field, two
additional terms

% 22 i%%:ém*wzﬁ_’_%mc
appear in the electron effective Hamiltonian in (2.99). Therefore, as com-
pared to (2.103) one should add the term (m/2)Aw, to the energy E), , and
change the oscillator resonance frequency w? by [wg + (w?/4)]'/? which gives
immediately (2.104).

For calculation of hole energy levels in a parabolic potential one needs
to take into account the valence-band mixing. Pederson and Chang [2.66]
proposed to expand the in-plane envelopes in terms of heavy-hole oscillator
states. In this basis the light-hole block of the Luttinger Hamiltonian is not
diagonal. However, the advantage of such a formulation is that all matrix
elements can be calculated analytically. Then the energy spectrum is found
by using a standard numerical diagonalization technique.

2.3.3 Cone-, Lens- and Pyramid-Shaped Quantum Dots

The first step of the calculation of InAs/GaAs or InGaAs/GaAs QDs formed
on a wetting layer is to approximate pyramids with a square base by cones or
lenses having the same height, h, and base surface. For a cone on the wetting
layer of thickness d, the confining potential is modelled by the function

Veone(p,2) =V [1—=0(2)0(d —2) — 0(z —d) 0[h(1 — p/po) +d — 2]] ,

where pg is the base radius. The products of Heaviside functions in square
brackets define the wetting-layer and cone regions. A lens is modelled as a
part of a sphere with fixed height h and radius at the base pg. The radius of
the sphere R is related to h, pg by B2 = (R — h)? + p3, or R = (h? + p3)/2h.
The resulting confining potential is given by

Viens(p,2) =V {1 = 0(2) 6(d — 2) — 0(z — d) 6[R*> — (= —d — h+ R)* — p*]} .

It is clear that Hamiltonians with the above confining potentials are not sep-
arable in z and p and full 3D numerical diagonalization is needed to solve the
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problem. However, complete numerical approaches justify the use of separable
approximate treatments [2.60, 2.65], the latter being by far more physically
intuitive. For illustration, we consider the adiabatic approximation applied
by Wojs et al. [2.65] to calculate the electronic structure of a lens-shaped QD.
They take advantage of the fact that the electron wave function is strongly
confined to the lowest subband of the wetting layer and write the function in
the separable form

eimap

7/1(07 2 Z) = ERm(p)fp(Z) ) (2105)

where f,(z) is a slowly varying function of p and m is the angular momen-
tum component along z. The functions f,(z) and R,,(p) satisfy the separate
equations

{— QZI* % + V(pyz)] fo(2) = Eo(p) fo(2), (2.106)
[% (_%a%pa% + %) + Eo(p)} Ry (p) = ERy(p) .

For simplicity, the effective masses in the structure are assumed to be material
independent, ma = mp = m”*. The calculation starts with finding energy
Ey(p) corresponding to the electron motion in the z direction for a given
thickness of the A layer,

a(p)=vR?>*—p>+d+h—R.

Next, the radial motion in the potential Ey(p) is solved for each angular
momentum component m. The electron energy spectrum of a lens-shaped
QD Ing 5Gag 5As/GaAs with h = 44 A, po =180 A, d = 16 A consists of five
shells, almost degenerate and almost equally spaced with intershell spacing
of fwy = 30 meV [2.66]. Thus, the energy spectrum is well approximated by
the cutoff spectrum of the parabolic lateral potential.

Strain caused by the differences in the lattice constants ag of dot and
matrix materials is decisive for Stranski-Krastanow self-organized growth.
On the other hand, the strain distribution in and around dots modifies the
electron band structure, due to deformation potential and piezoelectric fields.
To illustrate, we remind the strain distribution in pseudomorphic slab and
sphere. The term ‘pseudomorphic’ is used for heterostructures when they
are lattice mismatched to their substrate, and the strain is accommodated
entirely elastically without relaxation via dislocations and other defects. If
the slab extends along the x and y directions the outer material B imposes

the strain
ao(B) — ao(A)
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onto the inner material A, ag(A) and ag(B) being the lattice constants of bulk
materials A and B. Since the slab can freely extend in the growth direction
the stress along z is absent,

Ozz = Clluzz + ClZ(Umz + uyy) =0,

and one finds
Cn
while the shear strain is zero and the outer material remains completely

unstrained. Here C11 = Cypan, Cr2 = Cyrayy are the elastic stiffness constants.
In general, the stiffness tensor C relates the stress and strain components by

Uzz = u

okl = CrimnUmn » (2108)

For cubic crystal classes, it has three linearly independent components: Cypz,
Crryy and Cyypy = Cas. Furthermore, in isotropic materials these three co-
efficients are related by 2Cy4 = C11 — C12 and then the stress-strain relation
is written in terms of the Poisson ratio v = C12/(C11 + C12) and the Young
modulus E = (C11 — Ci2)(1 +v).

For a pseudomorphic sphere of the radius R, under the simplifying as-
sumption of isotropic materials and material-independent elastic constants,
the strains are [2.61]

: . 2 1—-2v
=l = Su T

2 1+4v (R\’
out out out
Upp = —2Ugy = —QUWP = 3 u)| T—5 (?> ,

in

WUpy =

where the superscripts in, out refer to the inner (A) and outer (B) materials
and we present the strain tensor components in the spherical coordinates,

ou, 1 Oug Uy
Upr = (5 U = ~an —
or 00 r
1 Ou, ug Uy
= — I— te .
Yoo = sing Op + r + r

out at the dot surface, r = R,

One can check that components of u'™ and u
satisfy the conditions

(uin - ugUt)|7-:R = u”R,
ao(A)(1+ ugy) = ag(A) (1 +ulk,) = ag(B)(1 + ugs") = ag(B)(1 +udy) .

The strain distribution of a 3D dot of arbitrary shape and elastic proper-
ties cannot be presented in a closed analytical form but has to be solved
numerically [2.61].
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The strain gives rise to deformation-potential and piezoelectric contribu-
tions to the electron effective Hamiltonian. The former contribution is taken
into account by including the Bir-Pikus Hamiltonian (2.30) for the I's valence
band or the similar 6 x6 matrix H,, for the valence bands I's + I'; considered
together. For the conduction band [§, this contribution is a scalar depending
on the hydrostatic components of the strain,

0E. = C1 (Ugy + Uyy + Uzz) (2.109)

where C1 is the conduction-band deformation-potential constant. In crystals
with a zinc-blende lattice, the shear strain induces a piezoelectric polarization
P with

P = €ijkUjk

;51 being the piezoelectric tensor and having only one linearly independent
component e, . = ejs. The strain-induced polarization creates fixed charges

p(r) = —divP(r) (2.110)

and gives rise to the piezoelectric potential acting both on electrons and holes.
Equation (2.110) reduces the symmetry of the electron Hamiltonian to Co,
even when the tensor u;; possesses the Cy, point symmetry.

(010)
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Fig. 2.6. 3D view of the isosurface (the probability of finding the electron inside is
70%), and cross section with isolines (30%, 70%, and 96% probabilities of finding
the electron inside) of the squared electron ground-state wave function for an InAs
QD. The cross section is a (010) plane through the dot center. From [2.61].

In Fig. 2.6 the calculated electron ground-state wave function in a pyra-
mid QD is shown in a perspective view and in a (010) cross section [2.61].
The isosurface containing 70% of the wave-function probability lays almost
completely within the dot. In [2.61] the calculation is performed in the simple
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band model for both electrons and holes. A systematic theoretical investiga-
tion of electronic properties of InAs pyramid QDs in the frame of the eight-
band k - p theory is presented in [2.62]. It is shown that the electron ground
state is mainly represented by s-type Bloch functions with the envelope w in
(2.44) while the hole ground state is almost completely described by p-type
Bloch functions with the envelopes v, vy, v,. The first and second electron
excited levels are two slightly split states with p-like envelopes, the energy
separation between them is approximately proportional to the pyramid base
length, b, in agreement with the proportionality between the piezoelectric
potential and b. No remarkable intermixing of the confined-electron states
with wetting-layer states is found. In contrast to the effective-mass calcula-
tion using the same strain distribution, the eight-band theory leads to the
hole ground-state functions pronouncedly elongated along [110]. Also the hole
excited states in this theory are very different from previous effective mass
results with respect to both the wave-function shapes and the level separa-
tions. The holes are generally confined to the bottom of the pyramid and
do not reach the tip. However, experiments on Stark effect spectroscopy on
InAs/GaAs self-assembled QDs [2.73] show that the hole is localized towards
the top of the dot, above the electron, an alignment that is inverted rela-
tive to the predictions of previous calculations. This unexpected finding can
be understood assuming that the nominally InAs dots contain significant
concentration of Ga and have a graded In;_,Ga,As composition, with x
decreasing from base to apex. Sheng and Leburton [2.74] address the issue
of electron-hole alignment inversion in pyramidal QDs. They use the eight-
band strain-dependent k - p effective Hamiltonian and consider three types
of QDs, namely, pyramidal, truncated pyramidal and lens-shaped. Different
models of Ga concentration profiles are analyzed, including dots containing
five In;_,Ga,As monomolecular layers at the bottom with intervals 10% and
dots with variable number of Ing.75Gag.25As monomolecular layers. For struc-
tures with sizes studied experimentally, the theory allows to obtain inverted
electron-hole alignments that are consistent with the experiment for several
Ga diffusion profiles. However, the inverted alignment is not a universal prop-
erty of self-organized QDs, but ultimately depends on diffusion profile and
dot size that are imposed by fabrication processes, including the nominal
composition of the dot layer, the growth temperature, composition changes
during capping, post-growth annealing, etc. A microscopic pseudopotential
description [2.75] also strongly suggests that to obtain accurate agreement
between theory and experiment one needs to adopt a model that includes
some Ga in-diffusion within the QD.

In [2.76] experimental and theoretical tools were used interactively to
determine the geometric and compositional parameters and the resulting
electronic properties of InGaAs/GaAs self-organized alloy QDs, grown by
Metal-Organic Chemical Vapor Deposition (MOCVD) with nominal 50% In
content and a deposition of four monolayers. Theoretically, an atomistic em-
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pirical pseudopotential model was used as an alternative to the commonly
used effective-mass and k-p envelope-function approximations. The QD struc-
tural model with best agreement between measured and predicted electronic
properties of the studied samples is a truncated cone with height 35 A, base
diameter 200 A, and top diameter 160 A, having a nonuniform, peaked com-
position profile with average 60% In content.

In contrast to InAs and GaAs crystals, GaN and related nitride alloys gen-
erally have a hexagonal (wurtzite) structure, which leads to strong build-in
piezoelectric fields in heterostructures, of the order of MV /cm. Electronic
structure of nitride-based QDs, namely, GaN/AIN and In,Ga;_,N/GaN
QDs, was calculated for hexagonal prisms (prismatic QDs) and truncated
hexagonal pyramids [2.77,2.78], respectively by using a multiband k-p model
and a tight-binding method.

2.4 Spin Splitting of Electron Subbands: Bulk- and
Structure-Inversion Asymmetry

It is well-known that, in centrosymmetric crystals, the electronic state at
each band n and wave vector k is at least twofold degenerate (the so-called
Kramers degeneracy, or spin degeneracy). In crystals lacking a center of inver-
sion, the Kramers degeneracy of the Bloch states is lifted except for special
points or lines in the Brillouin zone. Particularly, in zinc-blende-lattice semi-
conductors like GaAs, InAs, ZnSe, CdTe, etc. (the class Ty) the conduction
band Iy and the valence band Iy are, respectively, twofold and fourfold de-
generate at the I' point. However, away from this point the conduction and
valence bands are split into nondegenerate spin branches, even at zero mag-
netic field. The spin-dependent Hamiltonian can be constructed by expanding
the effective Hamiltonian in powers of k and applying the method of invari-
ants mentioned above in connection with the invariant form of the Luttinger
Hamiltonian (2.28). For the T;-symmetry crystals, one can show that the
spin-dependent term in the conduction-band Hamiltonian appears starting
with &3 [2.79]

Hes = e [oucka (k) — K2) + oyky (k2 — k2) + ouka (K2 — k3)] . (2.111)

where o; are the Pauli matrices. For the band Iy the main contribution is
given by a similar expression

Hos =70 Y Jiki » (2.112)

where J; are the 4x4 matrices defined in Table 2.1 and we use the notation

Ko = kT(ki - kg) ) Ky = ky(kg - kazc) y Kz = kz(ki - k;) .
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In contrast to the conduction band, the constant <, has a nonrelativistic
nature. Indeed, this constant equals 2/3 of the similar constant in the 3x3
Hamiltonian for the nonrelativistic valence band I'i5. Besides (2.112), the
valence-band Hamiltonian expanded up to third order in k contains four
relativistic terms, a linear-in-k term

Hvl = Yol Z ‘/Zkl
and three cubic terms
k‘2
_ A 3 .. /1.2 1. n 1. 2 v
s =l 3 T S ikl ik (- )

In heterostructures, QWs or SLs, grown from zinc-blende-lattice semi-
conductors, the spin-dependent Hamiltonians contain both linear and cubic
terms. Particularly, in (001)-grown QWs with symmetrical interfaces (Dag
point-group symmetry) the linear-k spin-dependent term in the conduction
subband el has the form [2.80]

Hpra = Bi(oyky — 0zkz), (2.113)

where z||[100], y||[010] and B; is a constant. This term can be obtained
from the cubic-k term (2.111) describing the removal of spin degeneracy
of the conduction-band states in a bulk semiconductor. Really, taking into
account the quantum confinement effect we can replace in (2.111) k, and
k2 by the average values (k.) = 0 and (k2) # 0, respectively, and arrive at
(2.113) with 8; = 7.(k2). Here the symbol (k') means the expectation value
/ ©e1(2)kL o1 (2)dz, @e1(2) is the electron envelope function (2.8) at the low-
est subband el and lAcz = —10/0z. Since the term Hpra is due to the lack
of inversion symmetry in the bulk material it is called the Bulk Inversion
Asymmetry (BIA) term which explains the subscript BIA. Sometimes it is
also called the Dresselhaus term [2.81].

In heterostructures with asymmetrical superstructural potential (the Cs,
point group) there exists another spin-dependent contribution

Hsra = B2(0.ky — oyks) (2.114)

which is called the Structure-Inversion Asymmetry (SIA) term, or the Rashba
term. The structure asymmetry can be related with non-equivalent normal
and inverted interfaces, external or built-in electric fields, compositionally
stepped QWs etc. The spin-orbit interaction term in the form of (2.114)
was first predicted in [2.82,2.83] for bulk polar hexagonal crystals with the
wurtzite structure (the Cg, point symmetry). Nature of the similar term in an
asymmetrical 2D system has been analyzed by different authors ( [2.84-2.90],
see also [2.91] and references therein). Note that anisotropic orientation of

53
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chemical bonds at the interfaces gives rise to an additional contribution to
the linear-k Hamiltonian, even in symmetrical QWs [2.92,2.93]. This is the
so-called Interface Inversion Asymmetry (ITA) term. Since it has the same
structure as the contribution (2.113), they can be described together by one
inseparable Dresselhaus term with the common parameter [3;.

It is convenient to introduce the Cartesian coordinates z’||[110], y/||[110],
z||[001] which allow to write a sum of the BIA and SIA terms in the form

Hei(k) = = (B-owky — Byoyky) , (2.115)

N | —

where 1 = 2(f2 & (1) and from now on k = k. Introducing the effective
Larmor frequency 2 (at zero magnetic field) by

Her = g o2 (2.116)

and comparing with (2.115) we obtain
Qk7fvl = ﬂ*k’y//h) Qk,y’ = —5+k1//h, .Qk’z - 0 (2117)
Thus, in the parabolic approximation the resulting energy dispersion is

k2 1

Eor = E° + + 3 I

2m*

with the spin splitting given by

AE = hi, =/ B1K2, + B2K2,. (2.118)

If only one of the constants 31, 3 is nonzero then 32 = 7 = 32, and the

splitting if2, = Bk is angular independent. Figure 2.7 illustrates the electron
dispersion E.1x (a,d) and contours of constant energy in the k,-k, plane
for different relations between (31 and 5 (b,c,e). For 31 # 0,02 = 0 and
01 = 0,82 # 0 the dispersion has the same shape and consists of the well
known shifted parabolas in all directions, displayed in Fig. 2.7a. However, the
Rashba- and Dresselhaus spin-orbit coupling, or coupling between the spin
and wave vector, results in different spin orientation of the eigenstates.

The spin orientation of split states at different k can be visualized by
indicating the direction of the effective Larmor frequency §2j which provides
the relevant quantization axis for spin at given k. The spin orientations for
purely Rashba and purely Dresselhaus coupling are schematically shown in
Fig. 2.7b and 2.7c by arrows. It is assumed that [3; is negative and (3 is posi-
tive. For the Rashba contribution the effective Larmor frequency and, hence,
the spin is always perpendicular to the corresponding k-vector (Fig. 2.7b).
If the Dresselhaus term is dominant, the angle between k-vector and spin
depends on the crystallographic orientation of k.
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Fig. 2.7. Schematic 2D electron band structure with k-linear terms for the Ca,
symmetry for different strengths of the SIA and BIA contributions and the dis-
tribution of spin orientations at the 2D Fermi energy. (a) shows the case of only
Rashba (b) or Dresselhaus (c¢) spin-orbit coupling, and (d, e) represent the case
of simultaneous presence of both contributions. Arrows indicate the orientation of
spins.

In the presence of both Rashba and Dresselhaus spin-orbit terms, rele-
vant for the Cg, symmetry, the [110] and [110] axes become strongly non-
equivalent. For k || [110], the eigenvalues of the Hamiltonian are then
given by E.; = h%k?/2m* £+ (81 + B2)k and, for k | [110], by E. =
h%k? /2m* & (B2 — B1)k. This anisotropic dispersion is sketched in Fig. 2.7d.
The corresponding contours of constant energy together with the spin orien-
tation for some k-vectors are shown in Fig. 2.7e.

At low electron energies the spin splitting due to the linear-in-k term
dominates. At higher energies relevant to high temperatures or large concen-
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trations, the cubic-in-k term can be important as well. For the (001) QW
structures the two Dresselhaus contributions to (2 ;, linear and cubic, can
be written as

Qo = —L2 cos p—123¢c083p, 2 = (21 sinp—238in 3¢, 2, =0, (2.119)
where

h

k? = k2 + k7 and ¢ is the angle between k and the axis [100]. For the [111]
structures, one has

27, 1 e
m:ik(u@—zkz) 2=,

g o= 1sing, 2y =—f21cosp, 2, =—I23sin3¢p,

where z || [112], y || [110], 2 || [111], ¢ is the angle between k and [112], and

~ V3h 4 3h

For the [110] structures, one has

0 = e k<<k§>—1k2> 0= )20

Ppoe=0,y=0, 2, =121 cosp— 23c083p,

where z || [110], y || [001], z || [110], ¢ is the angle between k and [110], and

_ e oy 1o _ /3% 3
thk(<kz> 4k>,93 Tk

The Rashba term can be presented in an invariant form as
Hsia = Pa(o x k) - N, (2.120)

where IN is the unit vector directed along the normal to the interface. In a
symmetrical QW subject to a homogeneous electric field F || z, the constant
B2 can be crudely estimated as [2.90]

le| F

_ P? { AQE, + A)
3

n T \EE,
A A ) ,
" (Eg(Eg + A) B E;(Eé +A/)) [@51(&/2) _(pel(_a/2)]} ,

where the band parameters F,, A and E;, A’ refer to the well and barrier
bulk materials, respectively, the parameter P is defined in (2.46), @e1(2) is
the envelope calculated in the presence of electric field, and +a/2 are the
interface coordinates.

The BIA contribution to the valence band effective Hamiltonian respon-
sible for removal of spin degeneracy of the hole subbands can be obtained by
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averaging the linear and cubic terms, H1, and H,3+6Hsz,, over the quantum-
confined states hhv or [hv calculated neglecting the spin splitting. Note that
this procedure applied to the nonrelativistic term (2.112) does not lead to
linear-k splitting of heavy-hole states because the off-diagonal components
Ji:+3/2,73/2 equal zero. The Rashba spin splitting in 2D hole systems was
analyzed by Winkler [2.95]. At small values of k, the heavy-hole spin split-
ting is of third order, in qualitative difference with the conduction-band and
light-hole states in QWs.

Entin and Magarill [2.96] have derived the effective Hamiltonian for elec-
trons confined near the curved surface and showed that the curved system has
an additional spin-dependent term. For example, in a spherical QW where
electrons are confined in a thin spherical layer of the radius R, the spin-orbit
term is proportional to

where
. . . io . i 0
D = 09Pg + O,Py , Do = "R’ Dy = —m%7
and the vectors oy, 0,, or = R/R compose the orthogonal basis in the
spherical coordinates.
Linear-in-k spin splitting of electron subbands in QWRs is described by
a Hamiltonian

Hi=(o-8) k., (2.121)

where z is the principal axis of the wire and 3 is a constant vector, its nonzero
components are determined by symmetry of the structure. The effective Lar-
mor frequency defined according to (2.116) is equal to 28k, /h. Depending on
the sign of k, it is directed parallel or antiparallel to the fixed direction of 3.
This is the main difference with QWs where the direction of 2 is indepen-
dent of k only in asymmetrical QWs in the particular case 81 = £02 when
either 84 or B_ vanish. In [2.97] a simple 3D model of an asymmetric QWR
is introduced in which the Rashba spin-orbit coupling (2.121) is derived from
a realistic description of the bulk semiconductor electronic structure.

2.5 Electrons, Photons and Phonons in Superlattices

The effective-mass method, the formalism of macroscopic electrodynamics
for photons, the dielectric model for optical phonons and the approximation
of a homogeneous elastic medium for acoustic phonons allow a generalized
description of the quasi-particle propagation in a semiconductor SL. We con-
sider an infinite SL made up of alternating layers A and B with thicknesses
a and b, respectively, and hence with the period d = a + b. The state of a
generalized quasi-particle is described by the generalized envelope



58 2 Quantum Confinement in Low-Dimensional Systems

ety

where z is the SL principal axis, p is the in-plane component of the 3D
radius-vector r, q is the in-plane component of the quasi-particle wave vector.
Within each homogeneous layer the z-dependent envelope ¢(z) is a linear
combination of two exponential functions,

o(z) = F+eikAz + F_e %A% Within the layers A

and
o(z) = G+eikBZ + G_e B2 within the layers B .

The coefficients F., G+ may depend on the layer number. At the interfaces
the function ¢(z) satisfies the boundary conditions

dy dy
= - = S . 2.122
N @B70A<dZ)A CB(dz>B ( )

Physical meaning of the function ¢(z) and the coefficients Cy g as well as
the relation between the wave vectors ka, kg and the frequency w, or the
energy E = hw, will be discussed with reference to electrons, photons and
phonons after deriving the dispersion equation for a generalized quasi-particle
propagating in a SL. Let us present the function ¢(z) and its derivative as a
two-component column

~ %2 . Cj 1 d(p . A
(%), o= 2% (j=AB). 2.123
0= (%) 4= 2% G-aB) (2.123)
The transfer matrix through the layer (2o, ) is a 2x2 matrix that relates the
columns (2.123) at the points z and zp, namely,

@(z) = (2, 20)P(20) -
The transfer within a homogeneous layer A or B is realized by the matrix

coskl N 1lsinkl

02200 = | _Nainki  coskl |’

(2.124)
where [ = z — 29, N = 1 in the layer A and N = (Cgkg)/(Caka) = N in the
layer B. Note that the transfer matrix is unimodular: Det ¢ = 1.

According to the Bloch theorem one can seek eigensolutions satisfying the
condition .

(d) = Tp(0) = " 15(0) ,

where K is the wave vector characterizing the propagation of a quasi-particle
along the principal axis z, T is the transfer matrix through a SL period, it is
a product tatg of the transfer matrices through the layers A and B. As the
first step in deriving the dispersion equation relating K and w, we rewrite
the above condition in terms of the components T;; as follows
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Ty —e 4 Ty
Det ; =0.

¢ Ty Ty —e'®d 0

Taking into account the unimodularity of T we can present this equation in

the form
T+ T

2
By direct matrix multiplication we obtain

cos Kd = (2.125)

P ade = coskpaa sinkaa coskgb N lsinkgb
TUAYB T | _ginkpa coskpa | | —Nsinkgb  coskgb

For the sake of brevity the off-diagonal components which do not enter into
(2.125) are replaced by omission points. Substituting the expressions for 711
and Ty into (2.125) we finally arrive at

1 1
cos Kd = coskpaa cos kgb — 3 (N + N) sinkaa sin kgb . (2.126)

Now we pass on to particular cases and start with electrons in a short-
period SL. In this case ¢ is the electron envelope function in the effective-
mass approximation, w = E/h, the coefficients in the boundary conditions
are given by

1 1 ma k
Ca=—,0p=-—,N=—22
mA mg mp ka
For the states with the energy E lying below the barrier V, one has
ka =k, kp = iee, see (2.7), and the dispersion equation can be conveniently
rewritten in the form

1 1
cos Kd = coska coshaeb + 3 (7) - ;) sin ka sinh &b, (2.127)

where 7 is introduced in (2.12). In the reduced zone scheme values of K
lie within the limits from —n/d to w/d. At a fixed value of g, for instance
at ¢ = 0, the energy spectrum FE(q, K) consists of alternating allowed and
forbidden minibands. For SLs with thick potential barriers, the lower allowed
minibands with £ < V are narrow and lie near the electron size-quantized
levels in a QW of the same thickness a. As the barrier thickness b decreases
the allowed minibands widen at the expense of the convergent forbidden
minibands. In the limit b — 0 the miniband character of the electron energy
spectrum transforms into the parabolic dispersion of an electron in the host
material A.

In order to analyze the dispersion at small values of K we can rewrite
(2.127) in the following equivalent form
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1
1—cosKd= 3 sinka sinhzeb fi1fo = F, (2.128)

a b 1 a b
f :tanki -n tanhaei , fa :E cotk§ +cothae§.

For |K| < 7/d one has

z
2F" K=,
where v is the miniband index, E., is the energy at K = 0 defined by the
equations f; = 0 or fo = 0, F’ is the derivative dF (F)/dE at E = E.,.
Notice that, in the limit b — oo, the equations f; = 0, fo = 0 coincide with
(2.12) and (2.14) for the confinement energy in a single QW. It follows from
(2.129) that the electron effective mass for the motion along z is related to
' by

E~FE., +

(2.129)

M., = F'h?/d*. (2.130)

For SLs with barriers thick enough so that exp(ab) > 1, the allowed mini-
bands can be described by

E(K) ~ Bu, + (1/F")(1 - cos Kd) .

As regards the dependence of E on q, it is parabolic if ma = mg, as in
the bulk host materials. For ma # mg, the in-plane dispersion has a quasi-
parabolic character with the effective mass slowly varying within the interval
between ma and mg.

Next we consider the normal light waves in an optical SL with the layers
A and B characterized by the local isotropic dielectric functions zea (w) and
#ep(w). For completeness we write down the Maxwell macroscopic equations

curl B = la—D , curl FE = _la_B’
c Ot c Ot

divD =0, divB=0.

Here E and D are the electric-field and electric-displacement vectors related
by D = «;(w)E, and we use the form of material relation where the magnetic
induction B coincides with the magnetic field H. The space dispersion, or
the dependence of s p(w) on the light wave vector g, is neglected. As a
rule, in what follows we omit the variable w and use the notation & 5. For a
monochromatic light wave the operator 8/t may be replaced by the factor
—iw. Within each separate layer A or B the solution is a linear combination
of plane waves exp [i(q - p £ ka pz)|, where

ka = [(w/c)?ea — ¢*'/ | kp = [(w/c)en — ¢°]'/2. (2.131)

We fix the coordinate system z,y with z || q in which case the 3D wave
vectors (¢s, ¢y, £ka ) lie in the plane perpendicular to the y axis.
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In a structure with isotropic layers, there are two types of Bloch solutions,
or normal light waves, namely, TE waves (s-polarized waves) with E | y
and B lying in the (z, z) plane, and TM, or p-polarized waves with B || y.
Obviously, for TE waves, the electric field £, plays the role of the generalized
envelope ¢(z). It follows from continuity of the tangential components £, and
B, and from the relation B, o 0&,/0z, that £,|a =&y|g and (0€,/0z)|a =
(0&,/0z)|B. Therefore, for the TE-polarized light waves, we have Cx = Cp
and N = kp/ka.

Similarly, for TM waves, the role of ¢(z) is played by B,, the first bound-
ary condition is By|a = By|g, and from continuity of &, aej_l(aBy/az) we
obtain the second boundary condition

1 (0B,\ _ 1 (0B,
A \ 0z )5 " wp \ Oz -
ie, Ca = aegl,CB = aegl, N = (kpeea)/(kasep). The dispersion equation
for both TE- and TM-waves is given by the canonical equation (2.126).
In the long-wavelength approximation, when |ka|a, |kg|b, |K|d < 1, the

optical SL may be considered a homogeneous uniaxial medium with the ef-
fective dielectric tensor

B _®aa+ ®Bb [ a b\t
Cpy = Lyy = BrETE ®,, = (a + ae_B) (a+0b). (2.132)
This result can be obtained by expanding the trigonometrical functions in
(2.126) in powers of kaa, kb, Kd. However, it can be also derived in a simple
way if we take into account that, in the long-wavelength limit, the fields E
and B change very little within each layer. The electric field £, is continuous
at the interface and the difference of its values in the neighboring layers may
be ignored. The displacement D, is approximately constant within each layer
but its values jump at the interface from Dy , = sea&y to Dgy = &€,y The
electric displacement averaged over the period is given by

H aDpy+bDpy _ xpaa+axpb
v a+b a a+b

£y,

which agrees with the expression (2.132) for e,,. If we take into account the
continuity of the normal component D, of the displacement field and the rela-
tions £a ., = D, /®ea, €., = D, /oep, we obtain for the average (macroscopic)
field

- alpn.+bEp aaegl+b&§1

52 = = Dz )

a+b a+b
in agreement with the above expression for e, ..
Equation (2.126) for TM-modes suggests an important limiting case real-

ized for

2 w 2
P> (C) lea s . (2.133)
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In this case the retardation effects are negligible, one can use the approxima-
tions -
ka kg —igy, N — —,
XB
and obtains, instead of (2.126), the secular equation for the so-called interface
modes [2.98,2.99]

cos Kd = cosh (g,a) cosh (g;b) (2.134)

1
+ 3 (g + %) sinh (g,a) sinh (g, b) .

Taking into account the condition (2.133) the above equation can be derived
from a scalar potential ¢(r) which determines the electric field E = —V¢ if
the retardation is neglected. In this approximation the magnetic field is zero.
Within each A and B layer, the Laplace equation A¢(r) = 0 is fulfilled by
the exponential functions exp (ig,z + ¢,z). Thus, the generalized envelope
©(z) reduces to the potential ¢ and one indeed has kn = kg = ig,. The
boundary conditions are ¢ = ¢, and &a(dp/dz)p = #p(d¢/dz)p which
leads to Cp = &ep, Cp = e, N = &ep/eea and, finally, to (2.134).
For a SL with thick layers, ¢,a, g.b — oo, this equation reduces to

LA *B

=0.

]_ _
+2 2 e &

1 (393 N aeA> ~ (eea +aeB)2
This is nothing more than the well-known equation & (w) + &ep(w) = 0 for
surface modes at a single interface between semiconductors A and B. It has
solutions only if there are frequencies for which the dielectric functions gex (w)
and ap(w) have opposite signs. To illustrate we consider the surface optical
phonon. Let w lie in the region of optical-phonon resonance frequency of the
host material A. Then, one has

2 2
275 —w

ea(w) = %mm )
where 210, {210 are the resonance frequencies of transverse and longitudinal
optical phonons. For simplicity, the dielectric function of the B material is
assumed to be independent of w and equal to the high-frequency dielectric
constant of the A material, &.,. Then, the frequency of the surface wave is
(.Q%O + .Q%O)/Z If 210 — 270 <K 270, the value £2, lies at the
midpoint between 270 and 27¢.
For a SL with the thick B layers, ¢,b — oo, and the A layer of finite
thickness, we obtain from (2.134)

1
cosh qza + = (E + %> sinh g,a =0.
2 LA LB
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These are mixed left- and right-hand-side surface modes coupled because of
the finite thickness a [2.100]. For the above simple model, the eigenfrequencies
are given by
1

w2 = Qs + 5(0%0 — Q%O)G_Qaca .

Particularly, if 2,0 — 270 < 270, we have
1 — a
W:Qsig(QLO_QTO)e LA

Now it is clear that the interface mode in a SL with finite ¢ and b is a surface
excitation transferred from one interface to another and propagating in that
way along the SL principal axis.

The last problem involving wave propagation in SLs and related to the
canonical equation (2.126) concerns folded acoustic phonons. Here we restrict
ourselves to longitudinal acoustic phonons propagating along the principal
axis z. The role of p(2) is played by the lattice displacement u,(z) along z. In
the elastic limit the dispersion relations of the constituents are linear, namely,
wa(q) = saq and wp(q) = spq, where sa p is the longitudinal sound velocity.
Therefore, ka and kp in the generalized description equal w/sa and w/sg,
respectively. The first boundary condition is the continuity of u, while the
second condition follows from the continuity of the stress tensor component
0. related to the strain tensor component u,, = du,/dz by 0., = Au,.. Here
A is the elastic stiffness constant C, .., which can be expressed via the bulk
density p and the longitudinal sound velocity s: A = ps2. Since the second
boundary condition is rewritten as

)\Auzz‘A = )\Buzz|B )

we have
_ ABkB _ PBSB
Aaka  pasa’

and equation (2.126) takes the form [2.99,2.101]

cos Kd = cos <%> cos (b—w) (2.135)

SA SB
1 (szB pAsA> . (aw) . (bw)
- = + sm|— |sm|—].
2 \ pasSa PBSB SA SB

Usually, in semiconductor SLs the parameter

OA:)\A,OB:)\BaN

PBSB — PASA

vV PAPBSASB

is small and (2.135) can be conveniently rewritten in the slightly modified
form
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b 2 b
cos Kd = cos [w < - +>} ~ % sin <aw> sin <w> . (2.136)
SA  SB 2 SA SB

Neglecting the term proportional to €2 we obtain the dispersion relation
K:(kAa+ka)/d:w/§, (2.137)

which is that of a homogeneous medium with the average sound velocity

s=(a+b) (a+b>1.

SA SB

In the reduced zone scheme the straight line w = sK is folded within the
first Brillouin zone of the SL, —7/d < K < w/d, as shown in Fig. 2.8 by the
dashed curve. Allowance for nonzero value of € results in the formation of
acoustic allowed and forbidden minibands. For small values of the mismatch
€ the width of the first forbidden miniband at K = 0 is found from the

condition 9
1 2
0=—5 (Zd-2r) - Ssin (22 )sin (2
2 \5 2 SA SB

or Aw = 2 (3/d) |esin (wa/sa)|. Here we took into account that, at w =
5(2m/d), one has sin kpb ~ sin (27 — kaa) = —sinkaa.

Fig. 2.8 schematically represents the dispersion of folded acoustic phonons
in a SL. The solid curve shows the spectrum at a nonzero value of the mis-
match e. The dispersion branches, or acoustic minibands, are labelled by the
index [ running through the integers 0, 4+1,+2... The branch outgoing from
the point w = 0, K = 0 corresponds to [ = 0, two next branches are labelled
by I = 41 etc. Under such labelling the dashed curve in Fig. 2.8 is described
analytically by

2
O =3 <|K|Sign{l} + %u) . (2.138)

Raman scattering of light by folded acoustic phonons is considered in Chap. 6.

2.6 Interband Optical Transitions

We shall now consider the optical transitions at the fundamental absorp-
tion edge in undoped semiconductors and semiconductor nanostructures. In
a semi-classical approach the electromagnetic field is treated classically while
the electronic subsystem is described quantum-mechanically. In the following
we use the Coulomb gauge with a zero scalar potential. In this gauge the
electric and magnetic fields, E and B, are expressed via the vector potential
A(r,t) by
10A

E cat’B curl A, (2.139)
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Fig. 2.8. Schematic representation of the dispersion of folded acoustic phonons in
a SL. Dashed and solid lines show the dispersion, respectively, for zero and nonzero
values of the parameter ¢ in (2.136).

where c is the light velocity in vacuum. For a plane monochromatic light wave
propagating in a homogeneous medium, one has

A(r,t) = Age WiiaT 4 pselwt—iar (2.140)

where q is the light wave vector and A is the amplitude related with the

energy flux I by
2me

Af =

I, (2.141)

New?
n, being the refractive index of the medium at the frequency w. It is con-
venient to present the vector Ay as a product Ape of the real (positive)
scalar amplitude Ay and the polarization unit vector e satisfying the condi-
tion |e|? = 1. We remind that for an elliptically polarized light wave the unit
vector e is complex. In an interband optical absorption process, the radiation
field transfers an electron from the occupied valence band to the unoccupied
conduction band. In other words, the photon absorption is followed by the
generation of an electron-hole pair. Here we treat the interband absorption
in the single-particle approximation neglecting the interaction between the
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photogenerated electron and hole. In the following section and other chapters
of the book we will go beyond this approximation and include the effects of
electron-hole Coulomb interaction, or excitonic effects, into consideration.

2.6.1 Transition Probability Rate

In linear optics, the perturbation operator of the electron-photon interaction

has the form 1
e
————[p-A(r,t) + A(r,t) - p|,
e 2mg [P AT, 1) + A(r, 1) - P
where p is the momentum operator —ihAV. In the dipole approximation the
coordinate dependence of A is neglected and the perturbation operator takes

the form
_edo

eefiwt 4 e*eiwt D

prl )P

Using Fermi’s golden rule to second order perturbation one can write for the
optical transition rate

@ _ 12~

' = T R > IM(evs,vv'm; k)* 6(Eeyske — Buprmi — hw) , (2.142)

smk

where the matrix element of the one-photon direct transition hv'mk — evsk
is given by
’ eAo
M(evs,vv'm;k) = ——— € Pevs,vovm (k) s (2.143)
cmyo

Pevs vv'm (k) = (evsk|plvv'mk) is the matrix element of the momentum oper-
ator taken between the single-electron conduction- and valence-band states,
and the indices v, v’ enumerate the quantum-confined electron states in QWs
(d=2), QWRs (d = 1) and QDs (d = 0). The valence-band energy E,,/mx in
the d-function describing the energy conservation law is given in the electron
representation. Note that it is related with the energy of the corresponding
hole state by Ey,/mk = —Ehy'm,—k Where the bar over m means the spin op-
posite to m. The transition probability rate (2.142) is related to unit volume
of the d-dimensional space, V; being the macroscopic volume of the system,
namely, the 3D volume of a bulk semiconductor, the lateral area of a QW,
the wire length L for a QWR, and V; — 1 for a QD. The vector k in (2.142,
2.143) is a d-dimensional vector, if d = 1,2,3, and this quantum number is
absent for 0D systems.

In what follows we focus the attention on direct optical transitions in
the vicinity of the I'-point. Neglecting k dependence of the matrix element
Pevs,ov'm We can write it as

Pevs,ov'm = iuy/ Pes,om - (2144)

The first multiplier called the overlap integral is defined for a QW as
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(9 :/%u(z)@h,,r(z)dz (2.145)

and similarly for QWRs and QDs. The second multiplier is the matrix element
of the momentum operator calculated between the I'-point Bloch functions,

1 .
pcs,’um = ﬁ / qu (T) p uvm(r) dr ) (2146)
0 J2,

where {2y is the unit-cell volume.
If the spin splitting of electronic states is neglected the probability rate
is rewritten as

2
Qw _ ¢ I 2 z 2
Wez/,hu' - hien., m(g)w2 Gev,hv! (hw) Ty 2 ‘6 : pcs,mn‘ ) (2147)

where gey po (E) is the reduced density of states
1
i (E) = —S " 6(Eopie — Evpre — E) . 9.148
Gev,h (E) v, zk: (Eevi k—E) ( )

To illustrate we consider the parabolic dispersion of the electron and hole
bands, or subbands, assuming
h2k?

K2
Eeuk:Eg+Eeu+—7Evuk::Eg_EhV_ s
2Mme 2my,

where EY, EQ are the band edges in the well host material, E,, and Ej, are
the electron and hole quantum-confinement energies. For this simple band
structure, we obtain the reduced densities of states

120\
gg(E)W( = ) \VE—-E°, 6(E—EY,), (2.149a)

_ Hen 0
92(E) = S5 0(E ~ EY,). (2.149D)
1 2uen '’ 0
9(E) = o (W) 0(E - E,,) . (2.149¢)
go(E) = §(E - Ey,), (2.149d)

where pep, = memy /(me+myp,) is the reduced effective mass, EBV, is the band
gap attached to the pair of subbands ev and hv’,

E{, = Eg+ Eey + En (2.150)
and B, = E? — EY. The fundamental absorption edge

EXV = B}, = Ej + Ee1 + En (2.151)



68 2 Quantum Confinement in Low-Dimensional Systems

corresponds to the absolute valence-band maximum and conduction-band
minimum.

It follows from (2.149) that, in a QW, the density of states go(E) looks like
a horizontal step. In a QWR, the dependence g(F) has a square-root peak
and is similar to that for electron states in a bulk semiconductor subject to
a quantizing magnetic field. In a QD, the energy level structure is discrete,
the isolated levels are somewhat broadened only due to finite lifetimes of
electrons and holes. The density of states for single electrons and holes is
defined by expressions similar to (2.148). Note however that, as compared
with (2.148), the single-particle density of states usually has an additional
factor of 2 to take into account the spin degeneracy.

2.6.2 Selection Rules

In QW, QWR or QD structures with isotropic, both electron and hole, effec-
tive masses in the well host material and infinitely high barriers, the envelope
functions @., and @y, are identical and independent of the effective masses.
Since, by definition, each of the sets is orthonormalized, we come to the se-
lection rule

Tyt = 5w/’ . (2152)

Thus, the optical transitions take place only between conduction and valence
subbands (or levels in QDs) with the coinciding quantum numbers.

For finite barriers, the shape of envelope wave function depends on the
effective masses and the sets of envelopes for electrons and holes are different.
Nevertheless, in many nanostructures, this difference is not dramatic and one
can use the following soft selection rules

iy ~1 and i, | <1 for v#£1". (2.153)

If the confining potential has a center of symmetry, then the interband tran-
sitions between the states with envelopes @, , @n,s of opposite parity are of
course forbidden.

Now we turn to the selection rules imposed by the second multiplier in
(2.144). Table 2.2 presents the interband matrix elements e - pesm calcu-
lated between the conduction-band states |Ig, s) = aS and the valence-band
states |I's,m) in the basis (2.22). The initial and final states, |vm) and |cs),
are both taken in the electron representation. The values presented in the
table should be multiplied by p.,/v/2, where the interband matrix element
Dev is defined in (2.46).

Table 2.2. The interband matrix elements of the momentum operator,
€ Pcs,um, related to pcv/ﬁ. Here e is the light polarization unit vector.

v, +3/2 v, +1/2 v, —1/2 v, — 3/2
e+ 1/2] (e, +iey)|2e./v/3 (ex —iey)/V3 0
¢, —1/2 0 —(ex +iey)/V3[2e./V3 ey — ley
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We remind that, in the electron and hole representations, the angu-
lar momenta of the valence states differ in sign and, therefore, the ma-
trix elements in these two representation are related by M (evs, hv'm;k) =
Mevs,vv',m; —k). Now we take into account that, in QW structures, heavy-
and light-holes at k, = k, = 0 are quantized independently. By using Ta-
ble 2.2 and changing the sign of m we obtain the probability rates for the
generation of electron-hole pairs |evs; hhv,m) and |evs; lhv,m) in QWs

|M (ev, £1/2; hhv, ¥3/2)| o |e, £ie,|?, (2.154)
|M(ev,+£1/2; hhv, £3/2)|* =0,

1

|M(ev, £1/2; lhv, +1/2,)|* « §|ez Fiey)?,
4

| M (ev,+1/2; lhy, ¥1/2)|* « 3 le-|* .

Similar equations for the interband transitions from the spin-orbit (so) split
valence band I, in the basis (2.23), are as follows

2

|M (ev,+1/2; h, s0,v,F1/2)|* §|ex Fie,|?, (2.155)
2

|M(ev,£1/2; h,so0,v,F1/2,)|* « §|€z|2,

where the symbol i reminds that here we use the hole representation for
valence band states.
For the o circularly-polarized light propagating along z, the following
equations hold
o, +io . .
e=——" e,=0 and |e,+ie)>=0, |e; —ie,[* =2,

V2
whereas, for the o_-polarized light, one has

e= 07;7\/5103,7 lex +iey|> =2, e —ie,[* =0,
where 0., 0, are the unit vectors pointing in the directions x and ¥, respec-
tively. The selection rules for the interband photoexcitation of an electron
(ev, s) and a hole (hhv,m) in a QW for both linear and circular polarizations
are presented in Table 2.3. One can see that, under interband transitions, the
angular momentum component along z is conserved

s+m=M, (2.156)

where M = 41 for the o1 polarization and M = 0 for the linear polarization
along z.

Table 2.3. Selection rules for interband optical transitions in QW structures.
Numbers give values of squared matrix elements |M(ev, s ; jv,m)|* (j = hh,1h) in
relative units. |jv, m) is the valence band state in the hole representation.
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linear|linear||circular |circular
s,m el zle| z | ot o_
ey = iegle, = —ieg

1/2,-3/2|]1 0 0 2
-1/2,3/2 ||1 0 2 0
1/2,3/2 1|0 0 0 0
-1/2,-3/2 |0 0 0 0
1/2,1/2 [1/3 [0 2/3 |0

—-1/2,-1/2|1/3 |0 0 2/3
1/2,—-1/2 |0 4/3 |0 0
—-1/2,1/2 |0 4/3 |0 0

2.7 Excitons in Semiconductors

2.7.1 Free Excitons in Bulk Crystals

Up to now we followed the single-particle Bloch scheme describing the in-
dependent motion of charge-carrying electrons and holes. The concept of
excitons proposed by Frenkel in 1931 [2.102] goes beyond the scope of this
scheme. The free exciton is an electron excitation which involves correlated
motion of electrons and holes, does not carry current, but does carry energy.
Frenkels’s original model is appropriate for molecular crystals. Due to inter-
molecular interaction, an excited molecule can induce an upward transition in
the neighboring molecule de-exciting itself. Thus, the molecular exciton can
move and an exciton band is formed. In addition to Frenkel excitons, there
are two other basic types of excitons [2.103]. In charge-transfer excitons, the
excited state is formed by an electron and a hole lying on neighboring atoms.
In the limit opposite to the Frenkel case and applicable for most semiconduc-
tors, the electron and hole are separated by many inter-atomic spacings and
one can use the effective mass approximation to calculate the exciton energy
levels and wave functions. This is the so-called Wannier-Mott exciton first
considered in [2.104,2.105].

The wave function of the Wannier-Mott exciton can be expanded in the
states of noninteracting electron-hole pairs as follows

U= " Cak,imky, [ske, mkp) . (2.157)

ske,mkp

Here s, m are the indices identifying the conduction- and valence-band spin
branches, k., is the electron or hole wave vector, |sk., mky,) is the excited
state of the crystal in which only one conduction-band state |sk.) is occupied
and only one valence state I€|mkh> is empty. In fact, |sk., mky) is a many-
particle state. Sometimes it is presented in the effective form of a two-particle
wave function
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|3kea mkh> = wcskg (Te)w:lnkh (rh) ) (2158)

where 9csk, (7¢) is the Bloch function for the electron in the conduction band,
and z/;ﬁlkh (rp) is that in the hole representation obtained from the corre-
sponding electron Bloch function for the valence band by the time inversion
operator K defined in (2.40). With the correspondence between the valence
states in the electron and hole representations properly established, the use
of (2.158) offers a number of advantages, rather than presents any difficulties.

By the envelope wave function of the exciton in the real-space represen-
tation, or the r-representation, one understands the function obtained by
inverse Fourier transform

@sm(’“eﬂ“h) _ Z ei(ke're-’_kh'r")Cske,mkh ) (2'159)
kekh

In terms of the two-particle wave function (2.158) the exciton wave function
takes the form

wee = Z Psm(Te, Th)wgs (Te)wgzo("ﬂh) ) (2.160)

sm

where 0., 910 are the Bloch functions at the extremum point, here the I’
point.

In the effective mass approximation, the envelopes g, (re, ) satisfy the
two-particle (hydrogen-like) Schrédinger equation

Z Hsm,s’m’ (’%67 ’%h) Ps'm! (rw ’I‘h) = E‘psm(rea rh) . (2161)

s'm/’

Here F is the exciton excitation energy, i.e., the energy of the excited state
(2.157) referred to the energy of the crystal ground state |0) in which the
conduction band is empty and the valence band is completely filled. Other
notations are as follows: k, = —i9d/or., k, = —i0/0rh, Hem,s'm’ (ke, kn) is
the effective Hamiltonian of the electron-hole pair, which for a homogeneous
semiconductor has the form

Heam.srm' (e, k) = S My (Ke) 4 OosHE i (i) (2.162)
2
+ 553/5mm’ (Eg - e) )
®|r. — 73|

and which can be also written in a more compact and symbolic form as

62

H(ke, ky) = HE(ke) + H"(ky) + E, (2.163)

afr]

Here H® and H" are the effective single-particle Hamiltonians for the electron
and hole, r = r. — 75, @ is the low-frequency dielectric constant whose dis-
persion is neglected. Equation (2.161) with the Hamiltonian (2.162) describes
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the state of the so-called mechanical exciton. The calculation of mechanical
excitons does not include the exchange interaction between the electron and
the hole in the exciton. This interaction as well as exciton-photon coupling
will be discussed in Chaps. 3, 5 and 7.

For the simple conduction- and valence-band structure, the exciton enve-
lope functions are hydrogen-like. For example, the ground-state exciton, or
1s-exciton, is described by the envelope

KR efr/aB
U (re,rp) = (1), p1s(r) = . 2.164
1s ( e ) \/v 9019( ) 9019( ) \/@ ( )
Here V is the crystal volume, R is the exciton center of mass,
R— MeTe + MpTh 7 (2165)

Me +Mmp,

me p, 15 the electron or hole effective mass, ap is the exciton Bohr radius

eh?
ap = ——, (2.166)

Hen€
and the reduced effective mass p = memy,/(me +mp). The exciton excitation
energy is
hK?
2M
where the exciton translational mass M = m. + my, and the binding energy
for the 1s-exciton, or exciton Rydberg, is given by

E=E,— Eg+

(2.167)

4
Heh€
Eg = .
B 9m2n2

(2.168)

2.7.2 Free Exciton in a Quantum Well
The two-particle Hamiltonian describing the exciton in a QW includes su-
perstructure potentials (2.5) for the electron and the hole

2
||

For the two-particle envelope (7., rp,), the first Bastard boundary condition
(2.10) takes the form

H(ke, ky) = HE (ko) + H"(ky) + E, — +Vi(ze) + Vi(zn) . (2.169)

@(Tearhﬂze:z, = @(Tearh)|zc:z+ 5

Sp(revrh”zh,:z_ - Sp(revrh)|zh:z+ 5

where z_ and z; are the left- and right-hand interface boundaries. The second
boundary condition (2.10) taking into account the particle-flow continuity
transforms to
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e (ko) o] = e (k) el
G R L GO

Here the components @, (7, ) are combined in one many-component vec-

tor ¢(re, 1), v&" is the projection of the electron or hole velocity operator

ve(k) = K 'ViHC (k) , v"'(k) = 'V H (k) . (2.170)

For nondegenerate bands with effective masses m., m; the exciton wave
function can be presented in the factorized form

(P(T'e7’l"h) = Xsm¢('re7""h) s (2171)

where x depends only on the spin indices s, m. In the equation for the spin-
independent function ¢ the variables can be partially separated

_ et 2.172
¢(7“e77°h> = T @(Pa Ze>Zh) s ( . )

where S is the sample area in the interface plane, p = p. — pp, pe,n is the
in-plane component of the 3D vector 7. , and the in-plane component of the
exciton center of mass, Ry, is defined similarly to (2.165). The Schrédinger
equation for ¢(p, ze, z5) reduces to

RK?
(HS + Hg +Heh) ¢(P7 Z67zh) = <E - g T 2—]\4—|> SD(P> Z€7Zh) ’ (2173>
. B2 o R R
HO = —2—’rne a—zg + Ve(Ze) , HO = —M 8—2}2L + Vh(Zh) y
(P BN @
2uen \Op2 ~ Op2 ®er

The binding energy of the exciton formed by an electron in the lowest conduc-
tion subband el and of a hole in the upper valence subband hl is determined
by

& = But + B — (oM + Hi + HM) (2.174)

where E.1, Ep1 are the electron and hole confinement energies at k = 0.

We first consider the case of thick QWs such as a > ag. It corresponds to
the weak confinement regime where the Coulomb interaction energy exceeds
the intersubband separations AF,, AFE),. In a thick well, one may neglect the
distortion of internal motion of the electron-hole pair in the exciton and the
exciton is quantized as a single whole,

@(p, 2e,2n) = F(Z) ¢(r), (2.175)
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where ¢(r) is the wave function of the electron and hole relative motion in a
homogeneous material and Z is the exciton center of mass on the z axis. For
the exciton ground state, ¢(r) is given by (2.164) and F(Z) by

cos (vwZ/a) for odd v,
F(Z)=/- (2.176)
@\ sin (vrZ/a) for even v,

where, for simplicity, we assumed the boundary conditions F(+a/2) = 0. For
the excitation energy of the 1s-exciton in the excitonic subband v one has
BB, - B+ [(™) 4 k2
= L4y — B+m (7) + i - (2.177)
As the well width a decreases, the quantum confinement of carriers begins
to predominate over the Coulomb interaction and one can solve equation
(2.173) by the variational technique using the trial function in the following
factorized form

@(p, ze, 2n) = f(ps 2)per(ze)pn1(zn) , (2.178)

where z = z. — zp,. The simplest trial function

fp,z) =14/ % e r/a (2.179)

has one variational parameter, the effective 2D Bohr radius a. A compara-
tively simple choice represents the trial function [2.106]

Flp,2) = C(1 + az?)e 006+

with two variational parameters o and §, C being a normalizing factor.

The left- and right-hand barriers of the QW press the electron and the
hole to one another, with the result that the Coulomb interaction between
them increases, as does also the binding energy, which in the case of infinitely-
high barriers varies from Ep in a thick well to the 2D Rydberg EZP = 4Fp
for a < ag. At the same time, the effective Bohr radius decreases from ag to

a?P = ap /2. As a result, in the 2D limit one has for the exciton ground state
2 4 z z

©(p, ze, 2n) = || = —— cos T%e cos Tk g=20/as (2.180)
T aap a a

for |ze,n| < a/2 and ¢(p, ze, z1,) = 0 otherwise.

Now we consider the exciton with the effective Hamiltonians H¢ for the
simple conduction band Iy, and H" for the degenerate valence band I'y. Due
to the quantum confinement the degeneracy of the valence band is removed
as illustrated in Fig. 2.2. In the strong confinement regime the off-diagonal
terms in the Luttinger Hamiltonian are neglected and both the conduction
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subbands er and the valence subbands hhv and [hv are treated as isolated
subbands from the point of view of exciton formation. This leads to the
formation of two exciton systems, i.e., the heavy-hole and light-hole excitons
associated with the hole angular momentum components m = +3/2 and
m = £1/2, respectively. We rewrite the diagonal components of the 3D-hole
Luttinger Hamiltonian (2.28) in the form

21.2
_ RN
2mhh 2mﬁlh

n2k2 k]

“oomlh T 2mlP
1 [

F(k) (2.181)

where the masses mﬁ‘_h, mlf coincide with the effective masses, myy and myp,

of the heavy and light holes in the bulk material and determine the hole
quantum-confinement energies Exp,, Eip, in a single QW. Two other masses
are defined by

2 Bl 5]
i =TS G =

They govern the corresponding reduced effective masses in He", see (2.173),
namely,

Le-hh = memﬁh/(me + mﬁh) and  plegp = memﬁh/(me + mth) .

For the decoupled heavy and light holes, the wave functions of ev-hhr' and
ev-lhy' excitons are written as

70 = S0 ) U ()0 ) (2,182

= T = s Zey Zh cs\Te)Wp, \Th) - .
NG PP

Here, 90, are the spinor Bloch functions 79, |.S and 90 are the Bloch func-
tions |I's,m) in the hole representation. For the ev-hhv' and ev-lhv' excitons,
one can use the trial functions

Pe-hh (P, 2ey 2n) = fe-nh(Ps 2) Pev(Ze) Onnv (2n) 5 (2.183)

@e—lh(/% Zey Zh) = fe-lh(/% Z) (peu(ze) Plhv’ (Zh) :

Figs. 2.9a and 2.9b show the binding energies, €55, and €;,, of the heavy-
hole exciton el-hh1(1ls) and the light-hole exciton el-lhl(1ls) as a function
of the thickness a of the GaAs/Al,Ga;_,As QW, for two Al concentrations
x = 0.15,0.30 and for the model QW with infinitely high barriers [2.106].
The parameters used in the calculation are as follows: m, = 0.067mqg, mp, =
0.45mg, myn, = 0.08mq, pe-nn = 0.04dmg, pe-;p = 0.051mg, & = 12.5. For
the infinite potential well, the binding energy monotonously increases with
decreasing a in accordance with the expected increase from Eg at a > ap to
4Fg at a < ag. For the finite barriers, the binding energies e, €, depend
nonmonotonously on a, namely, as the well thickness decreases, they reach a
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Fig. 2.9. Theoretical dependence of binding energy of el-hhl (a) and el-lhl (b)
exciton on QW thickness in GaAs/Al,Gai_As heterostructure with = 0.15 and
0.3, as well as in the infinitely high potential barrier model. From [2.106].

maximum and then fall off since at small a the electron and the hole bound
in the exciton reside predominantly in the barrier regions. In the limit of very
small thicknesses, this state of the 1s-exciton may be considered a 3D exciton
in the barrier material attached to a thin layer with a potential well for the
electron and the hole. The binding energy of such an exciton is close to that
of a free exciton in the bulk barrier material.

We discuss the hybridization of heavy- and light-hole states in the frame of
combined description of strong-confinement regime for electrons and arbitrary
regime for holes. In this case, for a stationary exciton with zero translational
momentum, K| = 0, the exciton wave function takes the form [2.107,2.108]

Pexe = % Soeu(ze) ;Fm(pa Zh) (c)s(re)'l/}:”rlzo(rh) . (2184)

If the hole subband anisotropy is neglected and the QW is symmetrical, the
envelopes F,(p, z) are characterized by a particular parity with respect to
the mirror reflection z — —z and a particular orbital angular-momentum
component. As a result, they can be presented as
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F@zJ@Zﬁfx
Fijo—p(p, z)elttD)e
Po1jap(p.2)el 25 | (2155)

Fo3/5 (p, 2)ei+3)e

P(p, Z) =

where ¢ is the angle between the vector p = p. — pp, and the x axis, the
parity p = &+ and [ is an integer. The total angular momentum component of
the exciton equals s + 3/2 4 I. Comparing (2.185) with (2.182) we conclude
that, for the el-hh1(1s) exciton with m = 3/2 or m = —3/2, one has p = +,
l=0orp=—, 1= —3. Similarly, for the el-lh1(1s) exciton with m = 1/2
orm=—1/2,one has p=—,1=—1 or p=+, | = —2. The four-component
envelope (2.185) satisfies the equation

ﬁ(k) +Ey+ Ee, + Vo(p, z)| F(p,z) = EF(p,z).

Here H(k) differs from the Luttinger Hamiltonian (2.24) by the substitution

i h2k2 . h2k?
FoF=F+— g-G=G+—\
2me. 2m,

and Vo(p,z) is the Coulomb potential averaged over the electron-density
distribution,
V _ (pel/ Ze)

\/p+z—z

The calculation shows that the model of uncoupled heavy- and light-hole
states is a good approximation for the heavy-hole exciton el-hhl but can
cause a significant error in calculating el-lh1 excitons and, especially, excitons
formed from holes in the higher hole subbands.

2.7.3 Excitons in Various Nanostructures

The physics of excitons has become a highly diversified field of science. The
firm identification of exciton spectra were achieved for alkali halides in the
1930’s, for molecular crystals in the 1940’s and for semiconductors in the
1950’s. Excitons have been found in most non-metallic crystals and rare
earth metals as well as in photosynthetics and other biological systems. At
present it is well known that the excitonic effects in bulk semiconductors dom-
inate the optical properties near the fundamental band edge, at least at low
temperatures and in undoped or moderately doped samples. In semiconduc-
tor nanostructures the electron-hole interaction is enhanced by confinement,
which increases the overlap of the electron and hole wave functions. The de-
velopment of new crystal-growth techniques and improvement in nanostruc-
ture fabrication allowed to study a significant enhancement of the excitonic
binding energy, oscillator strength and exchange-induced splitting of exciton
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levels with transition from 3D excitons in bulk semiconductors to 2D excitons
in QWs and similar 2D-1D and 1D-0D transitions, respectively from QWs
to QWRs and from QWRs to QD. Omnipresent and many-sided excitons
play a central role in the band-edge optical spectroscopy of semiconductor
nanostructures even at room temperature. Optical spectroscopic measure-
ments of excitonic parameters, such as the energies of excitonic transitions,
exciton oscillator strengths and lifetimes, the fine-structure splittings etc.,
present effective methods, contactless and nondestructive, for the characteri-
zation of nanostructures and give the information about the structure shape
and size, the confining potential profile, interfacial quality, and so forth. In
this subsection we briefly outline the theoretical description of excitons in
nanostructures.

A simple extension of the intrawell exciton excited within a QW is the
interwell exciton in a double QW structure. This indirect-exciton state is
formed by an electron and a hole confined in different wells. In the pres-
ence of an electric field perpendicular to the interfaces the electron and hole
ground states are localized in separate wells which allows the realization of a
long-lived excitonic state and creates favorable conditions for Bose-Einstein
condensation of excitons of high enough density [2.110-2.112]. Since the over-
lap of the electron and hole wave functions can be easily varied by changing
the applied electric field, the lifetime of indirect excitons can be controlled
externally. The interwell-exciton envelope function can be approximated by
(2.178) where @e1(ze) and ¢p1(zr) are the single-particle envelopes of an
electron and a hole spatially separated in the opposite wells.

In a single QW with a strong confining potential for conduction-band
electrons and zero valence-band offset, the excitonic state can be considered
as formed by a 2D electron and a 3D hole. The mixed 2D-3D exciton was
realized in a CdTe/Cd;_,Mn,Te QW by altering the barrier height in an
external magnetic field [2.109]. In the variational approach one can take the
envelope function (2.172) and choose a trial function in the form

1 22 p2
‘P(Pa Ze,Zh) = —F/——=€xp [_ <_}2L + 5 Soel<ze) 5
,/wa”ai aH ay

where a|,a are variational parameters. Similar approach can be applied to
a type-II QW structure where the conduction- and valence-band offsets are of
opposite signs. If the B layers neighboring the layer A are thick, then, as well
as for the mentioned above 2D-3D exciton, the hole is confined only due to
the attractive Coulomb potential. In a periodic type-II structure with strong
confinement of electrons and holes, respectively, in A and B layers, one can
use the approximation (2.178) for the exciton envelope function.

A special case is realized in GaAs/AlAs periodic multi-layered struc-
tures. With decreasing the GaAs-layer thickness, they present a transition
from type-I (I" electron and I" hole) to type-II (X-valley electron and I
hole) [2.113,2.114]. The exciton el X-hh1I is doubly indirect, both in the real
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space, because the envelope functions are spatially separated in the GaAs and
AlAs layers, and in the k space, because the electron state is formed predom-
inantly from the X-valley states. The oscillator strength for this exciton is
much weaker than in type-I structures since no-phonon optical transitions be-
tween purely I'-like valence and X-like conduction states are forbidden. This
selection rule is removed due to the I'-X mixing at interfaces [2.115-2.118].

In a MQW structure, excitons excited in individual QWs are coupled
via electro-magnetic field to form exciton polaritons that are considered
in Chap. 3. Exciton polaritons in quantum microcavities are discussed in
Chap. 7. In a short-period SLs with 3D minibands, the exciton states are
similar to those in a uniaxial 3D semiconductors (Sect. 3.1.3).

If the cross-sectional dimensions of a QWR or the sizes of a QD exceed
the Bohr radius ap of a 3D exciton (weak confinement regime) then the
exciton wave function is written in the form similar to (2.175) with the func-
tion F(X,Y) or F(R) describing the translational motion of the exciton as
a whole. The calculation of this function is performed analogously to size-
quantization of single-particle motion in 1D and 0D nanostructures (Sects. 2.2
and 2.3).

In the strong confinement regime, the exciton wave function in a QWR is
approximately presented as

iK,Z
Ui = “EU)16) ) o (onn) v ) w19() - (2156)

where @e1(xe, Ye), 0n1 (T, yn) are the single-particle envelopes defined in
(2.55). The envelope function describing the relative motion along the prin-
cipal axis z satisfies a second-order differential equation

LI | g (=) = BAG)

- 2ten,  dz?

with the effective 1D Coulomb potential

~ 2 2 2
VC(Z) — _e_ /dxedyedxhdyh @51 (‘reaye)gphl (l‘}uyh) )
& \/(xe - xh)2 + (ye - yh)2 + 22

The simplest trial function is [2.119]

1
f2) = ——ew (——w')
with a single variational parameter, a,,. A slightly more complicated choice
is to change f(z) in (2.186) by f(p, 2), say, [2.120]

e (L),

Aoy
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where p = |p. — pnl.

Note that the 1D Coulomb potential Vo (z) = —(e?/e|z|) leads to an infi-
nite binding energy of the 1D exciton ground state. Loudon [2.121] considered
analytically the ground-state problem for a regularized 1D Coulomb poten-
tial Vo (2) o (2| + R)~! instead of |2|~! and obtained for the ground state
the asymptotic solution with the binding energy e satisfying the equation

R 1 /Ep Eg
— =/ —exp|—= .
aB 2 15 P 2 €
One can see that as R — 0 the ground-state binding energy diverges.

The exciton wave function in a QD satisfying the condition of strong-
confinement regime is just a product

U = per(re) pni(rn) Yes(re) vy (1) (2.187)

of the single-particle wave functions. The excitation energy of the ground-
state exciton is given by

E=FE,+Ea+En+Ve,

where the last term is the Coulomb energy

B __/d'red @el TE)SO’Ll(rh) .
— rhl

The exchange-interaction corrections to the 0D-exciton energy are analyzed
in Chap. 5.

It is worth to mention that, in molecular crystals, the intermolecular in-
teractions can be highly anisotropic. As a result, an effective dimensionality
d =2 or d =1 for the energy transport may exist. Particularly, the organic
crystals 1,2,4 5-tetrachlorobenzene and 1,4-dibromonaphthalene possess 1D-
excitons [2.103].

Above we considered excitons in ideal nanostructures. Interface imperfec-
tions and composition fluctuations can give rise to localized exciton states
which are quasi-0D states with a strong confinement along z and weak con-
finement in the interface plane (z,y). If the length of the exciton localization
in a QW is much larger than the 2D Bohr radius, one can use the adiabatic
approximation and represent the exciton envelope function in the form

Uexe(re;mn) = F(X,Y) f(p) per(2e) oni(zn) , (2.188)

where the function F(X,Y") describes the localization of the el-h1(1s) exciton
as a whole in the interface plane, X and Y are the in-plane coordinates
of the exciton center of mass. The fine structure of the heavy-hole exciton

localized on a rectangular island in an imperfect QW structure is considered
in Sect. 5.5.1.
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2.7.4 Biexcitons and Trions

The existence of biexcitons and charged excitons, or ¢rions, in semiconductors
was predicted in 1958 by Lampert [2.122]. These complexes, called originally
“excitonic molecule” and “excitonic ion”, are analogous, respectively, to a
hydrogen molecule H, and to an ion H~ or ionized molecule H; . Semicon-
ductor nanostructures allow to realize low-dimensional biexciton and trion
states showing the strong increase of the binding energies as compared to the
3D case.

In the effective mass approximation the biexciton wave function is written
as

TP = e (Te1, Te2, Th1s Th2, ) Vee(Tet, Te2) Ynn (Tt Th2) ,  (2.189)
where the indices e, h indicate electrons and holes, the indices 1,2 enumer-
ate the identical particles, @piexc 1S the four-particle envelope function and
Yee, W are the Bloch parts. The total wave function has to be antisym-
metrical with respect to the exchange of two electrons or two holes. In the
biexciton ground state, the electrons and holes form separately spin singlets.
This means that the functions e, ¥, are antisymmetric, the electronic
Bloch part is

1
Yee(r1,m2) = NG Vo1 o(11) o1 ja(ra) =2 1 1o(11) Py o (T2)

and the hole part has a similar form. On the other hand, the ground-state
envelope function must be symmetrical to the interchange r.; < 7e2 or
Th1 <> The. For a QW structure, in the strong-confinement regime, one can
use the factored envelope

Pbiexe = P(Pe1, Pe2s Ph2, Pr2) Pe(ze1) e(ze2) Yn(zn1) en(zn2),  (2.190)

where the function @ depends only on the in-plane coordinates, ¢;(z;) is
the single-particle quantum-confined function with { = e, h. The envelope &
satisfies the Schrodinger equation with the Hamiltonian

1
M= = o= (VA + VE) - o (Vi + Vi)

+ 2 (Ver,n1 + Ver,nz + Veon1 + Veo,nz + Vete2 + Vi n2) »
where o is the electron-hole mass ratio me/my,, the units of energy and length

are the 3D exciton Rydberg Ep and the 3D Bohr radius ap, and the effective
Coulomb interaction is defined by

o (21) 07 (22)
p? + (21 — 22)?

Viri2(p) = [ dzidzs

)
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A AC) NI

Since it is not possible to solve the four-body problem exactly they em-
ploy a variational technique. While calculating the biexciton in a single QW
structure Kleinman [2.123] chose a trial function

D =&(B kpuipir) XV, A 5 kphinz)
X, A, T pripe) = ue” T 4+ AeT T

E(B; puivir) = exp [—(s1 + s2)/2] cosh [B(t1 — t2)/2],

containing six variational parameters k, 3,v,n, A, 7. Here

Vei,hi’ (P) =— [ dz.dz,

81 = Pel,hl T Pel,h2 s 52 = Pe2,h1 T Pe2,h2 ,

11 = Pe1,hl — Pel,h2 5 12 = Pe2,h1 — Pe2,h2 5

and py; 1 are the interparticle in-plane distances |p;; — pri-|- The binding
energy ep; of excitons in the biexciton is defined as the difference

Epi = 2laexc - Ebi 5 (2191)

where Fey. and Fj,; are the exciton and biexciton excitation energies, ac-
cordingly. Calculations show that in the 2D limit ep; exceeds the biexciton
binding energy in bulk GaAs by a factor of 3 to 4. An observation of the
biexciton state in GaAs/Gaj_,Al, As QWs was reported in 1982 [2.124]. In
I1-VI compound semiconductors, it was observed convincingly by Banyai et
al. [2.125]. The further enhancement of the biexiton binding energy is pre-
dicted for 1D QWR structures [2.125] and QDs or microcrystallites [2.126].
Multiexciton complexes in In,Ga;_,As/GaAs QDs of the lateral dot sizes
varied around 500 A were investigated in [2.127]. The formation of com-
plexes consisting of three and four excitons becomes possible due to the 3D
geometric confinement potential. Their binding energies are negative because
the Pauli repulsion pushes additional electrons and holes into higher shells.
Binding of two excitons into an excitonic molecule in type-IT QW periodic
systems is theoretically investigated by Shimura and Matsuura [2.128].

The first identification of charged excitons in a n-doped 2D structure was
done by Kheng et al. [2.129]. Since then both the negatively and positively
charged trions, X~ and X, composed of two electrons and one hole or two
holes and one electron, have been observed and studied in III-V and II-VI 2D
systems, see the review [2.130] and references therein. A three-body problem
of 2D trions in semiconductor QWs was solved by applying a variational
technique [2.131-2.133] or other simplified methods [2.134]. The ground-state
wave functions for X~ and X trions may be written respectively as

Ux-.s (2.192)
= (ptr,S(pelvpe%ph) 906(261) L106(2:62) SOh(Zh) '(/Jee(relaTeZ) wy}ﬁ?(?“h) 5
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Ux+ g
= 01r.5(Pe, Pu1, Ph2) Pe(ze) On(zn1) en(zn2) VO (re) Ynn(Thi, Tha) -

The negative 2D-trion effective Hamiltonian measured in units of 2D exciton
binding energy, E3P = 4Eg, and 3D exciton Bohr radius is [2.133]

1 o 1 1 1 1
HX ) =—= (V2 + V%) = ——V Ve — = + - ,
( ) 4 ( el e2> 140 el Ve2 9 et Pezn Pet.c2
where pe; p, is the distance between the electron ¢ and the hole, pc; ¢2 is the
interelectron distance. The similar Hamiltonian for X T trions is obtained by
the change e «+» h and ¢ — ¢~ !. The trion binding energy is defined as

Etr = Eexc - Etr )

where Feyc, Et, are the exciton and trion excitation energies.
A reliable 6-parameter trial function for the singlet state,

Oir.s = [exp (—ap13 — bpas) + exp (—bpis — apas)] (2.193)
y 1+ cpro
1 + d(p12 — R0)2

€xXp (—5P12) s

is suggested by Sergeev and Suris [2.133]. Here the indices 1,2 refer to
the identical particles, the index 3 refers to the unpaired particle and
a,b,c,d, s, Ry are variational parameters. The first multiplier is the sym-
metrized exciton-like function with different orbital radii, the second mul-
tiplier accounts for polarization effects. The parameter d takes into account
vibrations of two identical particles around the average distance, Ry, between
them. The parameter s optimizes the wave function at large distances pis.

Figure 2.10 shows the calculated trion binding energy, €y, as a function of
the mass ratio o. Solid, dashed and dotted curves show results of calculation
in three different approaches. One can see that the binding energy, &¢,, of the
X~ trion is almost independent of o whereas, for the X T trion, it remarkably
increases with decreasing the mass ratio. At ¢ — 0, it tends to 0.41.

A simple trial envelope function for the X triplet state is [2.135]

O = [exp (—ap13 — bpes) + exp (—bp1s — apas)] (2.194)
exp (—sp12)
1 +d(p12 — Ro

)2 [21 — 22 £i(y1 — y2)] -

It is antisymmetrical with respect to the interchange p; < p2 of the hole
coordinates. The bound triplet state vanishes as the mass ratio reaches a
critical value o, which, for isotropic effective masses, is close to 0.35. Near
the critical point the triplet binding energy is found from

Etr

g4 1n (6—0) = A(Ucr - J) ’
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Fig. 2.10. Binding energies, €, of the X and X~ 2D-trion singlet states related to
the exciton binding energy, ecxc, vs. the electron-to-hole mass ratio. Solid and dotted
curves are calculated by using the variational method with six [2.133] and twenty
two [2.131] fitting parameters. Dashed curve, calculation in a simple analytical
model [2.134].

where g ~ 2.70 and A ~ 1.17 [2.135].
Excitonic trions in single and double QDs with Gaussian confinement
potential were studied by the variational method in [2.136].

2.7.5 Dielectric Response of an Exciton

Here we will derive the relation between the exciton contribution to the dielec-
tric polarization Pey. and the macroscopic electric field E of the light wave.
For that we consider the time-dependent wave function |t) of the electronic
system in the presence of a monochromatic electromagnetic wave of a fixed
polarization, a. We assume that the light frequency w is close to an exciton
resonance, wg, and selection rules allow the resonant photoexcitation only to
one excitonic state, |exc, @) = |exc), described by the two-particle envelope
(2.172). Resonance frequencies of other excitons dipole-active in the same
polarization are assumed to be far off enough and their dielectric response as
well as that of continuum electron-hole-pair states modified by the Coulomb
interaction are taken into account by the background dielectric constant aep.
In the linear approximation one has

[t) = [0) + c(t) [exc, ) , e(t) = coe " + cfe'" (2.195)
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where |0) is the ground state of the electronic system with the filled valence
band and empty conduction band. In the following we neglect the nonresonant
term c{ exp (iwt).

By definition, the excitonic contribution to the dielectric polarization is
given by the quantum-mechanical average

Poye(r,t) = (t|da(7)[t) = (0|da(r)]exc) e(t) + c.c. (2.196)

where da(r) is the dipole-moment density operator. In the effective mass
approximation the matrix element of d,(7) can be written as
fexclio(l0) __iepes .,

(exc|dy (r)|0) = o0 i r,T). (2.197)

For the heavy-hole exciton in a zinc-blende-lattice QW, the interband matrix
element p., equals (S|pz|X) = (S[p,|Y) = (S|p-|Z). For the sake of simplic-
ity, we consider in the following only the case of normal light incidence and
the zero in-plane wave vector for an exciton in the QW. In this case the light
electric field and excitonic polarization can be presented in the form

E,(r,t) = Ea(z)e_i‘*’t +c.c., Poxe(r,t) = Pexc(z)e_i”t + c.c.

Moreover, the coordinate dependence of the exciton envelope function reduces
to ¢(re,mn) = S™V20(pe — P, 2e, 21), Where p is the in-plane component of
the 3D vector r and S is the sample in-plane area. Thus,

(excldy (r)|0) = ngomo P*(z), (2.198)
where
D(z) = ¢(0,2,2) . (2.199)

The state |t) satisfies the time-dependent Schrodinger equation
0 - A R
iher[t) = (Mo + V)It), V = f/dr do(r) Eo(r, 1), (2.200)

where Hjy is the Hamiltonian of the unperturbed electronic system. Multi-
plying the Schrodinger equation by (exc| we come to

hwey = hwoco — S / d2' (exc|da (r")|0) B4 (2') . (2.201)

Now we multiply (2.201) by (0|dy (7)]exc) = (exc|dy(r)|0)* and obtain taking
into account the relation (2.196) between Peyc(r,t) and c(t)

2
(wo — w)Pexe(2) = % <M> D(z) /dz’ &*(2')En(Z') . (2.202)

Womo
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Equation (2.202) is also valid for a bulk semiconductor. In this case one

has
— P1s (0) eiqz

VL ’
where ¢ is the wave vector for the light propagating along z, L is the sample

length in this direction. After integration over 2’ and replacement of ¢1,(0)
by (ma)=1/?

E,(z)=E, eld® | Pove(2) = Pexe el9* d(2)

we obtain

2
e|pey] 1 EpWLT

- Poxe = E, = E, s 2.203
(wo —w) (wom()) ragh 4m ( )

where wrr is the 3D-exciton longitudinal-transverse splitting,

4 (elpes)\® 1
= | — . 2.204
WIT =% (womo ®pad ( )

Equation (2.202) is used in the next chapter in the analysis of resonant
light reflection and transmission in QW structures.



3 Resonant Light Reflection and Transmission

Do you send the lightning bolts on their way?
Do they report to you, ‘Here we are’?

Job 38: 35

In bulk crystals, a photon and an exciton mix in the dispersion-crossover re-
gion, losing their identity in a combined quasi-particle called the exciton po-
lariton. Physically, exciton polaritons can be conveniently considered in terms
of an effective two-oscillator model. The uncoupled photonic and excitonic
oscillators are characterized by the same wave vector g and the bare-particle
eigenfrequencies

c hq?
N q and Wexe(q) = wo + ——

2M
where & is the background dielectric constant, wy is the exciton resonance
frequency at ¢ = 0, and M is the exciton effective mass. The coupling is
governed by a value of the exciton longitudinal-transverse splitting, wy T, and
the dispersion equation for coupled excitations can be written as

Wphot (Q) =

(Bron (@) = ) (wielg) — w?) = 20 wiren (3.1

This is an equivalent form of the conventional dispersion equation

(4)" = a(w.q) (3.2)

w

with the one-pole dielectric function

wo(w, q) = 0y + 223617600(«%1“2 ~ a0y & LT
Wexc (q) —w weXC(q> —w

Exciton polaritons were intensively studied in 1960’s and 1970’s, their man-
ifestation in various optical phenomena, including light reflection and trans-
mission, photoluminescence and resonant light scattering, is well-established
and documented (see, e.g., the contributed volume [3.1] and references
therein). Renewed interest and important developments in this field, see,
e.g., [3.2-3.9], were stimulated by technological achievements in fabrication
of high-quality nanostructures, multi-layered heterostructures, MQWs, SLs,
regular arrays of quantum wires and dots, quantum microcavities. Moreover,
the concept of exciton polariton has undergone a substantial modification,

(3.3)
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in particular with respect to long-period MQW structures containing a fi-
nite number of wells [3.10-3.15]. In this chapter, while describing the light
reflection and transmission, we will point out the exciton-polariton aspects
of these optical processes in various nanostructures.

In short-period heterostructures the interference between “forward-scat-
tered” and incident waves is described simply by a macroscopic dielectric
function ee.s(w) or index of refraction neg = /e (Sect. 3.1.3). However,
such a description is no longer valid for long-period regular structures with the
period comparable with the light wavelength A as shown in Sects. 3.1.2 and
3.1.4. When the QWs are separated by a A\/2, interference between forward
and backward waves can strongly attenuate the incident field and enlarge
the reflected wave as it occurs in conventional multilayer thin-film dielectric
mirrors or distributed Bragg reflectors (Chap. 7). A new and intriguing aspect
of the Bragg reflectors is a MQW structure which satisfies the Bragg condition
at the exciton resonance frequency, such structures are considered in Sects.
3.1.4 and 3.1.5.

In Sects. 3.1.6 and 3.1.7 we discuss optical properties of QWs grown
along directions different from [001] and asymmetrical (001)-grown QWs. The
electromagnetic response of 0D and 1D structures is described in Sect. 3.2.
Electro- and magneto-optics in nanostructures are presented in Sects. 3.3 and
3.4, respectively.

3.1 Optical Reflection from Quantum Wells and
Superlattices

We will first consider in detail the reflection of light from a single-QW struc-
ture and then turn to multiple-QW structures including short-period SLs and
resonant Bragg structures.

3.1.1 Single Quantum Well Structure

The amplitude reflection coefficient from the four-layer system ‘vacuum (0) -
cap layer (1) - single QW (2) - semiinfinite barrier (3)’ is connected with the
coefficient 7123 of reflection from the QW by

toitige” ! ro1 + 1237
T=7T + —————— T 3= %5 - 3.4
O T —rorigsedion T T rgrgge?idn (34)
Here r;; (= —rj;) and t;; are the amplitude coefficients for reflection and

transmission of the light falling from a half-infinite medium ¢ (¢ = 0 in vacuum
and ¢ = 1 in layer 1) on the half-infinite medium j, ¢; = ¢1.d; is the dephasing
due to optical path from the external surface to the interface between the
layers 1 and 2, g1, is the z-component of the light wave vector in the layer 1,
it is given by
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a1 = = (s, —sin6p) " . (3.5)

The incidence and refraction angles, 6y and 0, are related by sin 6y = ny sin 0
with the refractive index n, = /a8 It follows from (3.4) that the reflectance
of the structure has the form

3 + Re {7“017‘12362i¢l} + |ria3?

R=1r?= . . 3.6
| | 1+ 2Re {T01T123€21¢1} + 7"(2)1 ‘T123‘2 ( )

Thus, the problem is reduced to the calculation of the amplitude reflection
coefficient r123(w) for a monochromatic light wave of frequency w.

B A B
- lot+igz
Eye o
E e iwt+igz
— t
- 1wt- gz 1
E e —
———
Z
—_
< = -

Fig. 3.1. Schematic representation of the normal-incidence light reflection from a
single QW.

The problem of light reflection from a single QW neighboring two semi-
infinite barrier layers (Fig. 3.1), was solved in 1991 [3.4,3.5]. The solution
has become an important milestone in the development of the quantum elec-
trodynamics studying the coupling between 3D photons and low-dimensional
excitons, 2D, 1D or 0D. For simplicity, we assume the normal incidence ge-
ometry, g = 0. Then the final result will be reformulated for 6y # 0. The
amplitudes of the electric field for the initial, reflected and transmitted waves
are denoted as Ey, E, and E;, respectively. For (001)-grown QWs, the three
vectors are parallel and we can use the scalar amplitudes Ey, E,., E; shown
in Fig. 3.1. The electric field outside the QW is given by

Ej exp (—iwt + igz) + Erexp (—iwt —igz) if z < —a/2,
E(z,t) = . . .
E, exp (—iwt + iqz) if z>a/2
(3.7
with ¢ = /&, w/c. As far as we deal with the linear optics we can omit the
factor exp (—iwt). The amplitude reflection and transmission coefficients are
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defined by
E, E
rQW = B tQw = —E(t) . (3.8)

In (3.7, 3.8) the coordinate z is referred to as the QW center while the
coefficient ri23 in (3.4) is defined with respect to the interface plane between
the layers 1 and 2. This means that ri23 and row are related by

T123 = eianQW . (3-9)

We derive rqw and, hence, 7123 in the frequency region close to a par-
ticular exciton resonance wy, say the heavy-hole exciton el-hh1l(1ls). Two
different approaches will be used. The first is based on the solution of the
wave equation

d’FE w2 w2
5 =- (Z) D=- (Z) [y E + A7 Poe(2)] (3.10)
where D is the electric displacement and P.y.(z) is the exciton contribution
to the dielectric polarization depending on the electric field E. According to
(2.202) the resonant dielectric response of a QW is nonlocal and given by

A7 Poxe (2) = G(w) P(2) /@* (z"E(Z') dZ", (3.11)

7ra3 XpWLT
P(2) = ¢(0 P*(2) = &(2), Glw) = —B—"——.
() = 9(0.2,2), () = #(2)., Glw) = TEAE
Here E(z) is the total electric field inside the QW, ap and wrr are the 3D-
exciton Bohr radius and longitudinal-transverse splitting, I is the exciton
nonradiative damping rate, the envelope function ¢(p, z., zp) is introduced
in (2.172). Note that, for the exciton ground state el-h1(1s), #(z) is an even
function of z with the origin z = 0 chosen at the central plane of the QW.
We rearrange the wave equation (3.10) to a more convenient form
d’E 9 9
T2 OB = —apdmlec(2) (3.12)

with go being the light wave vector in vacuum

=—. 3.13

do - ( )

Now let us remind that the general solution of the linear second-order equa-
tion

d*y

dz?

with an arbitrary inhomogeneous term F'(z) has the following general solution

+ ¢’y = F(2)
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y(z) :yleiqz+y2e‘iqz‘2iq/ dz' | F () (Jo / x =2 /L

Therefore, (3.12) can be transferred into L 'Q
2
E(z) = E1e'9% + Eye 9% + om0 /dz’ glalz=#l Poe(2') . (3.14)
q

The first two terms represent a pair of linearly independent solutions of the
homogeneous equation, i.e., equation (3.12) with Py, = 0. They describe the
plane waves incident on the QW from the left and right half-spaces. In other
words, the amplitudes F; and Es are fixed by the external conditions. In
the particular case of the initial light wave emerging from the left, one has
E, = Ey, E2 = 0. The third term in (3.14) is a particular solution of (3.12)
with the inhomogeneous term —g34m Peyc(2). It describes the electric field of
the secondary wave induced coherently by the photoexcited 2D exciton.

In order to check that (3.14) is indeed a solution of (3.12) one can use the

identity
d2 2 i iglz—z' /
(—]2+C]>—€q| |_——(5(2—2)

The J-function appears on the left-hand side as a result of two successive
differentiations, namely,

d 0o N 1if 2> 2,

£|zz|51gn{zz}{_1 if2< o

2

dz2

It follows from (3.11, 3.14) that, for Ey = Ey, E2 = 0, the electric field
satisfies the integral equation

d
|z — 2| = o sign{z —2'} =24(z — 2').

2
E(2) :Eoeiqz+ig—0G(w) / dz' 1% 1g(2") / D(ZE(Z")dZ" . (3.15)
q

It allows an exact solution for arbitrary @(z) because after multiplying all the
terms by @(z) and integrating over z one obtains a linear algebraic equation

2
A=Ay + ig—[()} G(w) A//dz dz'e' 1>~ 1p(2)d (2 (3.16)
for the integral
A= /(P(Z)E(z) dz .

Here Ay = Ey [ ®(z) exp(igz) dz or, taking into account the even symmetry
of &(z),

Ay = Ey /@(z) cosqz dz .
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From (3.16) we readily find that

Ey [ ®(z)cosqz dz

A=z i(2/2q) G(w) [ [dz dz'eidl===1d(2)d(2")

(3.17)

The denominator can be rewritten in a more convenient form if we present
the exponential function in the integrand as

. ’
172l = cos (z — 2')+ising|z — 2’| = cos gz cos qz'+sin gz sin ¢z’ +isin g|z — 2|

and introduce the parameters

2
1
Iy = 5 dwr nay {/@(z) cos gz dz} , (3.18)

1
@y = wp + 5 dwLr ra¥, / / dz d2'®(2)P(2') singlz — 2| .
The final result for A reads

(wo —w —1iI') [ ®(z) cosqz dz
B0 —w —i(L + T)

A= E, (3.19)

Taking z outside the QW layer where ®(z) vanishes we can present the
amplitude reflection and transmission coefficients as, see (3.15),

A 2
rQw = 5 i;]_(; G(w) /@(z’) cosqz'dz’ | tqw =1+ rqw - (3.20)

Substitution of A from (3.19) allows us to achieve our goal in finding the
reflection and transmission coefficients [3.4, 3.5]

i
Qo —w —i(I" 4 Iy)

(.:.}0 —w —1il’
t = . 3.21
’ QW(UJ) J)O—w—i(F+F0) ( )

row(w) =

Now the physical meaning of the parameters (3.18) becomes transparent:
70 = (2[ 0)_1 is the exciton radiative lifetime and @g is the renormalized
exciton resonance frequency. The both parameters describe the modification
of the 2D exciton complex eigenfrequency from wg —iI” to @g —i(I"+ Ip) due
to the exciton-photon coupling.

The second approach to derive rqw and tqw is based on the most general
considerations and allows to perceive what in (3.21) is model-independent.
As before we select an isolated excitonic level and consider a frequency region
Aw near the exciton resonance frequency wy wide as compared to the inverse
lifetime of the selected exciton and narrow as compared to the spacing |wo —
w(| between wy and any other exciton resonance wj. Under normal incidence
the excitonic state with zero 2D wave vector, K, = K, = 0, is excited.
The exciton can be scattered by an acoustic phonon or static defect into
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K # 0 states or trapped onto a localization site, it can also emit or absorb
an optical phonon and leave the resonance frequency region at all. Let 7
be the lifetime with respect to all such or similar processes. In addition,
within some time 7y the exciton can coherently emit into the left or right
barrier a photon of the initial frequency w and the wave vectors 4+¢q. The
meaning of the parameters wg, 7 and 79 can be conveniently interpreted in
terms of the time-resolved experiment: after a short-pulse photoexcitation
of the exciton the time-variation of its wave function is described by the
factor exp (—if2pt), where (2 is the complex frequency wy — i(I" + Ip) and
Io = (210)7%, I' = (27)7! are called the exciton radiative and nonradiative
damping rates.

The coeflicients rqw and tqw represent a linear response of the QW to
the action of a light wave. Let us analyze their dependence on the frequency
w extending this dependence on the whole complex plane w = W’ + iw”.
According to the general theory of the linear response of the system to a
periodic perturbation, the response function has poles in the plane w at the
complex eigenfrequencies of the system excited states. Therefore, within the
interval Aw, the reflection and transmission coefficients are one-pole functions

d,
T‘Qw(w) =c, + m , th(w) =c + (3.22)

t
.Qo —w ’
where 29 = wo — i(I" + Iy) and ¢, d,, ¢, d; are constants.

In general, the background dielectric constant, a,, of the QW compo-
sitional material contributed by all electron-hole excitations, except for the
fixed exciton wg, can be different from ae,. However here, as well as in the
first approach, we ignore the mismatch between &, and aj,. This means that,
neglecting the exciton, the light wave would propagate through the QW as
in a uniform medium as if rqw = 0,tqw = 1. The same holds if we take
the exciton into consideration but move away into the off-resonant region
|wo —w| > I, Iy. Tt follows then that

& =0,c=1. (3.23)

The coefficients d,., d; characterize the exciton-photon coupling and are
evidently independent of the nonradiative damping I'. For a short time, in
order to find them, we neglect the dissipation assuming I" = 0. Then the
energy conservation law imposes on rqw,tow the condition

lrqwl? + |tqw]?> = 1. (3.24)

Hence, we can exclude I" in the expressions (3.22), substitute the latter into
(3.24) and obtain

S Y PR S (3.25)
(wo —w)2+ 17 wo —w—ily| '
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The next step is to write the light wave E} exp (igz) in the right barrier as
a sum of the initial wave Fyexp (igz) and the secondary wave Fey exp (igz)
emitted coherently by the exciton. Since the QW under consideration is as-
sumed to be symmetrical the amplitude Fey. coincides with that of the re-
flected wave, E,., and hence

tow(w) = 1+ rqw(w) (3.26)

which has been also obtained in the previous derivation, see (3.20). Compar-
ing (3.26) with (3.22) we conclude that the constants d, and d; are equal.
Replacing in (3.25) d, by d; we find

|d¢|* + Re{di(wp —w +il3)} =0,

where Re{Z} means the real part of Z and w is real. Representing d, as a
product of the modulus |d;| and the phase factor exp (i®;) we reduce the
above equation into

|di| + (wo — w) cos Py — Tpsin®, =0.

Thus, cos®; = 0 and |d;| = I'psin ;. Since |d;| and I are both positive we
should choose the solution @; = 7/2 of the equation cos @; = 0. The final re-
sult, equations (3.22) with ¢, = 0,¢; = 1,d,. = dy = i, coincides with (3.21)
if we change wp in the complex frequency {2y by the renormalized resonance
frequency &g. In fact, we had to define 2y as @y — i(I" + I) beginning from
(3.22).

The reflectance Rqw = |rqw|? and transmittance Tqw = |tqw|? deter-
mine the fractions of the incident energy flux transferred to the reflected and
transmitted waves. For I" # 0, a part of the incident energy is absorbed inside
the QW. This fraction is called the absorbance and given by

2I'T
(:)0 —w)2+(F+F0)2 ’

now =1 — Rqw — Tqw = ( (3.27)

The reflection coefficient rqw and radiative damping I'y were derived in
the frame of classical electrodynamics. Let us show that the same result is ob-
tained by using the methods of quantum electrodynamics. In this connection
we remind that the amplitude of the vector potential A(r) related to a single
electromagnetic quantum Aw propagating in a medium with the dielectric
constant e, = n? is given by

orhe? \ /2
0 <€Eb% w) €, ( )

where e is the polarization unit vector and V} is the macrovolume of Born -
von Karman. Next we write the Hamiltonian of radiation-matter interaction
in the linear approximation
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~ 1
V=-- /dr j(r)-A(r,t), (3.29)
c
where j(7) is the current-density operator. According to (2.198) (Sect. 2.7.5)
the matrix element of V' for the photon-induced transition from the ground
state of the system |0) into the excited state with an exciton, | exc, K, =
K, = 0), equals to

(exc|V]0) = —V/S jSCZAO 04,0 0g, 0 /dz ®(2)cosq,z ,
0

where S is the sample area in the interface plane. Using Fermi’s golden rule
we can write for the exciton radiative lifetime

1 2 <e|]0m,|>2 5 [ dg. 2 c
—=——— VOAO/ {/ &(z)cosq,z dz] 0 <h|qz| - hw) .
To h moc oo 2T np
(3.30)
Here the §-function describes the energy conservation which selects two values

of ¢, namely ¢, = +w ny,/c. While deriving this equation, we performed the
transformation from summation to integration in accordance to the rule

Vo
- Hﬁ/de

Substituting (3.28) into (3.30) and integrating over ¢, we obtain

= L = 2raleo) (M)Q {/@(z)cosqzdz}

2
27’0 h%b mowo

in agreement with (3.18) since, according to (2.204), one has

4 ) 2
— <€|pw|> = hWLT a% . (331)
Xy \ MowWo

The reflected energy flux J = (¢/ny)hw|rqw(w)|? per single photon can

be also calculated by using Fermi’s golden rule with the compound matrix

element R )
0|V | exc) {exc|V|0)

h(Qo — w)

for the two-step process “primary photon - exciton” and “exciton - secondary
photon”. The resonant denominator contains the complex energy of the ex-
cited state of the system, h{2y = hlwg — i(I" + Ip)]. It is worth to stress,
however, that energies of the primary and secondary photons coincide be-
cause the same ground state |0) plays the role of the initial and final states
of the electronic system. Thus, the process of light reflection from a QW can
be interpreted in terms of the resonant fluorescence of a two-level quantum

(3.32)
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system. In particular, the natural broadening of spectral lines is taken into
account in the similar manner while calculating the reflection probability
from a QW and scattering cross-section of an atom. However, there exists an
important difference between these two quantum systems, namely, an atom
is a 0D object and the light is elastically scattered in the broad solid angle
whereas, in the case of a QW with perfect interfaces, the secondary photon
propagates in the right and left barriers in the definite directions.
From (3.32) we obtain similarly to (3.30)

27 [ e|pev] Ao 4 9
— | —= VoA
h ( moc (Vo)

21 1
hZ ((:}07(.0)24’(1—‘4’[‘0)2

c
—ﬁw|rQW(w)|2 = hw
np

O dq, * c
X &(z) cosq.z dz (5(hn— lg2| — hw)
b

oo 2T
and, after additional simplification, come to
Iy
((:)0 — w)2 + (F + F0)2

[r(w)[* =

which agrees with (3.21).
The dielectric response (3.11) can be rewritten as

Poe(2) = /dzx(z,z’) E(2)) (3.33)

with the nonlocal susceptibility being equal to

x(z,2) = 1 D(2) D(2'). (3.34)

Thus, the dielectric polarization at the point z lying inside the QW depends
not only on a value of the electric field at this point but also on values of
E at other points z’. It is instructive to consider a hypothetical four-layer
structure containing the layer 2 of the thickness a characterized by a local
single-pole dielectric function

ey (w) =8y + ———. (3.35)

Here weg is the effective longitudinal-transverse splitting being a measure
of the interaction of light with the hypothetical exciton in the layer 2. The
reflection coefficient from the layer 2 is calculated to be

1 — o2
= ———— T2, 3.36
125 = T g2, 12 (3.36)
where 715 = (np — na)/(np + ng) is the Fresnel reflection coefficient on the
interface between the layers 1 and 2, n, = \/&,(w), ¢ = gonga. Assuming



3.1 Optical Reflection from Quantum Wells and Superlattices 97

west K I (3.37)
we obtain . )
TCH _ i el¢ Weff SIN (ZS )
1237 9 wo —w —il’

Comparing 7§, with the exact result for rio3 = ei¢rQw, see (3.9, 3.21), we
conclude that they coincide if we set

21 21

= ~ . 3.38
woll = rawo)a ~ a@o)a (3:38)

We can approximate sin ¢ by ¢ because in typical nanostructures the QW
thickness is small as compared with the light wavelength at the exciton res-
onance frequency wg. Together with (3.37) this means that Iy and &y — wo
are smaller than I" and their contribution to the denominator 2o —w can be
neglected. Finally, the real QW structures with a nonlocal response may be
replaced by a hypothetical structure with a local response only if

21
Q(wo)a

(3.39)

Otherwise one should use the exact result (3.21).

Additional simplifications follow if we take into consideration that the
QW thickness a is usually small as compared to the light wavelength 27 /q
and we can neglect corrections of the order ga < 1 replacing exp (igz), cos ¢z
by unity for values of z inside the QW. In this approximation the electric
field (3.15) inside the QW equals to

q%a i
EZE()-F27T1—P=E()-FEP7 (3.40)
q

where P is the averaged polarization

P(t) = % / dz P(2,1) (3.41)

and the dimensionless parameter £ is defined as

)

= . 3.42
$= 9% (3.42)
In the same approximation we have for the radiative damping
1 2
I, = 5 dwrr nay [/ d(2) dz] , (3.43)

and the material relation for Pe(z) can be reduced to the following equation
for the average
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(wo —w—ilNP =¢NE . (3.44)

In the variational approach with one variable parameter @ (Chap. 2), we find

21
D(z)dz =)= =49
/ () dz \/;dzna

where i, = [ ¢c1(2) pn1(2) dz is the overlap integral between the envelopes
for an electron in the el subband and a hole in the Al subband. In this case
we come to 3
qa .o \2

Iy = wir a—QB (i9,)" . (3.45)
For typical QWs values of ily lie in the range 0.01+0.1 meV, e.g., Al ~ 0.12
meV in 100—1& CdTe/Cd0_13Zno_87Te QWS [312] and hFO ~ 30 ,LLGV in 85-
A Ing 04Gag.g6As/GaAs QWs [3.16]. For crude estimations one can use the
approximation of infinitely high barriers in which case i%; = 1 and take for a

a value of the 2D Bohr radius, agD) = ap/2. Then one has

FO = 4anwLT . (346)

Equation (3.21) for rqw can be generalized to make allowance for two and
more excitonic resonances. Each resonance adds an extra pole in the reflection
coefficient rqow (w). Practically, if a wide frequency range is considered the
two-pole response function

iy irg

row() = Cr T TS I T T A —w i 1 1Y) (3.47)
is often used, where the indices h and [ refer to the el-hhl(1s) and el-lh1(1s)
excitons. The two-pole reflection coefficient was used as well to fit reflectivity
spectra in doped QWs and deduce the parameters of the heavy-hole excitons
and trions [3.17]. Astakhov et al. [3.18] found a linear dependence of the trion
radiative damping and oscillator strength on the 2D electron concentration
accompanied by some decrease in the exciton oscillator strength. As a result,
an all-optical method has been proposed to obtain information about 2D
electron gases of low density from 10° up to 10*! cm=2.

A modification of equations (3.4, 3.9, 3.21) more suitable for comparison
with experiment is obtained if we notice that the ratio
r193€2i%1
1 — rigriaze?i®r

can be reduced to .
ilpe?i#oa

wh—w—i(l+ 1Y)’

(3.48)

where
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a 1
Yoo = ¢ (d1 + 5) =¢1+ PR (3.49)

wh = @o + 100 sin 2004 , T = To(1 + 7110 €08 2¢004) -

Due to the self-consistent effect of reflection of the secondary light from the
external surface, the cladding layer 1 modifies the exciton resonance frequency
and radiative damping from wg, Iy to w(, I'j. Particularly, if the secondary
wave that had been emitted by the exciton and the secondary wave which
returned to the QW due to the reflection are in phase, i.e., cos 2¢g, = 1, the
exciton radiative damping increases by a factor of 2n;/(ny + 1).

By using (3.48) we can present the reflectance as

R(w) = |r(w)|* = Ry + % , (3.50)
where ,
Rozrgl,x:w;/wo ' =I+1IY,
A = tortros(torti0s — 2101 €08 2¢004) » B = 2rp1tortipssin2pg, , s = % .

Under normal incidence, o1 = (1 — np)/(1 + np), toitio = 4np/(ny + 1)2.
The phase ¢q, determines the shape of the reflection resonance profile [3.19].
Depending on the thickness of the top layer the reflectance spectrum can
have a single dip or a peak when 2¢, is an integral number of 7, a system of
equally pronounced maximum and minimum when 2¢o, = (m + 0.5)w, and
intermediate profiles for other values of ¢g,.

The homogeneous, nonradiative broadening of the reflectance spectrum
is due to exciton scattering by heterostructure defects, phonons and free
charges. However, when describing experimental optical spectra, the param-
eter I' in (3.21) or (3.50) is frequently interpreted as a sum of two contri-
butions, I, + Iinn, the first of them being related to the real homogeneous
broadening, and the second taking effectively into account the inhomogeneous
broadening of the exciton resonance frequency.

The above equations (3.21) for the reflection and transmission coefficients
can be extended for an oblique incidence geometry. Firstly, ¢ = gons should
be replaced by ¢. = (¢® — qﬁ)l/Q, where g = qosinfly = ¢sin 6 is the in-plane
component of the wave vector, 6 is the refractive angle connected with the
incident angle in vacuum by n sin @ = sin 6y. Secondly, the in-plane kinetic-
energy term hqﬁ /(2M) should be added to the resonant frequency wy. For the
s-polarized light (TE polarization, the electric vector E being perpendicular
to the incidence plane) the equations (3.21) exhibit a minor modification, i.e.,

ils
= t =1 3.51
rqw(w) For—w i+ To)’ Qw(w) =1+ 7rqw(w), (3.51)

where Iy and @y have been changed by
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1 ¢? 2
Tos = 5 T wrT Ty [/ d(z)cosq,z dz] , (3.52)
qz

1
@os = wolq) + 3 Q> WLT ﬂa% //dz dz'®(2)P(2")singq. |z — 2|,

where wo(q)) = wo+ (hqﬁ/QM) For the p-polarized light (TM polarization, E
lies in the incidence plane) the reflection coefficient is given by the two-pole
function

. el
1-Z_‘O]a I'FOp

rlw (W) = = - - = - , 3.53
Qw(«) @op —w —i(I"+ Top)  @p, —w —i(I"+ I7,) (3:53)
where )
2 /
_4g ;9 wr -~ ~
FOp(QH)— q_;F037 Fop_q_ngT Ihs , Wop = Wos (354)

@()p = wo(q)) + WﬁTﬂa% /QQ(Z)dZ + (QH/Qz)Q[QOp —wol(q))] -

The values of wyr and wj are proportional to the squared moduli of the
interband optical matrix elements in the polarization e L z and e || z, re-
spectively. The presence of two poles in (3.53) reflects the fact that there exist
two excitonic states, the transverse and longitudinal excitons, which exhibit
different renormalization due to the exciton-photon interaction. Heavy-hole
excitons el-hhl in zinc-blende-based semiconductor heterostructures are op-
tically inactive in the polarization E || z, wi = 0, and the second term in
(3.53) vanishes.

Since the wave vector, K, of a photoexcited 2D exciton is equal to ¢ =
q(wo) sinf, equations (3.52) and (3.54) also show a K-dependence of the
exciton radiative lifetimes 7, s = (2Is) ™! and 7,., = (2I,) ~'. The radiative
exciton states lie within the circle K < (wg/c)ny, because in this case ¢, =
[¢(wo)? — K?]'/2 is real and the exciton can annihilate with the emission
of light into the barrier. An exciton with K > (wo/c)ny (and hence with
imaginary ¢.) induces an electromagnetic field but it decays exponentially in
the barriers as exp (—|z| Im{q.}). The inverse influence of this field on the
exciton leads to renormalization of its resonant frequency but does not create
a new recombination channel.

If the background dielectric constant, s,, in the QW differs from &,
then aep, in the expression for G(w), see (3.11), should be replaced by 2, and
the factor ¢2 in the left-side of (3.12) should be replaced by g2z (z), where
#0(z) = &, inside the QW and &(z) = & outside the QW. The obtained
integro-differential equation for E(z) can be solved as well, and the following
result is valid in the case of a dielectric constant mismatch [3.20]

rQw = T(O) + Texc » tQW = t(o) + Texc - (355)
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Here r(® and t(©) are the reflection and transmission coefficients calculated,
neglecting the exciton contribution. They are given by

1— eQiqaa

0) _ —igpa e (0) _ ,igaa(,—igpa (0)
Y =e Wy, =2 oo t) = e (e 4y, V) (3.56)
dab = GoNab, Tha = — Tab = (M — Na)/ (M + Na), Nap = /Fap and rpq =

—rap = (N —nq)/(np+ng). For a symmetric well with an even function @(z)
the exciton contribution to rqw,tqw can be written as

il _ 1+ repelde®

rexc:t(o) =
Go—w—i(T+T0)

Iy, (3.57)

1-— Tabeiqa a

where Iy and @ differ from (3.18) by the replacement ¢ — ¢,. As before, the
reflected and transmitted waves are defined as E, exp (—igpz), Etexp (igpz)
and the origin z = 0 is taken in the QW center. While deriving this equation
we ignored the tunnel tails of @(z), and assumed @(z) to be nonzero only
inside the QW. For coinciding n, and ny, or &, and &y, the background
reflection () vanishes, ¢(°) reduces to unity, the parameter Iy reduces to the
real damping Iy and (3.55) coincide with (3.21). One can see that at rq; # 0
the parameter I} is complex and contributes both to the real and imaginary
parts of the exciton complex eigenfrequency. For g,a < 1, the correction
Qo — wo + Im{IH} to the resonance frequency wy is negligibly small and can
be disregarded.

3.1.2 Periodic Quantum Well Structure

Here we consider normal light waves propagating in the infinite equidistant
system of QWSs centered at the points z, = nd, where n is an integer, d is
a sum of the QW thickness a and the thickness b of a barrier between the
nearest QWs. The latter is thick enough to prevent the quantum-mechanical
tunnelling of an exciton from one QW to another. In this case the exciton
contribution to the dielectric polarization is a sum of the single-QW contri-

butions
Payeo( Z P (z) (3.58)

and the constitutive relation for P4 (z) is given by (3.11) in which the en-
velope @(z) is replaced by the envelope @, (z) = ®(z — z,) with a shifted
argument. Therefore,

p(n)( ) =

exc

G(W) 12 / !
€ g 2) / Bo()E() d2 . (3.59)

The initial electric field and the electric field induced by 2D excitons excited
coherently in the QWs are given by
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2
E(z) = E1el% 4 Eye 1% 4 2m%0 > / dz' 9721 pr 21y (3.60)
n

Eigenexcitations in such a system in the frequency region close to wy have
a mixed exciton-photon nature. They comprise both the electro-magnetic
and excitonic components. These are nothing more than exciton-polariton
modes modified substantially, as compared with those in bulk crystals. In
the absence of dissipation, I" = 0, the exciton polariton propagates without
limitation, experiencing continual coherent transformation from exciton into
photon and from photon to exciton.

In order to derive the dispersion equation for exciton polaritons in pe-
riodic MQWs, let us consider the transfer matrix through a B/A/B layer
of a thickness d with a single QW in its center. Here the length d has an
arbitrary value but then it will be the period for a regular MQW structure.
The transfer matrix connects the amplitudes of the electric field at the points

z==+d/2

E’, _ | Tu T2 | | Ex

E" To1 T | |E_ |
The amplitudes are defined as follows: the incoming and outgoing waves on
the left-hand side are, respectively,

Eiexplig(z+d/2)] and FE_exp|—ig(z+ d/2)]
and those on the right-hand side are
E" exp|—igq(z —d/2)] and E' expliq(z —d/2)].

The components T;; are related to the reflection and transmission coefficients
r= eldaQw, t= elthQw by

i [P — ’:] . (3.61)

The above result can be demonstrated as follows. Consider first the light
incoming from the left-hand side so that E” = 0. According to the definition
of the transfer matrix, in this case

E. =TnEy +TiE_, 0=TyEy +ToE_ .

It follows then that

E_ Ty . EY Ty —TIn

7”7:—_——7 = — =
E+ T22 E+ T22

For the light incoming from the right-hand side we have Ey = 0, E', =
TlgE_ s El_ = TQQE_, and hence
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. E. T, . E_ 1
r= = — = == — .
El— T22 ’ El, T22
From a comparison we obtain Ti5 = —T5; and
Det{T} = TosT11 — ThoTor = 1 (3.62)

as well as the above equation for T.

Now we turn from a single QW to a regular MQWs with the spacing
d = a+b. For exciton polaritons propagating along the principal axis of the
infinite regular MQWs, the frequency w vs. wave vector K dependence can
be derived by applying the Bloch theorem. According to this theorem the
eigenwaves (or normal waves) can be sought in the form

{gﬂ =it {?] =T {?} (3.63)

which leads to the dispersion equation (2.125). Taking into account the rela-
tion (3.61) between T;; and 7,t we obtain

22—t 41
cos Kd = # = cosqurisinqdlj_ﬂ

3.64
2t rQW ( )

From here and from (3.21), valid if &, = &), we come to the dispersion
equation [3.5]
cos Kd = cos qd — # sin qd . (3.65)
Wy —w —il’
The real part of K is defined within the superstructure Brillouin zone,
—m/d < Re{K} < 7/d. In the following we omit the tilde symbol reminding
that @ is the renormalized exciton resonance frequency. An important point
is that the denominator in the second term of (3.65) does not contain the
exciton radiative damping in contrast with the denominators in (3.21). This
agrees with the general property of exciton polaritons: in the absence of dissi-
pative couplings they are stationary states and exciton-radiation interaction
alone gives rise to no optical absorption.
It is instructive to rearrange (3.65) as

(cosqd — cos Kd) (wo —w —iI") = Ipsingd . (3.66)

Similarly to (3.1), this form allows an interpretation in terms of the two-
oscillatory model of exciton polaritons. Indeed, zeros of the functions inside
the first and second parentheses of (3.66) determine eigenfrequencies of bare
photons and excitons the latter coinciding with that for a quasi-2D exciton
in a SQW. The right-hand side of (3.66) governs the strength of exciton-
photon coupling, it is not completely determined by I'y but also depends on
the period and frequency.



104 3 Resonant Light Reflection and Transmission

Equation (3.65) can be extended to allow the mismatch s, # &y, then it
has the form

Iy
Ki=Dy— ——D 3.67
cos Y AL ( )
where
+ sz . .
D; = cosguacos q,b — 57 sin gqa sin gyb = (3.68)
- ’rab

_ cos (qaa + qub) — 1%, cos (gaa — qub)
1—7r2

9

sin(qaa + qpb) + r2, sin(qpb — qaa) + 274p sin(gyb)

D =
2 1—7’21)

)

other notations have been introduced in (3.56, 3.57). It is convenient to
rewrite this equation in the equivalent form

,Kd DsD,
oS — =

C B = 1——7"a2b7 (369)
where
D3 = cos ¢4 + rqpCcOS P, (3.70)
I
Dy =cos¢y — rqpcos¢_ — ——2 (Ssin gy + repsing_) ,

wo —w —il’
and ¢4 = (qb + gaa)/2.

3.1.3 Effective Dielectric Function of Short-Period Multiple
Quantum Wells and Superlattices

In short-period structures, MQWs and SLs, with the period d smaller than
the light wavelength A = 27/¢, one can use the approximation of an effective
uniform medium, introduce the effective dielectric function &g (w) and apply
the methods of resonant spectroscopy developed for bulk crystals.

For short-period MQWs, i.e., in the long-wavelength limit |K|?d?, qd < 1,
the equation for ae.g is derived by expanding the trigonometric functions in
(3.65) as follows

1 1
cosKd=1-— §(Kd)2 , cosqd ~1— §(qd)2 , singd = qd .

As a result, (3.65) can be reduced to

Iy

1 2 _ 1 2
1 U = 1= S(d)? —d — .

or [3.3,3.22]
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2 MQW
cK ®p Wi
) =xglw) = LT 3.71
(w) et (w) 8eb+w0—w—1f ( )
with oL
MQW 0
w = . 3.72
LT q(wo)d ( )
In the 2D limit, from (3.46) we obtain the estimation
MQw _ Sap
LT = TWLT . (373)

For d comparable with ag, wi/fﬁw exceeds the bulk value wy . Physically, this

enhancement of the exciton oscillator strength can be understood bearing in
mind that the barriers press an electron and a hole excited inside the QW
closer to each other, thus increasing the probability to find them at the same
point, which, in turn, increases the exciton-photon coupling constant.

The criterion of validity |K|?d? < 1 is equivalent to the inequality

oMow
d? — I — <1,
(4d) lwop —w — il
This condition for MQWs is much weaker than the condition (3.39) for the
approximation of a local response in a QW. Note that the effective oscillator
strength wegr in a QW, see (3.38), and the effective longitudinal-transverse
MQ
L

splitting, wip W, are related by

MQwW @
Wi = E Weff -

If two or more exciton resonances are taken into account the effective dielec-
tric function has the corresponding number of poles. Usually it is enough to
consider a two-pole function

[p10) W
e = ) 3.74
eft () %b+w8—w—ifh+wé—w—i[’l (3.74)

where h, [ denote the heavy- and light-hole ground exciton states. The exciton

oscillator strength £20) can be presented as a product aebw%(?}}v where wll\f[T(?Jw

is the effective longitudinal-transverse splitting for the exciton j = h, (.
In MQWs with the dielectric constant mismatch the effective dielectric
function takes the form
MQW
- ®a Wp
Eef(wW) =8+ —————
et () + wy —w — il
with
Xqa + 33bb MQW 2F0(qa)

, w = )
d LT Ga(wo)d

|
I
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The approximation of an effective uniform medium is also valid in SLs
where the exciton envelope function is written as (Chap. 2)

eiK~R
vi%

Here V is the volume, U.(z.) and Up(zp) are the single-particle envelope
functions, respectively at the bottom of the conduction miniband el and at
the top of the valence miniband k1, they are normalized by

f(r)Ue(2e)Un(2n) - (3.75)

chc (rea ’I’h) -

d
/UQ(Z) dz=d,
0

f(r) is the envelope describing the relative electron-hole motion. This func-
tion satisfies Schrodinger’s equation

h? o2 h? [ 0? 0? e?
5~ 3 (0 o) ~ | 0= 0

where ¢ is the exciton binding energy, j;; are the reduced effective masses
fzz and fiyg = [y, Of the electron-hole pair, s is the low-frequency dielectric
constant. Then the dielectric function is given by

ot (W) = 20y + Lﬁjg—%w (3.76)
with the longitudinal-transverse splitting being [3.3]
SL ap |1 h 2
Wit = wLT?a? 7 /Ue(z)Uh(z) dz| . (3.77)

Here a; and a; are the longitudinal and transverse effective Bohr radii which
are the variational parameters in the trial function
1
f(r) = —F—=exp

2?4?22 1/2
5 Tz T2 ~
\/ Taga; a; a;

The dependence of the longitudinal-transverse splitting of the el-hh1(1s)
exciton on the period d of the GaAs/AlGaAs heterostructure with GaAs
and AlGaAs layers of equal thickness is shown in Fig. 3.2. The branches
of the theoretical curve were calculated by (3.72, 3.77). The range of layer
thicknesses in the regular heterostructures under investigations covers the
limits of MQWs and SLs. At the sides of MQWs the longitudinal-transverse
splitting of the heterostructure, wa, equals to w%QW given by (3.72). It
increases approximately as d~! with decreasing the period. As the period




3.1 Optical Reflection from Quantum Wells and Superlattices 107
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Fig. 3.2. The longitudinal-transverse splitting of heavy-hole excitons vs. a period
of multilayered GaAs/Aly.35Gag.65As structure with equal thickness of wells and
barriers. Curves 1 and 2 are calculated according to (3.73) and (3.77), respectively.
Curve 3 is calculated taking into account nonparabolicity of the electron miniband
spectrum [3.21]. From [3.22].

decreases still further, i.e., at the side of SLs where wl'; ~ wPk| the overlap

of electron states in neighboring wells increases, the subband el transfers
into a miniband, the miniband electron effective mass decreases, and the
character of the electron motion in the structure changes from 2D to 3D.
As a result the effective longitudinal-transverse splitting reaches a maximum
at a certain value of d and then starts to fall off. Thus, the nonmonotonic
dependence of wf.(d) is actually a manifestation of the 2D-3D transition in
a periodic heterostructure.

3.1.4 Resonant Bragg Structures

Now we shall analyze the exciton-polariton spectrum in MQW heterostruc-
tures, see (3.65) and (3.69), focusing attention on resonant Bragg structures.
Physically the analysis becomes more transparent if we disregard the nonra-
diative damping and inhomogeneous broadening.

As for any particle or quasi-particle moving in a periodic system, the
exciton-polariton dispersion spectrum has allowed bands and forbidden en-
ergy (or frequency) regions, the latter are commonly called band gaps. The al-
lowed bands are determined by the condition |C(w)| < 1, where C(w) stands
for the right-hand side of (3.65). If |C(w)| > 1 the corresponding solution
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K(w) of (3.65) has an imaginary part even for I' = 0 and belongs to the
band-gap damped modes. The band gap edges are found as solutions of the

following equations

d
wy = wo + Iy cot % , (3.78)
c

npwad
W2 = W — Fo tan s
2c

they touch the allowed bands at the points K = 0 and K = +7/d, respec-
tively. If a value of ¢g = (npwod/c) lies far away from any integer number of
7, then the band gap lies between

w1 =wo+ Ipcot oy, we =wy— Iptan g - (379)

For example, in structures with the periods ¢(wo)d = w/4,7/2 (anti-Bragg
structure) or 37 /4, the gaps are defined by the pairs wo + (14 v/2) I, wo £ Iy
and wo + (+v/2 — 1)y, respectively.

The approximation (3.79) fails for resonant Bragg structures satisfying
the condition

g(wo)d = or d= (3.80)

where A(wp) is the light wavelength at the frequency wq in the medium with
the dielectric constant . In the spectral region near the exciton resonance
frequency, |w — wp| < wo, the values of K are close to +x/d and one can
approximate cos Kd, cos ¢d, sin ¢d in (3.65) or (3.66) by

1 1 —wo\? -
1+ (KdFm)?, =1+ = g 0 and  — 7o w07
2 2 wo wo

respectively. As a result the dispersion equation reduces to

K 2 ~—w\’ 2L w-—
(_d¥1) :<w wo> _fi0 wTWo (3.81)

T wo Twyw —wo+il -

At w = wy, the wave vector K equals to £7/d and the exciton-photon cou-
pling vanishes which also follows immediately from (3.65) because sin g(wg)d =
sinm = 0. Physically this can be understood taking into account that, at
w = wy, the light wave and 2D-exciton are characterized by opposite parity
properties, the exciton-photon mixing is forbidden and the light propagates
as in a uniform medium with the dielectric constant z;,. Really, we consider
here the ground state of a 2D-exciton described by an envelope function sym-
metrical with respect to the mirror reflection z — —z. On the other hand,
for g(wp)d = 7, the normal light wave in the resonant Bragg structure is a
standing wave with the electric field E(z) = Eysin (7z/d), where the origin
is chosen in the center of one of the QWs, so that E(z) is an odd function of
z with respect to the center of any QW.
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Detuning of the frequency w from wg removes the symmetry restrictions
and, for K ~ 7/d and I' = 0, the exciton-polariton dispersion transforms

into [3.23]
2 Kd \?
w—w=i¢;mm+%<7¢—g (3.82)

2
K=1I 1:|:\/<w_w0> 20
d wo T W

The dispersion for K near the point —/d is obtained by changing the sign of
K in the above equations. From (3.82) we conclude that the exciton-polariton
spectrum has a broad band gap

1/2
5:2(§E@) (3.83)

or

™

with wg being the central point of the gap.
In the near-Bragg structures the condition (3.80) is satisfied for the fre-

quency e (3 84)
wp = — .
B nbd

slightly differing from the exciton resonance frequency,
lws — wolnpd/c = Tlwp — wol/wp K 1.
In this approximation one obtains two band gaps from (3.78). For wy > wp
the gaps are given by [3.24]
T, Wy — Wp

wo<w<wp,wy— —lp—— <w<w,, (3.85)
2 wpB

2
— 2
wy = Letws | [(WomwWBNT L 2 e
2 2 m

If the detuning has the opposite sign, wy < wp, the band gaps are determined
by

where

w_<w<wofﬁfow,w3<w<w+. (3.86)
2 wp

The systems closely related to the resonant Bragg structures are peri-
odic arrays of thin layers of resonant two-level systems separated by half-
wavelength nonabsorbing dielectric layers (called resonantly absorbing Bragg
reflectors) [3.25,3.26] and 1D optical lattices of laser-cooled trapped atoms
[3.27]. If the light wavelength exceeds the average distance between nearest
two-level systems (or atoms) randomly arranged in a thin layer (or atomic
plane) then the propagation of normal light waves and the formation of the
photonic band gaps is similar to those described above for exciton polaritons

in MQWs.
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3.1.5 Finite Quantum Well Structure

The lifetime of exciton polaritons propagating through an infinite bulk crys-
tal or infinite MQWs is limited by the exciton nonradiative damping rate.
In contrast, a finite MQW structure is open and exciton polaritons in such
a structure decay due to both nonradiative and radiative processes. Let us
consider a system of N equidistant QWs sandwiched between semi-infinite
barrier layers. The barrier layers separating the wells are thick enough to pre-
vent the direct interwell transfer and, therefore, excitonic states in different
QWs are coupled only via the electromagnetic field. The N-fold degener-
acy of the bare-exciton subsystem is lifted. The coupled-mode frequencies
wj = w; +iw} are distributed in the lower complex semi-plane w with neg-
ative Im{w}. The effects of radiative coupling of excitons in different wells,
i.e., multiple coherent reemission and reabsorption of photons, can strongly
influence the resonant optical properties of high-quality MQWs, both linear
and nonlinear, under cw excitation as well as in time-resolved experiments.

In this subsection we consider the reflection and transmission of light
through a stack of N equidistant QWs. We start from the simple limiting case
of weak exciton-photon coupling, assuming the reflection coefficient (3.21) to
be small which is valid if

Ih < |wo—w—iF|.

In this case in order to find the reflectance of the whole system we can ignore
multi-reflection processes and sum up the amplitudes of light waves reflected
from distinct planes arriving at

i(N—1)qa Sin Nqd

-1 2igd 4iqd“. —
ry=(14+e"%+¢e )rqw =€ Sinqd

TQW - (3.87)
At particular frequencies where the product ¢d is an integral number of 7
the reflectance Ry = |rx|? shows maxima. The first maximum occurs at w
satisfying the condition (3.80). The anti-Bragg condition d = A/4 determines
another characteristic frequency. In this case the contributions to the reflected
wave from neighboring QWs cancel each other, and the reflectance either
vanishes if N is even or coincides with that for a single QW if N is odd.

If the coefficient rqw is not small compared with unity then one has to
take into account multi-reflection of the light waves and the reflectance of N
planes is determined by a more complicated equation. In order to derive this
equation we note that, according to (3.63), the eigenvalues of the transfer
matrix (3.61) are exp (£iKd), where K means the wave vector of an exci-
ton polariton propagating at the frequency w in the infinite periodic MQW
structure, it satisfies the dispersion equation (3.65) or (3.67).

We introduce the two-component eigencolumns of the transfer matrix [3.7]

TCLQ = eiinCLg .
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They can be presented as

5 1 _ rQW
Cia2= [01,2} » 012 = g fopy KA (3.88)

Let EY and E¥ be the electric field amplitudes at the plane shifted, respec-
tively, to the left by d/2 from the center of the leftmost QW and to the right
by the same length d/2 from the rightmost QW and let the initial light wave
of the amplitude FEy be incident from the left semi-infinite barrier. Then we
can use the equations

EY =E),, E*=E,, EY=E, E*=0

as the effective boundary conditions. The reflection and transmission coef-
ficients are defined as ry = E,./Ey, ty = Ei/Ey. The pairs of amplitudes
EY, ER are conveniently presented as the two-component columns

B — E, HV] CER = R, {tg] . (3.89)
Rewriting El as a superposition
EY = f1C1 + f2Cs
and acting on this column by the matrix TV we obtain
ER = flelkNdGy | fe=iKNdE,

From the condition E® = 0 we find a; f1eXN?+ay foe 7 EN9 = 0 which allows
to convert

_ alfl —|—Cl2f2 - eiKNclf1 +e_iKNdf2
h+fe fi+ fa
into ) )
a1a2(elNKd _ e—lNKd) a1 — as

4 e NKd _ g e—INKd tn = 4 eNKd _ g e—INKd °
Substitution of a1 o from (3.88) results in

rsin NKd o = tsin Kd
sin NKd —isin(N — 1)Kd' " sin NKd — tsin (N — 1)Kd’

rN = (3.90)

where 7 = eiqerw, t = eithQW, and the coeflicients rqw,tqw are given
by (3.21) if &, = &y, and (3.55) for structures with the dielectric constant
mismatch.

For small values of 7 we can replace K by ¢ and £ by ¢!9¢. Then, taking
into account that

sin Ngd — €% sin (N — 1)qd = e iN=1ad gip ¢d
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we can reduce (3.90) to (3.87).

Another limiting case that allows simplifications is a short-period MQW
structure. Since in this case |K|d,qd < 1, we can replace e!9¢ eTKd by
1+igd,1 +iKd and, using (3.64), approximate rqw,tqw by

(¢* — K*)d 2ig
2iq — (¢> — K?)d’ 2iq — (¢* — K*)d

Then the reflection and transmission coefficients are reduced to
1-— ezid)N 2N t12t21

r tny =e —
12, LN 1 _ 621¢NT%2

N T2,

T 1 etien 2,
where ¢ = NKd, the wave vector K satisfies (3.71),

qg— K bt 4qK
q+K’1221

T2 = (q T K)2 .

The same result is obtained in the approximation of a uniform local medium
where N QWs are replaced by an effective homogeneous layer of the thickness
Nd and with the refractive index K/qo.

Now, we turn to the resonant Bragg structures. According to (3.81) in the
frequency region |w — wp| < wp the exciton-polariton wave vector is given by

1/2

2
K:i%(liS%S: (w—wo) 2y w—wo

wo Twy W — wg + i’

In an N-well structure in the frequency region determined by the condition
TN|S| < 1 (3.91)
we can replace 7, by —rqQw, —tqw and the ratios

sin (N — 1)Kd sin NKd
sin NKd = sinKd

by —(N — 1)/N, (=1)¥~IN. As a result, the reflection and transmission
coefficients (3.90) take on the surprisingly simple form

iNIy

; wo —w — i’
wo—w—il + NI N

wo—w—i(F+NF0)

TN = =(-1)N . (3.92)
One can see that the reflection coefficient from the resonant Bragg structure
is obtained from that for the single-QW case, see (3.21), just by substituting
NI for the radiative damping rate 5.

In order to understand the above result and, more generally, to analyze

the exact equations (3.90) we need to study the analytical properties of the
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responses 7y (w), tny(w), as it was done in Sect. 3.1.1 for a single-QW struc-
ture. The main idea is that poles of the coefficients rx,tn considered as a
function of the complex variable w = w’ + iw” coincide with the complex fre-
quencies of the exciton-polariton modes. In the same way as for N coupled
oscillators, the system of N QWs is characterized by N eigenfrequencies,
w;. For a single QW the eigenfrequency equals to wo — i(I" + I). For N
identical QWs, in general, all w; are different, and the reflection coefficient
has N different poles. The corresponding non-stationary eigenstates repre-
sent exciton polaritons in finite multiple QW structures which are, in this
case, mixed excitations where 2D excitons are coupled with 3D photons. The
system with a finite value of N is open and, hence, imaginary parts of the
eigenfrequencies are nonzero even neglecting the nonradiative damping. The
real parts w; determine the position of peaks, dips and other features in the
cw spectra. The spacing between the real parts can lead to quantum beats in
the optical response to a short-pulse excitation. The imaginary parts of w;
describe the decay and dynamics of modes and the broadening of the spectral
features. The frequency distribution pattern is governed by the period d and
the number of coupled wells, N.

The eigenfrequencies w; can be found from (3.59, 3.60) where the external
fields Eq, F5 are excluded. Substitution of (3.60) with Fy, Es = 0 into (3.59)
leads to the following set of linear equations

(wo—w —il")Py+ > App P =0, Ay = —iroeiﬂ*”’\ (3.93)
n’ 70

for the average polarizations P,, = a ! f dz Pe()?c) (2). Here as before we omit
the tilde symbol over wy. It follows then that the problem of exciton polaritons
in QW structures is indeed reduced to the problem of a linear chain of classical
oscillators with only one resonance frequency wg, one damping rate I" 4+ I
and coupling coeflicients A,,,,» between the oscillators n and n’. The coupling
coefficients are proportional to the exciton radiative damping Iy and the
phase factor dependent on the inter-oscillator distances, d|n — n’|. Note that
the matrix A is symmetrical but non-Hermitian. According to Gerschgorin’s
circle theorem, the eigenvalues of a complex square matrix a;,, of order N lie
in a closed region of the complex plane z = 2’ 4+ iz” formed by the circles

|z —au| < Z || -

m#l

Hence, it follows that the eigenfrequencies of a system of N QWs are localized
in a circle with the center lying at the point wg —iI" — il and the radius
being equal to (N — 1)1.

In the following we enumerate a sequence of N QWs from n = —m to
n = m, excluding zero for an even N = 2m and including the value of n =0
for an odd N = 2m + 1. The system has a mirror plane of symmetry in
the center of the structure taken as z = 0 and, hence, for any normal mode
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the dielectric polarization P, and the electric field F(z) are characterized
by a definite parity: P, = +P,, F(—z) = £F(z). It can be shown that
there are m odd and N — m even solutions [3.10,3.28]. Let us perform the
unitary transformation S from the initial basis of single-well excitons |n) to
the new basis |n)x+ = (|n) £|-n))/v2 (n = 1,...,m) for even N and the
basis [n)+ = (|n) £ [-n))/v2 (n = 1,...,m), [0). = |0) for odd N. Then the
transformed matrix S~1AS becomes quasi-diagonal

At 0
0 A |’

where the submatrices AT and A~ specify the sets wj and w; for the even
and odd solutions, respectively. The diagonal elements of these matrices can
be readily calculated: AF, = FilH(1£7?" 1) if N is even and AF, = Fily(1+
*") (n #0), Ady = —il} if N is odd, where i = exp (igd). It is convenient
to use the eigenfrequency wy —i(I"+ Ip) for a single QW as a reference point
and introduce the frequencies (27 = w]j-t — wo +i(I" + Ip). Since the trace of
any square matrix is equal to the sum of its eigenvalues, we obtain for the
sums [3.28]

+ —
j=1
m—+1 m 77]\(71
+ _ - _ 2.
DA == 07 =il 1_2
Jj=1 Jj=1

for even and odd N, respectively. In particular, it follows from (3.94) that
the sum of all {2; equals to zero, i.e., the center-of-mass for the total set w;
lies at the point wy —i(I" + Ip). For N = 1,..., 4, the frequencies .th can be
presented in an analytical form [3.10, 3.28]

of =0 (N=1);  Qf=FiLym  (N=2); (3.95)
i — .
Q1+,2:—§Fo77(77i\/772+8), Q7 =iln? (N=3);

27 5(n) = Q7o(—n) = —%Fon {1 72+ V(A +n2)2 +4(1 + 277)} (N =4).

Taking into account the symmetry considerations and general analytical
properties of a linear response the reflection coefficient can be written as [3.10]

) Ly (Pﬁl(y,m Pﬁl(y,m)

Pns(y,n)  Pn.a(y,n) (3.96)

"y (w) = 5
Here y = (wo —w +1iI")/Ty, Pn~(y,n) (v = s,a) is a polynomial with the
unit coefficient in the term of the highest order in y and with other co-
efficients dependent on one parameter n. The corresponding coefficients in
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the polynomials Py ~(y,n) and P](\Z )W(y,n) are complex conjugate including
the transformation from n = exp (igd) into n*. The roots of the equations
Py s(y,m) = 0 and Py ,4(y,n) = 0 determine the eigenfrequencies for the
even and odd exciton-polariton modes, respectively. The polynomials of the
N-th and (N — 2)-th orders are related by the recurrent equations

Py (y) = (y + 1) Py—a(y) £ iV PG, (1), (3.97)

where the sign £ corresponds to v = s and v = a, respectively, and one can
start from Pp, =1 and Py s(y) =y +1, P1, = 1.

If the exciton resonance frequency wy and the structure period d satisfy
the inequality |g(w)d — 7| < 1 or, strictly speaking, the condition (3.80), the
reflection and transmission coefficients are given by (3.92). One can see that
in this case the function ry(w) has only the one pole

W =wp — I(F + NF()) (398)

This means that, for the resonant Bragg structures, among N eigenmodes
N — 1 modes are optically inactive, their frequencies w; = wy —1iI' (j =
1,..., N —1) are not renormalized by the exciton-photon interaction, and only
one mode (which can be called a superradiant mode) is optically active with
the oscillator strength and the radiative damping being N times higher than
those for the exciton in a SQW. Note that (3.92) are valid in the frequency
region (3.91). Outside this region the constructive interference of light waves
breaks down and one must use more complicated equations (3.90) for ry
and tn. The N-dependence of the spectral width of the reflection coefficient
from the resonant Bragg structure is linear up to a few dozens of QWs, until
NIy < § = 24/2hwolp/m, and then saturates to the photonic band gap &
defined by (3.83).

According to (3.92) the amplitude and half-width of the reflection reso-
nant contour must be strongly enhanced in the Bragg structures. Experimen-
tal studies of the resonant Bragg structures have been performed for hetero-
pairs CdTe/CdMgTe [3.11], CdTe/CdZnTe [3.12,3.29], CdMnTe/CdZnMgTe
[3.30], GaAs/GaAlAs [3.31], InGaAs/GaAs [3.16, 3.32, 3.33]. Figure 3.3a
shows reflection spectra taken from CdTe/CdZnTe Bragg and anti-Bragg
structures. In the latter case, the half-width and the amplitude of the re-
flection peak are remarkably smaller than those in the Bragg structure. The
strong enhancement effects are observed on InGaAs/GaAs QWs, as seen in
Fig. 3.3b. The detuning from the Bragg condition by 15% leads to a com-
plete modification of the spectrum. A linear dependence of the reflection-peak
linewidth on N, see (3.98), has been reported by Prineas et al. [3.16]

An independent verification of the theory is provided by time-resolved
studies that show that the reflection signal decays much faster in a perfect
Bragg structure than in a single QW [3.31]. Nonlinear four-wave mixing in
resonant Bragg structures is touched in Sect. 7.3.
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Fig. 3.3. (a) A comparison of the reflectivity spectra in the region of the el-hh1(1s)
exciton for two stacks of ten QWs of CdTe/Cd;Zni—,Te with the same thickness
A/2 of the cladding layer but with the periods d close either to A\/2 (sample I)
or to A/4 (sample II) in a magnetic field of 5 T. The dashed lines are theoretical,
hIp =0.12meV, and A" = 0.3 meV. [3.12] (b) Absorption and reflection spectra of
a structure containing thirty Ing.0aGao.osAs/GaAs QWs. (i) Experimental (solid)
and calculated (dashed) absorption coefficient as a function of energy. The lines
are hard to distinguish. (ii) Calculated and (iii) measured reflectivity at Bragg
resonance (curves 2) and at 0.85A/2 spacing (curves 1) as a function of energy. [3.32]

3.1.6 Quantum Wells Grown along the Low-Symmetry Directions

Up to now we discussed the optical phenomena in zinc-blende-lattice het-
erostructures grown along the principal axis [001]. QW structures having
growth axes different from [001] and [111] exhibit a remarkable in-plane
anisotropy in the interband optical transitions [3.34-3.36]. This kind of
anisotropy is attributed to the valence band warping of bulk semiconduc-
tors with zinc-blende and diamond lattices. We remind us that the warping
is governed by a value of D — /3B 73 — 2 where D, B, ~; are the band pa-
rameters introduced in Chap. 2, see (2.28). While describing here the in-plane
optical properties of QW structures we disregard the anisotropic orientation
of chemical bonds at the interfaces, this will be done in the next subsec-
tion, and apply the conventional effective-Hamiltonian approach with the
Luttinger Hamiltonian (2.28) and the simplest form of boundary conditions
for flat interfaces, see (2.14). Then the point symmetry of a (hkl)-grown QW
coincides with that of a bulk zinc-blende crystal subjected to a uniaxial de-
formation along the axis [hkl]. We concentrate on the particular case of [hhl]
heterostructures with the growth direction lying in the (110) plane. For arbi-
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trary h the point group of the system has only two symmetry operations: the
identity transformation e and the mirror reflection o(;1y. However, for the
(001), (111) and (110) growth directions, the corresponding point groups are
Dsq,C3, and Cy,, they contain additional elements of symmetry, see Tables
A.2, A.3 and A4 in the Appendix.

Considering the short-period MQW structures we can introduce the effec-
tive dielectric tensor &eq(w). In the coordinate system z || [11(2h)], v || [110],
z || [hhi] related to the growth direction, the off-diagonal components &,
with a = y or = y vanish and one has

®re 0 g,
Eeff = 0 Eyy 0 s
®,, 0 o,

where &,, = &.,;. Under normal incidence the light propagates along z.
One eigenwave (ordinary mode) is polarized along y and characterized by
the refractive index n, = ,/a&,,. The electric field of another eigenwave (ex-
traordinary mode) is perpendicular to y, its effective refractive index is given
by
202

Ny =\ gz — —=£
%ZZ

The in-plane anisotropy is described by the ratio

K, - K,

= (3.99)

p
where K, is the absorption coefficient in the polarization a = z,y, and K
is the average (K, + K,)/2. Since K, = 2gon], with n], = Im{n,} we have
p = 2(ny —ny)/(ny +ny). We take into account two poles in the dielectric
tensor,
Oh) 0
af af
Eag = Ep0ag + . .
7 el T O Zw Sl | W —w =il
due to the heavy-hole (h) and light-hole (1) excitons, see (3.74). For large

values of I},; we can retain only linear terms in QSEZ) and come to the
equation

o) - )
for the in-plane anisotropy of the absorption coefficient near the resonance

Wy, j = hh,lh.

The analytical result is possible in the first order in the difference v3 — .
For this purpose we write the Luttinger Hamiltonian as a sum of the zero-
order isotropic term

H, = (,4 + ZB> k2 — B(J - k)? (3.101)
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and the anisotropic perturbation

D
Vi =-2 <% — B) ({Jljg}sklk‘g + {J2J3}5k2k3 + {J3J1}sk‘3k11) . (3.102)

Here 1,2, 3 are the principal axes [100], [010] and [001].

Four eigencolumns, C’f,?,l, of the matrix H(}S can be chosen to have a

definite angular-momentum component, m, on the wave-vector direction
k\ a0 _ a0
J- % Coe =mCp i - (3.103)

In the isotropic approximation the electron spectrum in the valence band Iy
is spherical and parabolic,

B, (k) = (A— B)E*, B, 5(k) = (A+ B)k*. (3.104)

The next step is to calculate the eigenvectors C'mk of the matrix Hr,. In
the first approximation they are written as

A A0 1 Vim(k) A(0)
Conte = Coo + Z mqk . (3.105)
J m

The perturbation matrix elements

(0 ~(0

Vim(k) = C Vi O

can be calculated by expressing ki, ko, k3 in terms of the components of k

in the coordinate system z,y, z and the matrices Jy, Js, J3 in terms of their
linear combinations related to the axes x, ¥, z

1
Jio=—=(cos0J, F Jy +sinbJ.), J3 = —sinbJ, + cosb.J, ,

V2

where 6 is the angle between the growth direction and the axis [001],
cos 6 = 1/v/IZ + 22, sin = h\/2/(I2 + 2h?). Note that, in the basis C'°), the
matrices J,, Jy, J, and their products have the same form as Ji, Js, J3 and re-
lated matrices in the basis (2.22). For the states at the I" point, k; = ky, = 0,
the substitution )

kg — S0k - cos Ok

V2

is applicable and we obtain

Vr, = (B B %) L { S B )@ - 2 72— 37— 1)~ 2]

+pvi1— H2(3N2 - 1){J1'J2}8}
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or explicitly, see Table 2.1,

u v w 0

1 v—u 0 w
Wim()l = 5(v3B D)2 | 70 0 (3.106)

0 w —v u

w=V31—p)But+1), v==2u/1—p23u> - 1), (3.107)
w=(1-p*)(1-34").

The valence-band wave function can readily be written in the limiting
case of infinite barriers as

2 mZ

wjlﬂn(r) = \/;COS 7 Z CnLk,m/u?n/ (’I") ) (3108)
m

where 10, are the bulk Bloch functions at k = 0 and a is the QW thickness.

It is a symmetrized combination of the Bloch states with the wave vectors

+k where the vector k has the components

T 1
a 21282

in the coordinate system 1,2,3 and (7/a)(0,0,1) in the coordinate system
z,y, 2. In this case a value of k? is equal to (7/a)?. While calculating the
interband optical matrix elements we use the basis of conduction electron
states with the spin component s = £1/2 along the growth direction [hhl].
Then the matrix elements pes vjm (k) of the momentum operator taken be-
tween the valence-band states (vj, m, k) and conduction-band states (c, s, k)
are given by Table 2.2. The microscopic equation for the exciton oscillator

(h, h,1) (3.109)

strength Qgﬂ) is given by

) 2
Y) = sza k)2, . (k). (3.110)

P hd(wgmoay)? S e
Here d is the period of the structure, the overlap integral A.i-p; for the
infinite barriers equals to unity, a; is the effective Bohr radius different for
the heavy- and light-hole excitons because the in-plane effective masses for
heavy and light holes are different.

In the model under consideration the in-plane optical anisotropy comes
from the transitions (v, h,£3/2) — (¢,£1/2) and (v,l,£1/2) — (¢, F1/2).
Indeed, according to (3.105, 3.106) the state (v, h, £3/2) has an admixture

of the light-hole state C'](FOI) /2 described by the coefficient
Vr1/2,43/2

fr=— 2BI2
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Taking into account the selection rules presented in Table 2.2 we obtain

T Dcv fhl
pc:tl/Z,vj:tS/Z(k) = _\/5 (1 - %> , (3.111)

.Dev fhl
pZil/Q,vjie./Q(k) = 71\/5 <1 + \/g) :
From here and (3.100, 3.106, 3.110) we find [3.37]

2 D — /3B 9\ 2
- - =_ Y77 (1= -1 112
Ph :F\/gfhl 5B (1—p5)Bp ) (3.112)
Y3 — 72

=5, - 1)(3p* = 1).

For the light-hole exciton the anisotropy has the opposite sign and, in the
considered approximation, we have
pr=—3pn .

One can see that the dependence of py,, p; on the growth direction is given by
the product g(p) = (1 — p2)(3u? — 1). In the interval 0 < p < 1 this function

has its absolute minimum g = —1 for the [110]-grown structure (g = 0)
and a local maximum g = 1/3 for the [112] growth direction (u = /2/3).
In agreement with the symmetry considerations, we have py; = 0 for the

structures grown along the high-symmetry axes [001] (x = 0) and [111] (u =
1/4/3). In agreement with the experiment [3.35,3.36,3.38] the signs of pj, for
the [110]- and [113]-grown QWs are opposite.

In the calculation based on the 4x4 Luttinger Hamiltonian and infinite
barriers the anisotropy is insensitive to the QW thickness a. Allowance for
the mixing between the band Is and spin-orbit-split band I at nonzero
k. leads to a variation of the anisotropy with changing a. If we retain the
terms linear in |B|k?/A < 1 then the result (3.112) for p;, is changed by
the factor 1+ (8|B|/A)(m/a)? whereas p; remains unchanged. The results of
the numerical calculation for the 6 x6 Hamiltonian describing simultaneously
the bands I's and I7 as well as comparison with experiment are presented in
Fig. 3.4. For large well widths both p; and p; are independent of @ and the
values are very close to those based on the 4x4 Hamiltonian. With decreasing
a, particularly for a < 50 + 60 A, the in-plane anisotropy becomes more
pronounced. Armelles et al. [3.36] studied (113)-grown GaAs/AlAs QWs with
and without corrugated interfaces. Since the observed optical anisotropy is of
the same order in both kinds of samples one can conclude that the corrugation
has a small effect on the anisotropy.

3.1.7 Interface Optical Anisotropy of Heterostructures without a
Common Atom

In the conventional envelope-function approach with the boundary condi-
tions (2.14) the (001)-grown QWs are uniaxially isotropic. The main goal of
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Fig. 3.4. Optical anisotropy px and p; of a GaAs/AlAs QW, as a function of well
width a for the growth direction (a) [110] and (b) [113]. Dotted lines correspond
to a calculation based on the 4x4 Luttinger Hamiltonian (finite barriers). In the
other two calculations, the 6 x6 Hamiltonian was used, for infinitely high barriers
(dashed) or finite barriers (solid). Experimental points in (b) were taken from [3.35]
(circles) and [3.36,3.39] (squares). From [3.40].
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this subsection is to demonstrate that, in zinc-blende-lattice multi-layered
heterostructures grown along the [001] principal direction, the interfaces in-
duce a remarkable in-plane anisotropy, namely nonequivalence between the
[110] and [110] axes. The anisotropy can manifest itself both in optical and
transport phenomena but we restrict the consideration to the optical mani-
festations only.

In a zinc-blende-lattice bulk semiconductor, say GaAs as a representative
of III-V compounds or ZnSe as a representative of II-VI compounds, any
lattice site is a center of the tetrahedral point symmetry. For any anion atom
the right-hand-side bonds always lie in the same (110)-like plane, say the
(110) plane, whereas the bonds on the left lie in another plane which is
perpendicular to the previous one.

Now we shift from a bulk semiconductor to a single heterojunction
CA/C'A’. If the compositional materials CA and C’'A contain the identi-
cal anion atoms, labelled A, the interface is formed by one atomic plane of
anions neighboring the C atomic plane on one side and the C’ plane on the
other side. As compared to bulk semiconductor crystals, the symmetry of a
single heterojunction is reduced to the point group Csg, (Chap. 2). In this
group the directions [110] and [110] are nonequivalent. Thus, we conclude
that, in general, a single heterojunction gives in-plane anisotropy. The par-
ticular mechanism and order of magnitude of the anisotropy can be obtained
by using the microscopical model discussed below, and we shift the symmetry
analysis from a single to double heterojunction, or to a QW. The symmetry of
an ideal QW is higher than that of a single heterojunction because it contains
the mirror rotation S, about the [001] axis by 90°. The second interface also
induces the in-plane anisotropy. However, for the left and right interfaces,
the role of the axes [110] and [110] is interchanged, their contributions to the
anisotropy cancel each other and, as a result, an ideal QW is isotropic in the
interface plane, at least in the linear optics.

The next step is to consider an interface between two materials lacking
common anions and cations, C # C’'; A # A’. The heteroboundary CA-on-
C’A’ consists of two nonstandard planes containing anions of one material
and cations of another material. There are two possibilities of the transition
from the layer C'A’ to the layer CA, either via the chemical bond C’-A in the
sequence of atomic planes —C'—A’'—C’ ~A—C—A— (interface of kind a) or
via the chemical bond A’-C in the sequence —A’'—C'—A’ ~C—A—C— (inter-
face of kind b) where the standard and nonstandard bonds are indicated by
the symbols — and ~, respectively. The structure is assumed to grow from
the left- to the right-hand side. Taking into account the similar alternative for
the other interface, C'A’-on-CA, we conclude that, for a heteropair with no
common atom, there exist four kinds of ideal QWs labelled as La-Ra, Lb-Rb,
Lb-Ra and La-Rb. Here a, b indicate the interface chemical bond and R,L in-
dicate the right- and left-hand-side interfaces. The first two have symmetrical
interfaces related by the Sy operation, such QWs are isotropic in the interface
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plane. The remaining two kinds are characterized by the low symmetry Cay,,
the left and right interfaces contribute differently to the in-plane anisotropy
and these contributions do not compensate each other. It is accepted that
under growth without a special control the interface is predominantly cation-
terminated and the QWs are nominally La-Rb-like. Of course, one cannot
exclude interfacial disorder and some admixture of a-like bonds at the right
interface and b bonds at the left interface. At present technology allows the
interfacial control in the process of layer-by-layer growth and fabrication of
QW structures with both anion and cation-terminated interfaces [3.41].

Optical anisotropy in heterostructures without common cations and an-
ions was predicted by Krebs and Voisin [3.42] and observed in GalnAs/InP
QWs [3.43,3.44]. They used the experimental setup typical for measurements
of birefringence and dichroism in bulk uniaxial crystals (Fig. 3.5a). In this
setup the initial light linearly polarized by the polarizer P is focused onto
the sample S, the transmitted light is filtered through an analyzer A and
a spectrometer and finally detected by a photomultiplier. The sample can
be rotated around the growth axis. In the particular experiment presented
in Fig. 3.5 the sample contained 80 InGaAs QWs separated by InP bar-
riers [3.44]. The curve (b) with the left-hand side scale shows the angular
dependence of the transmitted intensity in the setup with parallel polarizer
and analyzer with 6 being the angle between the analyzer and the sample
[100] axis. The curve (c) shows the ratio between the transmission signals in
the crossed and parallel polarizer-analyzer configurations. From the curve (b)
we conclude that the absorption exhibits a maximum and a minimum at the
angle +45°, respectively, or, in other words, when the light is polarized along
the [110] and [110] axes. The curve (c) confirms this conclusion because the
transmitted signal measured in the crossed configuration P -A reaches max-
ima at the angles equal to 0 and 90° when the polarization plane lies in the
middle between the axes [110] and [110]. From the maximum and minimum
values of the transmission one can find the absorption coefficients K719 and
K 19- Remarkably, nearly no anisotropy effect is observed in InGaAs/AllnAs
MQWs where the compositional materials share a common anion.

Let us calculate the lateral optical anisotropy of a quantum-well structure
CA/C’'A’ at the absorption edge, i.e., under the hhl-el interband transitions
with zero 2D electron wave vector (k, = k, = 0, I" point). In the envelope-
function method, the electron and hole effective Hamiltonians within the well
or in the barrier have the same form as in the corresponding bulk materials
and, in particular, possess cubic symmetry Ty. The low symmetry of the in-
terface is taken into account by including the additional term in the boundary
conditions for the valence-band wave-function envelope, see (2.42).

Neglecting the relativistically small corrections, we shall use for the
conduction-band electron commonly accepted boundary conditions (2.10),
i.e., the continuity of the envelope and of its normal derivative divided by the
effective mass. In this case the electron wave function at the bottom of the
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Fig. 3.5. Scheme of the experimental set-up for polarization-resolved transmission
measurements (a), transmission signal at iw = 925 meV, as a function of the angle 6
between the sample [100] axis and the analyser, with parallel polarizer and analyzer
(b) or with crossed polarizers (c). The small deviation from 7 /2 rotation invariance
in (c) is due to a very small optical anisotropy generally observed in InP substrates.
The studied sample S is 80-period InGaAs(45A)/InP(68A) MQWs. From [3.44].

el subband can be conveniently written as
WD)y = e (2)| T, £1/2) (3.113)

where |I5,4+1/2) are the T S and | S Bloch functions, S is the coordinate
function of the I'y representation of group Ty, and ¢.1(2) is given by (2.8).

For the four envelope functions ¢, (m = £3/2, £1/2) of the hole wave
function
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1
)= 7 Zm:%n(z)ws, m) (3.114)

we shall use the extended boundary conditions
2
Pm = P s Vinpm = Vil + 75t > adybmnr (3.115)

taking into account the mixing between the heavy- and light-hole states at
the (001) interface, which is allowed by the interface symmetry even under
normal incidence of the hole, i.e., for k, = k, = 0 (Sect. 2.1.2). The notation
used in writing the boundary conditions is m, n = +£3/2, +1/2,

mo d mo d

Vize = aom—hoh@ y Vi = aom—;a ;
mpn, My, are the heavy- and light-hole effective masses, which are different in
the CA and C’A’ materials (here and subsequently the quantities pertaining
to the C’A’ material are primed), J,, are the angular-momentum matrices for
J = 3/2 in the Iy basis (Table 2.1), and ¢;-;, is a dimensionless parameter
of heavy-light-hole mixing introduced in (2.42). For ¢;-, # 0, the pair of the
Kramers-conjugate states at the bottom of the hh1 hole subband contains an
admixture of m = +1/2 states:

pl'sy = F(2) [Ty, £3/2) +£iG(2) [T, 71/2) , (3.116)

where |I's, m) are the Bloch functions. Note that the second of the boundary
conditions (3.115) for function G(z) has the form

1 dG 1 dG’ t-
= 4 (3.117)
myp dz my, dz agmy

Within the QW the real envelope functions F(z) and G(z) can be written as

F(z) = Acoskpz + Bsinkpz, (3.118)
G(z) =Ccoskjz + Dsinkz,

and in the barrier layers, z > a/2 and z < —a/2, they decay exponentially

F(z) = F(xa/2) exp[—an(|z] —a/2)], (3.119)
G(z) = G(xa/2) exp [—ae(]z] — a/2)] .

Here A, B,C, D are z-independent coefficients, the point z = 0 is chosen at
the well center,

kn = (2mune/B)Y2, k= (2mune/B2)Y? = (mun/man) * ks,
ey = [2m,, (V — &) /W°]Y2, &y = (myy,/mi,) " Peen (3.120)
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¢ is the hole energy, and V is the barrier height, i.e., the valence-band offset
at the interface. Note that the barrier height for conduction-band electrons
is AE, -V, where AE, is the difference between the band-gap widths in the
compositional materials. In a common-anion structure the mixing coefficients
t{ih and tlffh at the left- and right-hand interfaces, respectively, coincide, and
therefore coefficients B and C' in (3.118) vanish identically, and F(a/2) =
F(—a/2), G(a/2) = —G(—a/2). For t&, #tR, the F(z), G(z) functions do
not possess definite parity under sign inversion of z.

Fig. 3.6. Relative anisotropy of the absorption coefficient in a periodic QW struc-
ture Gag.47Ing s3As/InP vs. dimensionless heavy-light-hole mixing coefficient ¢,
at the right-hand interface calculated for fixed values of ¢Z,. The solid lines are
calculated for wells with thickness @« = 100 A, and the dashed line, for ¢ = 70
A. [3.45]

According to (3.113, 3.116, 3.118) and Tables 2.2, 2.3, the interband op-
tical transitions allowed under normal incidence of the linearly polarized
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light, e L z, involve excitation of electron-hole pairs (el, —1/2; hh1,3/2) and
(el,1/2; hh1,—3/2). The transition rates are proportional to [3.45]

[M_1j2,372(e)* = [Myjo,—3/2(e)[? (3.121)

1 2
= M3 (I} + 515 + —=I1Iscos2
o<1+32+\/§12COS ¢ .
where M) is a constant, ¢ is the angle between the plane of polarization and
the [110] axis, and

b= [ea@FEdz, L= [ea@)GE:.

In accordance with symmetry considerations, light absorption passes through
extrema at ¢ = 0 (e]|[110]) and ¢ = 7/2 (e||[110]). According to (3.121), the
absorption anisotropy in a periodic quantum-well structure is described by
the relation

Ko —Kpiqg _ 2 L 21 (3.122)
Kjio) + Kprop V3 I+ (13/3) V3L '
where the definition of p differs from (3.99) by a factor of 2. In a QW
grown of materials with no-common cations and anions, and with no elec-
tric field present, the optical anisotropy is dominated by the difference be-
tween heavy-light-hole mixing coefficients ¢;-j, for the CA/C’A’ and C’'A’/CA
heteroboundaries. It is assumed that the potential barriers at the left- and
right-hand interfaces are the same. Figure 3.6 plots the absorption-coefficient
anisotropy vs mixing parameters for the left-hand (¢, ) and right-hand (%))
interfaces. The calculation was done using (3.122) for Gag 47Ing 53As/InP
QWs with thicknesses of 100 A (solid lines) and 70 A (dashed line). The
main parameters of the materials are listed in Table 3.1. The band offsets
used are AE, = 0.262 eV and AE,, = 0.348 eV for the conduction and valence
bands, respectively. For a fixed value of t}_h, the tffh dependencies presented
in Fig. 3.6 reverse sign at tZ, = t&,  which corresponds to a symmetric QW.
A decrease in well thickness enhances the influence of interfaces and, hence,
makes a steeper p(tlffh) dependence for a narrower QW.

p

Table 3.1. The band parameters of Gag.47Ing.s3As and InP used in the calcula-
tion of curves in Fig. 3.6.

Eg(eV) me(mo)|mun(mo)|mn (mo)
GalnAs|0.81 0.041 |0.377 0.052
InP 1.42 0.077 10.65 0.12

It was shown in the previous subsection that the in-plane anisotropy ap-
peared due to the heavy-light hole mixing in (hhl)-grown QWs if the Lut-
tinger band parameters 72,73 (or V3B, D) are different. We see now that,
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in no-common-atom (001)-grown QW structures with interfaces of different
kinds, the in-plane anisotropy originates from heavy-light hole mixing taking
place at the interfaces. The effect of an electric field on the anisotropy is
considered in Sect. 3.4.3.

3.2 Reflection and Diffraction of Light from Arrays of
Quantum Wires and Dots

In the previous sections we could trace the modification of the exciton-
polariton concept in long-period MQW structures. Here we outline the frame-
work for similar analysis of structures containing regular arrays of QWRs and
QDs. The shift from MQWs to 3D lattices of QDs or QWRs allows to bridge
the gap between multilayered structures and photonic crystals. The latter are
defined as periodic dielectric structures with the period being comparable to
the wavelength of the visible-range electromagnetic waves. In the simplest
realization, a photonic crystal is thought of as a periodic lattice of spheres
of dielectric constant @, embedded in a uniform dielectric background e,
(see reviews [3.46,3.47]). Other potential realizations are a 3D lattice of res-
onant two-level atoms [3.48] or semiconductor microcrystals embedded into
the pores of periodic porous materials [3.49] (see also [3.50]). We pay more
attention to the dots and present short information containing the wires be-
cause the both procedures are quite similar.

3.2.1 Rayleigh Scattering of Light by a Single Quantum Wire or
Dot

We start with a single QD imbedded in an infinite barrier material of the
dielectric constant ;. The excitonic states in the QD are 0D, or quasi-0D,
due to the quantum-confinement effect. We consider a narrow frequency re-
gion near a particular exciton size-quantization level and solve the scattering
problem of an incident electromagnetic wave on this QD. In the resonant fre-
quency region the dielectric response to an electromagnetic wave is nonlocal
and our goal is to show how the theory makes allowance for such kind of non-
locality and give the corrections to the line position and natural linewidth
similar to the values @y and I in (3.18).
We use the Maxwell equations
WA 2
AFE — grad divE = — (—) D,

divD =0 (3.123)

for the electric field E and the displacement vector D. In linear response the
relation between D and E reads [3.51]

D(r) = s E(r) 4+ 47 Peyc(r) (3.124)
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AT Poye(r) = p G(w) @(r) , p = /@(r’) E(r') dr' . (3.125)

Here G(w) is the same one-pole function as that in (3.11) with wp being
the bare QD-exciton resonance frequency, &, is the background dielectric
constant, @(r) denotes the envelope function Wey. (7., 71 ) of an exciton excited
in the QD at coinciding electron and hole coordinates: @(r) = Wexc(r, 7). In
addition, we neglect anisotropy of the bulk-exciton longitudinal-transverse
splitting and consider, in fact, the case of the I's x I'; exciton. For simplicity,
the QD background dielectric constant &, is assumed to coincide with aep.
Clearly, the length scale of non-locality is set by the exciton envelope function
which is of the same order as the QD size.

It follows from (3.124) that div E = —(4n/e;) div Pax. which allows to
rewrite the first equation (3.123) as

AE(r) + ¢*E(r) = —4rq] (1 + ¢~ 2 grad div) Pexo(r) . (3.126)

We remind that ¢o = w/¢, ¢ = gonp and ny = /5.
Instead of the 1D Green function used for QW structures we use now the
3D Green function

exp (iglr —7'})

—r') = 12
Gap(r =) Axlr — /| (3.127)
satisfying the differential equation
(A+¢*)Gsp(r—r') = —d(r —7'). (3.128)

Green'’s function allows to express E(r) via the excitonic polarization as

E(r) = Ege'" + 4mq? / dr'Gsp(r —7') (1+ q 2 grad div) Pey(r') ,

(3.129)
where g and E are the wave vector and amplitude of the initial light wave.
Integration by parts allows to rewrite (3.129) as

E(r) = Fy o' 4 47¢? / dr' > Gap(r —7") Pexe p(r') | (3.130)
B

where we introduced the matrix Green function [3.52]

4r

1 82 ) eiqr

o = 5(1 5 a._ o
Cap(r) ( 0T @ Oradrg

1 eldr 2 Tals 1 i1
=g )+ o [+ (57 o) (G- 53

Using (3.125, 3.130) we obtain
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Pa =1+ Togps » ° = Eo / drd(r) (3.132)

Top = q(Q)G(w)/drdr’ Gop(r —r")®(r)d(r') .

Equation (3.132), together with (3.130, 3.131), completes the solution of the
electromagnetic scattering problem.

For spherical or cubic QDs, the matrix T is diagonal and isotropic, T3 =
Té0p, With

5@0 - iFSQD

T(w) = — (3.133)

Wy — W —iF’

T cosqlr — 7’|
Siop = = oo (/ //d e @(r)qs(r’)> ,

(3.134)
sap = —q GBWLT// rdr ,smq|r r

—————(r)P(r') . (3.135)
Here dwy and I'sqp are the renormahzatlon of the resonance frequency and
radiative damping of the 0D exciton. We return to their interpretation in
Chap. 5 while considering the fine structure of exciton levels in nanostruc-
tures.
The above procedure can be repeated for the elastic scattering of light by a
QWR. In this case one can use the 2D Green function Gap(p) = (i/4)H(()1) (gp)
satisfying the equation

(8—2 Ly ) Gan(a,y) = ~0(@)8(y) (3.136)

where Hgl) (2) is a Hankel function. Under normal incidence of the monochro-
matic electromagnetic wave upon a single QWR the electric field is written
similarly to (3.125, 3.130) as

Ea(p) = EO,aeiqp+
(3.137)
/ / 1 62 / /! /! /!
+@0w) [ dp@(p) 3 (aa+ o Ganlp—p) [ dp"0(p")Ex(p")
B

where @(p) is the 1D-exciton envelope function at coinciding coordinates of
the electron and hole.

3.2.2 Periodic Arrays of Isolated Quantum Dots

Let us turn to an ensemble of QDs and consider first the photonic (or more
precisely, exciton-polaritonic) band structure of a 3D periodic array of QDs
(or, simply, QD lattices) and then, in the next subsection, the light reflection
from and transmission through a planar quadratic QD lattice.
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In the following the centers of QDs in the 3D array are indicated by the
translation vectors a. The nonlocal material equation relating Pey. and E is
obtained if we present the excitonic contribution to the dielectric polarization
as a sum of individual contributions (3.125) over a,

47 Poye (1) = G(w) Zpa Do(T), Pa = /@a(r’) E(r') dr’,  (3.138)

where @g(r) = @(r — a). In this subsection we neglect the overlap of exciton
envelope functions ¥, and ¥, with a # a’ so that excitons excited in different
dots are assumed to be coupled only via the electromagnetic field. We seek
for Bloch-like solutions of (3.126) satisfying the translational symmetry

Ek(r+a) =exp(iKa) Ex(r), (3.139)
Pewo k(7 + a) = exp (IKa) Poxe k(T) ,

where the wave vector K is defined within the first Brillouin zone. The
exciton-polariton dispersion w(K) can be shown to satisfy the equation

Det||0as — Rag(w, K)|| =0, (3.140)

where o, 8 = z,9, 2z, o is the Kronecker symbol and, for QD lattices,

2 Iiciol? Sug(K
Raop(e K) = (o) 20 Y il Seoli 2] (3.141)
g
Ig = /@(r)eiQTdr , Sap(Q) = bap — QZ?‘* , (3.142)

g are the reciprocal lattice vectors and v is the volume of the lattice primitive
cell.

Equations (3.140, 3.141) can be derived by using the two equivalent ap-
proaches: (i) to express the exciton dielectric polarization Pey.(r) in terms of
the electric field, E(r), and find solutions of the wave equation for E(r); (ii)
by using Green’s function of the wave equation, to express the electric field in
terms of the exciton polarization and write a system of self-consistent equa-
tions describing electric-field-mediated coupling between the excitons excited
in different QDs. In the first approach, we substitute (3.138) into (3.126) and
expand the vector function Ek () in the Fourier series as follows

Ek(r) =) K9 By (3.143)
g
The integral (3.138) can be transformed into

Pa = K2 ZIK+9 Exig= eKa A (3.144)
g
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The sum Y, $q(r)e' K satisfies the translational symmetry similar to (3.139)
and can be presented as

Z@ =) ellitor ficvg (3.145)

Vo
g

The system of linear equations for the space harmonics Ex 4 can be written
in the form

2 2 IK+
(K +9)° —¢%] Ex+g=Gw) g5 — S(K +g) A, (3.146)

Vo

where the vector A is introduced in (3.144) and S(Q)A is a vector with
the components S,(Q)As. Dividing both parts of (3.146) by (K + g)* —
¢%, multiplying them by I K+g and summing over g we arrive at the vector
equation A = R(w, K)A, where the matrix R is defined by (3.141), and hence
at the dispersion equation (3.140).
In the second approach, we use the 3D Green function (3.127) rewriting
it as iQ( "
exp [iIQ(r — 7
Gsp(r —1') VZ—, (3.147)

where V' is the 3D QD-lattice volume. Green’s function allows to express the
electric field E(r) of the normal light wave via the polarization in the form
of (3.130) with the initial field amplitude set to zero. For the Bloch solutions
(3.139) one has p, = e'E?pg. Taking a = 0 in (3.144) and using (3.130,3.143)
we obtain

po = G(w)/d'r Qo(r)/dr’ Gsp(r—r') (3.148)

x (14 ¢ 2 grad div) po Z@a(r') eKa
a

If we now use equations (3.142, 3.145) and the presentation (3.147) of Green’s
function we finally come to the equation py = R(w, q)po and rederive (3.140).

In the particular case of spherical QDs with the radius R exceeding the
Bohr radius ag one has

2R\ %2 sin @R
Ig=m . 3.149

o= () am e (2149
Then (3.141) can be transformed into

2

Rop(2,K) = § 55—

-0ap (2, K) | (3.150)



3.2 Reflection and Diffraction of Light from Arrays of Quantum Wires and Dots 133

B f(IK +b|R) S,5(K +b)
0ap(2, K) _zb: FONEK 1 D) , (3.151)
R 3 71_2 . 2
o=f =T (D) 0= () - e

2(Q) = cQ/(npwo). Equation (3.140) is equivalent to the three separate
equations R;(£2, K) =1, where R; (j = 1,2, 3) are eigenvalues of the matrix
Rup3. The further simplification follows taking into account a small value
of the parameter & since, in semiconductors, the ratio wyr/wp typically lies
between 10~* and 1073. Then one can change the factor 2/(£2+1) in (3.150)
by 1/2.

For high-symmetry points of the Brillouin zone, the symmetry imposes
certain relations between the R, 3 components, and the eigenvalues R; can be
readily expressed via them. Table 3.2 illustrates these relations for the points
I X, L,W, K and U of a face-centered-cubic QD lattice. The coordinates of
the points in the reciprocal space are given in the first column (in terms of
7/a). Note that in this case the lattice constant a and the unit-cell volume
vp are related by vy = a®/4.

Table 3.2. Nonzero components of the matrix R,g and dispersion equations
written in terms of R.g for different K points in the Brillouin zone of a face-
centered-cubic QD lattice.

K (7/a) Nonzero components of R,z Dispersion equations
I (0,0,0) Ryr = Ryy =R, R,, =1
X (070,2) Ryw = Ryya R.. Ryp = 1, R..=1
L(1,1,1) Roo = Ryz, Rap = Roy(a # B)|Ryw — Rey =1,
Ryw + 2R,y =1
w (1,0,2) Rez, Ryy =R, Ryz=1 Ry =1
K (3/2,0,3/2)|Rys = Rzzy Ryy , Rz = Ry |Ruz £ Rez=1, Ry =1
U (1/2,1/2,2) |Rys = Ryy, R.2, Ryy = Rys Ryy £+ Ryy=1,R,,=1

According to (3.141, 3.150) the dispersion near the point K satisfying
the condition ¢K/n, = wy should be characterized by a giant anticrossing
between the branches of bare transverse photon and exciton modes. Note that
the anticrossing can be described with a high accuracy by retaining in the sum
over b in (3.151) the two terms due to b =0, —(47/a)(0,0, 1) if the resonant
Bragg condition is satisfied for the (001) planes, i.e., if (27/a)(¢/np) = wo, or
two terms due to b = 0, —(27/a)(1,1,1) if (7v/3/a)(c/ny) =~ w.

3.2.3 Diffraction by a Planar Array of Quantum Dots

We assume the array of QDs to be regularly packed in one plane normal to
z. For simplicity, we consider here the normal incidence of the light and a
quadratic lattice of spherical or cubic QDs with the translational vectors a
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being integer combinations of the basic vectors a; = a(1,0,0), as = a(0,1,0).
In this case the electric field can be expanded in the 2D Fourier series as

ZEb z) exp (ibp) , (3.153)

where b = lb; +mbs are the 2D reciprocal-lattice vectors, by = (27/a)(1,0,0),
by = (27/a)(0,1,0), I and m are integers, a is the constant of the 2D QD
quadratic lattice.

The integral in (3.125) can be transformed into

/@ (r) ) dr = Zelba/Eb z)exp (ibp)dpdz (3.154)
= (2)Ep(z)dz = Ay,
zb:/% b

where p = (z,y),
ool2) = [ @lp.2)exp (ibp)dp (3.155)

and we used the identity exp (iba) = 1. We will also use the expansion
Z@a(r) == Z vp(2) exp (ibp) , (3.156)
a

where a? is the 2D unit cell area.
The function Ep(z) satisfies the equation

(ddzz + qb> Ep(z) = —G(w )QO (1 + 5 grad le) ob(2)Ar,  (3.157)

a? b
where g, = \/¢? — b?,

0? o
:—KQK ,Kz:bsz :b,Kz:_'_' 1
(8ra8r5) B y = by 15 (3.158)

The solution can be presented as

Ey(2) = E©e%5, (3.159)

Q;ZZQG( )/dz’ elel>=*| (14 g grad div), pp(2)Ar ,

where E(© is the amplitude of the initial wave. Multiplying the both parts
of (3.159) by pp(2), integrating over z and summing over b we obtain

A =AY (3.160)

+ Z IQO SG(w /dzdz’ ia0l2=2"1 oy (2 ) (1+ ¢ *grad div), ws(z") A1,
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where

A= EO© /cpo(z)eiqz dz=E®© /(po(z) cosqz dz . (3.161)

Let us denote by ( the star of the vector b. If b = [b; + mbs, the star
[ contains the vectors +lby + mbs, £mb; £ Iby of equal absolute values. For
I # m # 0 the star consists of eight vectors, otherwise it has four vectors
(l=m#0o0rl=0,m%0orl#0,m=0) and one vector in the particular
case | = m = 0. Then the second term in the right-hand side of (3.160) can

be rewritten
lquﬁ//dZdzlelq5|z z| ( )
2q5a2

52 1 32
X |:(1 — ﬁ) AL” + <1 — qjﬁ ALL QOQ(ZI) s

where Ay ||, A1 1 are vectors with the components (A ., A1,4,0) and (0,0, 4; ),
respectively, ng is the number of vectors in the star 5 and ﬁQ b2, q a8 = qb.
Taking into account that A} = (Ay ., 4? ,0) we obtain

1,z

1,y°

-1

2(]5(12

A _AO 1-@G MJ(%n,B ﬁQ dzdz’' igg|z—2'| /
1=47 |1-Gw) ) =57 zdz'e vs(2)ep(2)
B

wo —w —1il’

(3.162)

Here &y is the normalized exciton resonant frequency, the difference between
wo and wq consists of two terms

2 3 2
Sy = wpp 9B N 18 (1 - ﬂ—) (3.163)

2a2 i35, 48 2q?

< [ s’ sin(asle — 1) 9a()esl)

2 3 2
mTa n
dwy = —wLTq > ~ (1 3 )

2a2 je5, &0 2q2

X /dzdz’ efaeﬁ‘zfzw(pg(z)(pg(z’),

B, and Bj represent the sets of stars 8 with real and imaginary gg, respec-
tively, ;eg = Im{qgg}. The exciton radiative damping rate is given by

2 3
Iy = wLTq;;‘;B L2 <1 - f) A2 (3.164)
5 ¢
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Ag = /gpg(z) cosqpz dz = /(ﬁ(r) cos (bp+qpz) dr. (3.165)

The light waves diffracted in the backward and forward directions are
written as

DB explilbp — av2)] and DB explibp+av).  (3.166)
b b

The amplitudes El(f), El(f) are given by [3.53]

2qpa® g —w —i(I"+ Ip) q?

5 3 —
(r) .q 7TaB wLT)\b)\O KTKT (0)
E = 1-— | E 3.167
b 1 2qba/2 &')0 —w— l(F + [‘0) ( q2 ) ( )
2.3 78 72
)= o ifrh vl (1 B g

where (KKE); = K; Y., K,;E;, K, = (bs, by, —b), K¢ = (b, by, qp). While
deriving (3.167) we took into account that Ag(’); =0 and

/eiqbz(—id/dz)gpb(z) dz = —Qb/eiqbz@b(z) dz = —qpAp -

One can check that (3.167) satisfies the energy-flux conservation law. Re-
ally, for zero dissipation, i.e. for I' = 0, we have

> a (1B1 + B 12) = o EOP. (3.168)
beB;
For short-period 2D QD lattices, where ga < 1 and B; contains only one
element 8 = 0, we obtain for the reflection and transmission coefficients
_ED iIop L Ey
EO &y —w—il'+Igp)’  EO

=147, (3.169)

where the exciton radiative damping, I'y = I'op, is given by [3.51,3.54]
I T (3.170)
D= 7—5 IsqD .
P (ag2 "™

and I'sqp is the exciton damping in a single QD, see (3.135). For ¢a < 1,
the latter reduces to

I'sqp = éwLT (gap)? (/ d7“<15(r)>2 .

The superradiance factor 37 /(aq)? substantially enhances the radiative damp-
ing rate in dense QD arrays. This factor evidences that identical QDs located
at distance a from each other emit coherently the secondary light.
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The dependence of the reflection spectra on the number of equidistant
QD planes, N, was studied theoretically in [3.53]. If the period d satisfies the
Bragg condition at the exciton resonance frequency wy, then the halfwidth of
the reflection spectrum is almost linearly increasing as a function of N. This
is similar to the enhancement by a factor of N of the radiative damping of
the superradiant mode in resonant Bragg MQW structures, see (3.92).

The theory presented in the above two subsections can also be used
to generalize the theory of resonant diffraction of v-radiation by nuclei
from bulk crystals [3.55] to synthesized multilayers like the nuclear multi-
layer [*"Fe(22 A)/Sc(11 A)/Fe(22 A)/Sc(11 A)]x25 studied by Chumakov et
al. [3.56]. The developed approach takes into account a contribution of only
one confined-exciton resonance. This is valid if the separation between the
exciton size-quantization levels is much larger than the bulk value of the exci-
ton longitudinal-transverse splitting, wr;r. In the opposite limit of extremely
large bulk-exciton translational effective mass one can use the local mate-
rial relation D(7) = &(r,w)E(r). This was done by Sigalas et al. [3.57] for
phonon-polaritons in a 2D lattice consisting of semiconductor cylinders.

Similar formula can be derived for the amplitude reflection coefficient from
a grating of QWRs. In particular, for a short-period grating of thin QWRs and
the polarization parallel to the wire principal axis, y, the radiative damping
I'gwr is given by [3.51]

2
S/ QSQWR (p) d®p
I =TI —_—— 3.171
where d, is the spacing between QWRs, I'qw is given by (3.18), Pqw(z) =
VSUEY (r, 1), Powr(p) = /Ly PSR (r, r), UV and #QLWVR are the single-

QW and single-QWR exmton envelope functlons7 L, is the wire (macroscopic)
length. Note that the exciton radiative dampings in a single QWR and in an
array of QWRs are related by: I'qwr = (2/¢d2)I'sqwr.

3.2.4 Two-Dimensional Quantum-Dot Superlattices

In the previous subsection the resonant optical reflection from a lateral array
of QDs was calculated neglecting the overlap of the exciton envelope functions
excited at different dots. Now we extend the theory allowing an exciton to
tunnel coherently from one potential minimum to another [3.58].

We consider a QW with a periodic 2D potential V(z,y) = V(z + a,y) =
V(z,y + a) acting at an exciton like at a single particle. It has no effect on
the exciton internal state, i.e., x, y are the in-plane coordinates of the exciton
center-of-mass. Note that here a is the lateral period, not the QW thickness
as in other parts of this book. For simplicity, we assume the potential V(z,y)
to have the point symmetry of a quadrate: V(z,y) = V(xz, ty) = V(y,x).
Due to the potential V(z,y) the exciton energy spectrum is transformed
from the parabolic dispersion Fexc(ky,ky) = h*(k2 + k2)/(2M) in an ideal
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QW with V' = 0 into a series of 2D minibranches (M is the exciton in-plane
translational effective mass). The two-particle envelope function is written as

Vexe(Te, Th) = Y(P)F(pe = pr)pe(ze) on(2n) - (3.172)

Here the functions ., ¢, describe one-particle quantization of an electron (e)
and a hole (h) along the growth axis z, p. j is the position of the electron or
hole in the interface plane, F' describes the relative motion of the electron-hole
pair within the exciton in an ideal QW in the absence of an additional lateral
potential (in the following the ls-exciton level is considered), the envelope
¥ is a function of the exciton center-of-mass position p = (z,y). It should
be noted that one can neglect the effect of the lateral potential V(p) on the
exciton internal state if the effective 2D Bohr radius is small in the scale of
the potential variation. We consider the lowest electron and hole subbands
in a symmetric QW in which case ¢.(z.) and ¢p(z5) are even functions of z
if the origin z = 0 is taken at the QW central plane.

Under normal incidence of the light the excitonic states are excited at the
I' point of the 2D Brillouin zone, k, = k, = 0. The envelopes, 1(p), of these
states are enumerated by the discrete index v. They are periodic with the SL
period and can be expanded in the Fourier series

y_ 1

1 v . v
Wip) =~y e exp(ibp), ) =~
b

, V" (p) exp (—ibp) dp  (3.173)

over the space harmonics with the wave vectors equal to the 2D reciprocal
vectors b = (27/a)(l,m) introduced in (3.153). We choose the normalization
condition

/ W2 dedy =1,
o

where (2 is the unit cell, say the area —a/2 < z,y < a/2. Thus, the expansion
coeflicients cp satisfy the condition

Sole P =1.
b
Moreover, taking into account that the states with v # v/ are orthogonal we
obtain )
S =
b
from which it also follows that

S ey = Gy (3.174)

Note that by an appropriate choice of the phase factors the Bloch functions
at the I'-point can be assumed real. Because of the high symmetry of the
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potential V (p), the coefficients cg') are also real and the asterisk in (3.174)
can be omitted.

In bulk semiconductors with the allowed interband optical transitions,
only s-excitons, 1s, 2s etc., are allowed in the dipole approximation. Due to
a similar reason, under normal incidence of the light upon the 2D lateral SL,
the dipole-allowed excitonic states are invariant with respect to any operation
from the point group of a quadrate (the representation I). In the following
the index v enumerates only such states. For them the coefficients ¢p in (3.173)
with the reciprocal vectors belonging to the same star (3, see the definition
of a star in the previous subsection, coincide and the index b in ¢, can be
replaced by f: cp = cg.

To complete the Maxwell equations we use the material relation (3.124)
where the exciton contribution, P.,., to the dielectric polarization is con-
nected with the total electric field by
WV

c exc (’l", ’l”)
47TPeXC('r) = %bWLTﬂ'adB ; m/ly , (3175)

y/dz/%dp “ L) B(r)

Here wy, is the exciton resonance frequency in the state v, the integration in
the plane (z,y) is carried out over the unit cell £2y. In (3.175) we take into
account a set of excitonic states, as distinct from (2.202) where the linear
response contains only one pole.

By using the Green function approach we can express the amplitude, E,.,
of the normally reflected (backscattered) wave via the vectors A,

—irQV e A, 3.176
Z woy —w — 1l ( )

where cg') is the expansion coefficient in (3.173) for b = 0, the set of values

A, satisfies the system of linear equations

I
AV = AO i Ay’¢ Al/u’ Bm/’ vv')]| - 1
V+1; o =i, A HiBuwr £ G (3.177)

Here
AY = Eocéy)no , Mo = /goe(z)gz)h(z) cosqz dz , (3.178)

I'gw is the exciton radiative damping in an ideal QW given by (3.18),

2 , 2
Apr +iByy = 3 ng - (1 - 25—612) ey [("—5) +il5

. (3.179)
gep, I8 7o
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q 2N\ w)
Co=— > ng— (1 - 2q2> el s, (3.180)

ng = /soe(Z)wh(Z) cos qpz dz

Bi, By are subsets of the set of stars § introduced in (3.163) and satisfying
the condition |b| < ¢ or |b|] > ¢, respectively, ng is the number of vectors in

the star 8, ¢z = /¢ — 32, &5 = /5% — ¢2,

]Vﬁ = na2//dzdz’56h(z,z’) sin Qﬁlz - zl| )

Jug =15 / / dzdz' Sop (2, 2 )e~ @817

Sen(2,2") = pe(2)pn(2)pe(2)on(2) -
While deriving (3.179), (3.180) we took into account that the values of
bi,bi,bzby averaged over the vectors b = (bs,b,) belonging to the star 3
are equal to 3%/2,3?/2, 0, respectively.

For a function 1 (p) belonging to a basis of any representation different
from I the coefficient cg') is zero. Therefore, the reflection of the light wave is
indeed mediated only by the invariant excitonic states I';. Then the vectors
A,, AY, E, are parallel to Ey and we can replace the vectors in (3.176)—
(3.178) by scalar amplitudes. Then, if we divide both parts of (3.176) by Eo,
we find the reflection coefficient r = E,./ Ey.

If the spacing between resonant frequencies of optically active excitons
exceeds the exciton damping then the reflection coefficient is a sum of indi-
vidual terms

. (v)2
IFQWcO
v = = - R 3.181
rv(w) @oy —w — (L, + Ioy) ( )
where
Iy, = I'qw cﬂ” ng— (—) (1 - —2) , 3.182
6eb, as \o 2q

@oy — woy = T2V (B, + C) . (3.183)

In this case I, is the total radiative damping rate of the exciton v and @y, is
its renormalized resonant frequency. It is worth to mention that for 27/a > ¢
the subset Bp consists of one element b = 0 while other reciprocal vectors
belong to the subset Bs. In this particular case Iy, equals to FQWC(()V)Q. For
the sake of convenience, we define the v-exciton oscillator strength as

£, =c? (3.184)
because the squared coefficient cg') enters into the numerator in (3.181). The
sum of oscillator strengths is conserved because according to (3.174) one has
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S =1. (3.185)

In the method of plane waves defined by (3.173) the Schrédinger equation

reads
h2ﬁ2
( S E) s+ %: cpr b%/ Ve =0, (3.186)

1 2
Vep = = / , V(z,y) cos {%[(l’ — Dz + (m' — m)y}} dxdy .

Here F is the exciton energy referred to the bottom of the exciton band in
an ideal QW, b’ = (27 /a)(I’,m’) and we remind that 5% = (27 /a)?(I*> + m?).

As an example, we define the lateral potential as a periodic array of disks,
namely,

V(z,y)= > vl —nia,y—nga), (3.187)
ning
—vg, if p<R
v(z,y) = vip) = { 0 . if /;>R,

where ni,ny are integers and p = /22 + y2. Then one has

y L (27r\/(1/ “ 02+ (m —m)? R/a)
Im,'m’ = 0 a \/(l/ — l)2 T+ (m/ _ m)2

, (3.188)

where J;(¢) is the Bessel function. The result of calculation is convenient to
present in the dimensionless variables

E v R R (2m\>
€:E_07uOZE_Z’M:E7 where EOZW(E) . (3.189)

Figures 3.7 and 3.8 represent calculations of E, and f, as functions of ug
and R/a for the four lowest excitonic states. The sum of f, over v = 1-4 is
shown by curves 5 in Figs. 3.7b and 3.8b. Since this sum is close to unity in
the whole range of ug up to 1.2 and of R/a from 0 up to 0.5, we conclude
that the oscillator strengths for excitons with v > 4 is negligible. The dotted
curves in Fig. 3.7 and 3.8 are calculated in the tight-binding approximation
while the dashed curves illustrate calculation in the approximation of almost
free excitons.

In an ideal QW, i.e. for ug = 0, the dimensionless energy of the exciton v
equals ;123% and possesses the values 0, u2, 212, 4u2... , the optically active is
only the exciton v = 1. This agrees with the behavior of curves in Fig. 3.7 as
ug tends to zero. For ug # 0, the lateral potential mixes the space harmonics
belonging to different stars. As a consequence the states v = 2-4 become
optically active. Because of the sum rule (3.185) the oscillator strength is
redistributed from the exciton v = 1 to other excitons. One can see from
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Fig. 3.7. The energy (a) and the oscillator strength (b) vs. the relative depth,
up, of the potential disc for four lower exciton states in a 2D SL. The index v =
1 — 4 enumerates the optically-active exciton Bloch states with k, = k, = 0.
The calculation is performed for the lateral array of quantum discs of the radius
R = a/4. Solid curves, the exact calculation in the method of plane waves; dotted
curves, calculation of E; (a) and f1 (b) in the tight-binding approximation. Dashed
curves 1 and 2 in (b) are obtained in the approximation of almost free excitons.
Curve 5 in (b) represents the sum of f, over the four lowest energy states. [3.58]

EIE,

; 03 ) . . . .
R/a R/a

Fig. 3.8. Dependence of energy E, (a) and the oscillator strength f, (b) on the
ratio R/a for the exciton states v = 1 — 4 in a 2D SL with an array of quantum
discs. The calculation is performed for the relative depth up = 0.5. The index v
enumerates the exciton Bloch states with k., = k, = 0; curve 5 in (b) represents
the sum of f, over the four lowest energy states. Dotted curves 1 and 2 in (b) are
obtained by using the tight-binding approximation. [3.58]

Fig. 3.7b that up to ug = 0.25 this redistribution occurs only in favor of
the state v = 2. This phenomenon can be interpreted as anticrossing of the
states 1 and 2 with increasing ug. For large enough periods, the exciton states
v = 1,2 with negative values of E are bound-like, they can be approximated
by the tight-binding functions

Wxy) = > eulx —la,y —ma),

ning
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where ¢, (z,y) are the normalized excitonic functions localized at a single
potential V(p) and characterized by the uniaxial symmetry. Another impor-
tant point to be mentioned is that for large a, i.e. for small ratios R/a, the
oscillator strength for the exciton v = 3 is prevailing or, in other words, the
state v = 3 is free-like, it is close to the free exciton state in an ideal QW
which is described by (3.173) with ¢g = 1, ¢, = 0if I # 0 or/and m # 0 and,
therefore, f = 1. With increasing R/a the oscillator strength is redistributed
in favor of the bound-like states v = 1 and v = 2. This redistribution can be
used for a qualitative analysis of “stealing oscillator strength” from neutral
excitons X to charged excitons X~ mentioned by Kheng et al. [2.129] (as far
as we ignore that the electrons filling the conduction band are not distributed
periodically in the interface plane). Anyway the lateral SL allows to analyze
a co-existence of bound- and free-like exciton states for different values of the
disk potential depth and ratio R/a.

3.3 Electro-Optics of Nanostructures

Here we briefly discuss effects of an applied electric field F' on optical proper-
ties of nanostructures. The effect of an in-plane electric field, Fj || (z,y) L z,
on free carriers and excitons in QW structures is similar to that in a bulk
semiconductor, namely, free carriers contribute to the dc electric current and
the bound excitonic state becomes nonstationary in moderate electric fields.
In order to estimate the corresponding value of F) we take into account that,
in an electric field, the potential energy of an electron-hole pair changes by

—e ‘FH ’ (pe - ph) ’ (3190)

where p. p, is the electron or hole in-plane position. Now either of the particles
(primarily that with the lower mass) can tunnel through the Coulomb barrier.
For 1s-exciton the height of the barrier is the exciton Rydberg Ep and its
width is estimated as Ar ~ (Ep/le|Fj). One can therefore write for the
halfwidth I" of the exciton bound state

Az EB

—Inl"x — .
ap |6‘FHQB

The broadening of the exciton absorption peak determined by I' occurs in
fields of F' ~ (Eg/|elap) ~ (103 —10*) V/cm where no noticeable shift of the
absorption peak is observed to occur.

In a field applied perpendicularly to interfaces, F| L (x,y) | z, the
electron transport in a SQW structure is suppressed at all. In a periodic
MQW structure with thick enough barriers transport along the normal to
the layers can occurs due to incoherent hopping from one well to another
and, thus, is rather hindered. In this case the height of the barrier for the
tunnelling dissociation of excitons equals the potential barrier V. This keeps
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the excitonic states well defined up to F| ~ (V/|e|a) ~ 10° V/cm although
the exciton level is meanwhile red-shifted by values comparable and even
exceeding the 2D-exciton Rydberg. This is the so-called quantum-confined
Stark effect, see the next subsection. As for SLs with the 3D character of
charge-carrier motion, the increasing electric field leads to the free-carrier
localization along the growth direction of the SL (Sect. 3.4.2). Sect. 3.4.3 is
devoted to modification of the Pockels effect due to the quantum-confinement
and interface-induced in-plane anisotropy of heterostructures.

3.3.1 Quantum-Confined Stark Effect

The electric-field induced change of the 2D-exciton excitation energy consists
of three contributions

AFEexc = 0Ee1 + 6Epy — d¢e, (3.191)

where d E¢1 p1 is the change of single-particle confinement energy and d¢ is the
change of the exciton binding energy. The Stark shift (3.191) mainly comes
from the first two contributions.

At low fields, |eFla < (A%/2m*)(n/a)?, the electron (or hole) level shift
0F, is quadratic in the field F' = F,. It can be found from the second-order
perturbation theory. For the lowest level v = 1 one obtains

(eFz,1)?
v#1

where z,; is the matrix element of the coordinate z and FE, are the energies

of unperturbed states. In symmetric QWs they have a definite parity and

therefore only even v contribute to the sum (3.192). Moreover, estimations

show that the term with v = 2 is determinative and

(617221)2

b ~ — .
! Ey— B,

For infinitely high barriers zo; = (4/37)%a, E; — Ey = 3E; and E; =
(h?/2m*)(r/a)? and we obtain the estimation

(eFa)? 1/4\*
By~ — = (=) .
VB~ O O=5s

The factor C' = 0.0108295... slightly differs from the exact result

15 1
= (=2 —1) — =0.0108152...
c (WQ >48 0.010815

obtained in the limit of infinitely high barriers, V., — oo.



3.3 Electro-Optics of Nanostructures 145

For arbitrary values of the electric field one must solve the following
Schrodinger equation

R d?
*@@ +V(Z) + ‘6|FZ*E67}L (p(Z) = 0, (3193)
where the sign + and indices e, h correspond to an electron and a hole, respec-
tively, and the Stark shifts 0E.1,dFEp; are given by the differences between
E. and E.;, Epy. Airy’s functions Ai(X) and Bi(X) are two linearly inde-
pendent solutions of this equations. Thus, inside the QW its general solution
has the form

2m* , le|F 1/3 E
e,h|| ) (iz— e,h

0(z) = 1 AI(X) + e2Bi(X) , X = ( = |e|F) . (3.194)

Note that Airy’s function Ai(X) is defined as

1 [ u?
Ai(X) = —/ cos (uX + ?) du .
0

™

The asymptotic representations of the two functions are as follows

. 1 2 43/2
AI(X—>+OO)—>WEXP <—§X/>,

. 1 2 43/2
B1(X—>+oo)—>WeXp <§X /)

and

1 2 T
Ai(X — — — —  _sin(Z|xpr4Z
i(X — oo)—>ﬁX|1/4sm<3| \ —|—4 ,
1 2 ™
Bi(X — — S Six132 4+ 2.
i(X — oo)—>ﬁ|X1/4cos(3| | +4)

For a high electric field the lower levels in a QW with infinitely high barriers
are determined by the transcendental equation

_(2m*|eF| 1/3 o E
h? 2 |eF|

(th)2> Ve

"
2me’h

Ai =0 (3.195)

or

1
E.) = f§|eF\a+u <

where p ~ 2.338; 4.088; 5.520... are the roots of equation Ai(—u) = 0. The
variational function, ¢ = 2a°/2ze~%* used frequently in the case of a triangle
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potential yields for the lowest-level energy the coefficient p = 2.47, which
differs from the exact value by less than 6%.

The equations presented for the limit V. ; — oo overestimate the Stark
effect shifts. In a real system, e.g., in a GaAs/Alg35GagesAs QW, the
quantum-confined Stark effect shifts the lowest electron and hole states in
the field F' = 10° V/cm by 6 and 15 meV, for a 100 A-thick QW, and by 55
and 81 meV for a = 250 A [3.59].

=1
I
S

F+#0

Fig. 3.9. Schematic representation of electron (above) and hole (below) wave func-
tions for the lowest confined states in the absence of (F = 0) and with (F # 0)
electric field parallel to z.

At the same time, the envelope wave functions ¢ (z) undergo deforma-
tion, as is shown schematically in Fig. 3.9. In low fields, [eF|a < Ej, the
level shift is quadratic in F' while the shift of the center of mass z.; o F'.
The existence of barriers prevents the breakup of the exciton. As the field
increases, the electron and the hole are pressed towards to the opposite in-
terfaces and both §F; and Z saturate. While the electron and hole binding
energy in the exciton is decreased, its change d¢ is small compared to the sum
of single-particle shifts, § E.; +dEj1. In contrast to the binding energy of the
exciton, its oscillator strength does not saturate with increasing the electric
field because the overlap integral [ ¢.(z)¢n(2)dz vanishes in the limit of very
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strong electric fields. The oscillator strength of the el-hl exciton decreases
monotonously. On the other hand, the v — cv/ interband transitions, forbid-
den in the absence of an electric field by parity conservation, become allowed.
In weak fields, the oscillator strength is proportional to F? for the transitions
v2 — el and vl — e2.

3.3.2 Stark Ladder in a Superlattice

In 1960, Wannier [3.60] predicted that when subjected to a uniform electric
field the continuous energy bands in perfect crystals would pass into dis-
crete, evenly spaced subbands forming a ladder. Since then this phenomenon
is known as the Wannier-Stark localization, and the ladder-like spectrum is
called the Stark (or Wannier-Stark) ladder. However, the field-induced lo-
calization could be reliably observed and investigated only in semiconductor
SLs with a period exceeding by far the microscopic lattice constant.

The formation of a Stark ladder in a SL is easier perceived in the frame-
work of tight-binding description valid when the overlap of the single-QW
wave functions in the neighboring wells is small and the electron wave func-
tion in the SL can be written in the form

1
50(2) = \/?S exp (IKH ’ p) zn:cn@n(z) : (3196)

Here K is the in-plane electron wave vector, d is the period of the SL, n
labels the wells, ¢, (z) = ¢(z — nd), ©(z) is the envelope function of the
quantum-confined state ev in a single QW centered at z = 0 (in the following
v = 1), S is the in-plane area and N is the total number of periods in the
regular structure. The tight-binding coefficients satisfy the following set of
linear equations

I1C,_1 + EyC, + ICy 11 = EC,, , (3.197)

where F is the electron energy, Fy = FE.; is the quantum-confinement energy
in a single QW, and I is the transfer integral between nearest neighbors. If
we disregard the difference of electron effective masses in the well and barrier
materials it has the form

a/2
I=-V / p(z)p(z £d)dz (3.198)

—a/2

and is negative for the v = 1 state. For the Bloch solutions in an unperturbed
SL the coefficients C,, are given by C,, = exp (iK,dn) and the electron mini-
band has a cos-like dispersion

E(K.) = Ey+ 2l cos K.d.. (3.199)
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Thus, in the tight-binding approximation the miniband width A is equal to

4|I|. This approximation is applicable if the width is small compared to the

energy difference between the subbands v = 2 and v = 1. For small K,d we

can expand the cosine function and approximate E(K,) by E°+ (h*K?2/2M)

where EY = Ey — 2|I| and the normal effective mass M = M., is connected
with I by ,
h

M= 2/1|d? -

The application of the electric field F' || z contributes a linear term |e|F'z
to the electron Hamiltonian. In terms of the tight-binding description this
means that the diagonal single-particle energy Ey is replaced by Fo + |e|Fdn
and (3.197) transform to

(3.200)

I(Cy—1 4 Cpy1) + (Eo + |e|Fdn — E)C,, =0, (3.201)

or
—2I
le| Fd

or, in the dimensionless variables,

Ey— F
(Cnfl +Cn+1> =2 (n+ ;7) Cna

2(Cp—1+ Cpt1) =2(n—N)C,, ,

where = 2|I|/(le|Fd), A = (E — Ey)/|e|Fd. Let us recall that the Bessel
functions satisfy the recurrent relations

lYu—1(2) + yut1(2)] = 2 pyu(z) . (3.202)

Hence, the solution for C,, can be presented as [3.61]
Cn = DlJn—)\(x) + DZNn—)\(I) . (3203)

Since the Neumann function N, (z) tends to oo for p — oo, we have to
set Dy = 0. The Bessel function J,,_(x) is limited for n — —oo if X is an
integer. Denoting this integer by ng and the corresponding electron energy
by E,, we obtain

211
Chn X Jn—ng <|e||—F|d> and E,, = Ey —eFdnyg . (3.204)

Thus, each electron miniband in the SL splits into a series of subbands sep-
arated by |eF'|d. The spread of the electron wave function along the growth
direction is governed by the parameter

A
~ |eFld’

F (3.205)

The quantum number ng indicates the QW where the probability to find an
electron in the state (3.204) is the highest. As one moves away from this
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well the probability decreases but remains non-negligible within Nr QWs, if
NF > 1, or within a single no-th well, if Mg < 1 (strong-localization limit).
Another important parameter, N7, is the ratio between the spacing |eF|d
and the energy uncertainty //7,, where 7, is the electron relaxation time
for available scattering mechanisms. In a SL, by definition, the free-path or
coherence length [ = v, exceeds the period d. At small fields, N}, < 1, the
Stark ladder can be ignored and the electric field causes the conventional
dissipative transport of miniband electrons. In the opposite limit, N > 1,
the Stark-ladder levels are well defined and can be observed in the optical
spectra.

In a GaAs/Al,Gay_,As SL, for a = 40 A, b=20A, z = 0.35 the width
of the lowest electron miniband A ~ 0.07 eV, and the parameter N is of the
order of unity at F' ~ 10° V/cm. Figure 3.10 presents experimental spectra
of the photocurrent induced in a GaAs/AlGaAs SL at various electric fields.
Being proportional to the absorption spectra, the photocurrent spectra show
strong oscillations periodic in the reciprocal of the electric field. Therefore
the absorption spectra reveal not only one intra-well transition but rather a
series of transitions

Enonf) = Foo + (nO - n6)|€|Fd (3206)

between conduction- and valence-band Wannier-Stark states of indices ng and
ng, respectively. The interband optical transitions are illustrated in Fig. 3.11.
At zero or small fields, N} < 1, the absorption edges correspond to the
difference between the bottom of the conduction miniband and the top of
the valence minibands, see the transitions 77 and 7% involving heavy- and
light-hole delocalized states. At moderate electric fields where N > 1 but
yet Ng > 1, see sketch in Fig. 3.11b, the electronic wave functions are
localized but extend over N periods. Usually, in this regime the heavy holes
are practically localized in one well. It follows then from (3.204) that the
oscillator strength for the optical transition hhl,ny, — el,ng is proportional
to me_% (Nr/2) and is remarkable up to |ng — njld = £ where L is the
Wannier-Stark localization length

A

(3.207)
In a high electric field the electron states in neighboring wells are so widely
separated in energy (NMp < 1) that the electron is localized within one QW,
the coefficients C), for n # ng are negligible, overlap integrals for the nj # ng
interband transitions become very small, and only the intrawell transitions
can be observed in the photocurrent spectrum, see the lower curve in Fig. 3.10
and Fig. 3.11c. Note that for very high fields the interminiband Zener tun-
neling becomes appreciable and gives rise to an additional broadening of the
Wannier-Stark levels.

The Wannier-Stark localization is a phenomenon interpreted in terms
of the energy levels and the electron packet spreading in real space. The
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Fig. 3.10. Low-temperature spectra in the GaAs/Alp.35Gag.65As SL for different
electric fields F || z. For convenience, the spectra are displaced vertically with
respect to one another. The numbers refer to the peaks corresponding to hhn' —
eln transitions (n —n’ = 0,41, £2...) in the moderate fields. Analogous transitions
from light holes are denoted by 0l and —1I. From [3.62].
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Fig. 3.11. Sketches of the conduction- and valence-band potential profiles for the
GaAs/Al,Ga;_,As SL under a small (a), moderate (b), and high (c) electric field.
From [3.62].

Bloch oscillations is another manifestation of the electric-field effect on free
charges where observable values are measured as a function of time, see [3.63]
and references therein. This manifestation can be better visualized if one
uses the gauge A = (0,0, —F'ct), where ¢ is the light velocity, and considers
nonstationary solutions of the Schrédinger equation

L0y le| A, B elF't

where the miniband dispersion F(K,) is a periodic function of the electron
wave vector in a SL, see (3.199). The solution can be written as
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t

i le|Ft'
t) = —— | F|K,—— | dt
v =co | [ 5 (.- )

0
The electron motion is periodic with the period

2 h

~d |eF|”
Since the electron velocity is v = "' OE /0K, = —(|e|F)~! 9E/0t, the total
distance passed from the minimum to maximum (or from left to right) at

K,=0,F>0is
T/2

1 OF A
- | ZEp==
£ le| F / ot |eF|

0
which coincides with the Wannier-Stark localization length defined by (3.207).
Obviously, the Bloch oscillations can be also understood as quantum beats
in a system of split levels (Chap. 5).

In addition to the clear physical interpretation, the tight-binding approx-
imation can be used as an effective tool in the quantum-mechanical engineer-
ing. The first example can be the Stark ladder states in a semi-infinite SL. In
this case n = 0, 1,2... and the boundary condition is C_; = 0 because QWs
with n = —1, —2... are taken away. The solution for C}, can be presented as
Cpn, = D1J,—x(x). In order to have nontrivial solutions the following equation
for A needs to be satisfied

J_1_>\($) =0.

We showed above that, for an infinite regular SL, the numbers A\ = ng are in-
tegers and the Stark ladder is equidistant. For the semi-infinite SL, the values
of A differ from integers and the set of the first few levels is not equidistant.

Two other examples are a semi-infinite SL with a wider terminating QW
[3.64,3.65] and a non-periodic finite SL with a miniband formed at a certain
electric field Fi, [3.66,3.67]. In the latter structure the series a,, b, of the
successive layer thicknesses (n = 1,2--- N) satisfy the relations

Qp + Apt1

B = B2 - llFr (7

+ bn> v Ipms1 =1, (3.208)
where E? is the diagonal energy in the n-th QW, I,, .11 is the transfer integral
between n-th and n + 1-th QWs. The values of a; (or EY), F, and transfer
integral I are chosen arbitrarily while other thicknesses (b, as,bs,---) are
found recursively from the above equations. At F' = F,, all single-QW levels
E,, = EY + |e|FZz,, are equalized (Z, is the center of the n-th QW). Since all
transfer integrals are chosen to be identical, the miniband of discrete levels,

E(k) = EY + 21 cos m=1,2---N, (3.209)

m™m
N+1’

is formed just as in the case of a finite ideal SL in zero electric field.



3.3 Electro-Optics of Nanostructures 153
3.3.3 Quantum-Confined Pockels Effect

The electric field E|[001] applied to a bulk zinc-blende semiconductor re-
sults in a linear-in-field birefringence with the principal axes of the dielectric
permittivity tensor oriented along the three directions [110], [110], and [001].
This is the well-known Pockels effect. Two mechanisms of the Pockels effect
in QW structures were discussed in [3.68]. One of them involves uniaxial
strain u,, o< E (z/|[100], y||/[010]) induced by the electric field (piezoelectric
effect), and the mixing of heavy- and light-hole states induced by this strain,
i.e., a contribution to function G(z) in (3.116) and to the overlap integral I,
proportional to u,,. The second mechanism is purely electronic in nature,
namely, one has to take into account that the interband matrix element of
the momentum operator (c, s, k|e - plv,m, k) in a semiconductor of the Ty
class contains terms linear in the electron wave vector k. For k||z we have

(¢,1/2,k,|e - plv,3/2,k,y = —Pey — Qkze_ , (3.210)
(¢,—1/2,k.|e - plv,—3/2,k,) = Pe_ — Qk.e, ,

where e is the light-polarization unit vector, e+ = e, £iey, and P and @) are
constants. When calculating the optical anisotropy by the envelope-function
method, k, has to be replaced by the operator —id/dz. In the lowest order
in the small parameters I3/I; and Q/(aP) we obtain instead of (3.122)

2 Iy 2Q1I;
P= AT " aPl, (3.211)
where I3 = a [ dz pe1(z) dF/dz, and the factor a is introduced for the sake
of convenience so that the quantities I, Is, I3 have the same dimension. In
an electric field, the envelope F'(z) becomes asymmetrical even for tlL_’hR =0,
and the integral I3 is nonzero.

Besides the above two bulk mechanisms, in QWs with ¢, | ¢}, = 0, there
is an additional mechanism of the Pockels effect, which involves the interfaces
[3.69]. Indeed, an electric field changes the values of the envelope function
G(z) at the interfaces, and, as follows from (3.117), this results in a change
in (3.116) of the extent of admixture of the |I's, F1/2) to |Is, £3/2) states,
and, hence, to a change in the overlap integral Is.

We have been assuming until now that the potential barriers at the
C'A’/CA and CA/C'A’ interfaces are the same. But in a general case for
C#£C" and A#A’ the effective dipole moments corresponding to the C-A’
and C’-A bonds are different, so that the difference between the band offsets
Vi, and Vi at the left- and right-hand interfaces may be as high as 50-100
meV [3.43]. At equilibrium, this difference generates a built-in electric field
which equalizes the electrochemical potential and leads to an electric-field-
induced contribution to the anisotropy. Application of a positive or negative
external field F' increases or compensates the built-in field and the depen-
dence of p on F' becomes asymmetric [3.45].
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It is known that in zinc-blende lattice heterostructures, at k = 0, the
second heavy-hole hh2 and the lowest light-hole [h1 subbands at kK = 0 lie
close to each other and far from other quantum-confined states crossing at
a particular thickness a... Therefore even a small mixing perturbation can
result in a remarkable modification of the interband optical matrix elements
from these two valence subbands. We first consider this particular mixing in
the absence of an external electric field. If the mixing is neglected, only one
of the envelope functions ,, in (3.114) is nonzero for the states (hh2, £3/2)
and (lh1,+1/2) at k = 0. It is given by

ona(z) = C {sinkhz, if [2] <%,
hh2 "\ +sin ¢y, exp [~ (J2] — 9)], if |2 > &
for the states (hh2,4+3/2), and
cos kyz if [z2] <2
z) =C ! a . 2’
e (2) l{cosasl exp [~ (2] - §)] . if |+ > &

for the states (lh1l,+1/2). According to (2.15), the normalization coefficients

are
Chp = {E (1 _ sin kpa N 1 coskh(z)}_l/z ’

2 kna 2:pa
a sinkja 1+ coska —1/2
Ci=1=-11
! {2( * kia + 2&a ﬂ ’

o = kna/2, ¢ = kja/2 and kp,, ki, &y, & are expressed via the hole quantum-
confinement energies EghQ, Eloh , and satisfy the standard equations

A A
miy & mi o
hh I}
cot pp = ——F 3 , tan ¢, = Blk ,
Mpp, Fh myy, R

see (2.14) and (2.12), respectively. The I's-hole Hamiltonian contains a spe-
cific contribution

2
V3moag

describing the heavy-light hole mixing. Then the coupling matrix element is
derived as

Hip = [edy}o[ Ry 0z = 2r) —thy 8z - 2)],  (3.212)

(hh2,+3/2|Hp-p|lh1, F1/2) = (3.213)
h2
2m0a0

[tEnenna(zL)pm (21) — tlnonnz(2r)ein1 (2r)]

where 21, g is the coordinate of the left or right interface. In the two-level
approximation, the energies of the mixed states labelled as hy and h_ are
given by
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Ehy (Enz + Eip) =W, (3.214)

1
2
where

- — ~ 1
Wz\/m,ﬂzi(Ei?hQ_Elohl)

and V is the modulus of the coupling matrix element (3.213).

Since at zero electric field the optical transitions hh2 — el are forbidden
the matrix element M,y 5, is proportional to the admixture of the [h1 state
in the hy hybrid. It follows then that the relative squared matrix element
Q(el-hy) = |Mein, /M1 n1)? can be written as

W+ A W—-A
Qlel-h )= =oE2, Qel-hy) =~
Thus, in the vicinity of the crossing point the both transitions are allowed and
the sum of @Q(el—h_) and Q(el—h,) should be constant and equal to unity.
However, in the considered two-band approximation and at zero electric field
the both transition rates are uniaxially symmetrical.

Winkler [3.70] applied a multiband k - p Hamiltonian and reproduced
the essential details of experimental absorption spectra. However a weak
electric field in the growth direction was assumed in order to make el-
hh2(1s) excitons dipole-allowed and describe the el-hh2 spectral peak ob-
served by Reynolds et al. [3.71]. The above considerations remove the re-
strictions [3.72,3.73] imposed on the selection rules for the exciton angular
momentum. In particular, due to the hh2-lh1l mixing not only 2p but also
1s excitons el-hh2 or e2-lh1 become dipole active and can contribute to the
optical spectra [3.71,3.74] even in the absence of electric fields. It should
be mentioned that Schulman and Chang [3.75,3.76] solved the tight-binding
model and reported for the first time the mixing of heavy- and light-hole
states with & = 0 in the (001)-grown zinc-blende-lattice heterostructures.

In the presence of an electric field the envelopes ¢,, (z) lose particular par-
ity and both the hh2 — el and [hl — el transitions from the unmixed valence
states are allowed. In this case the mixing due to the Hamiltonian (3.212)
leads to an in-plane anisotropy of the optical transitions from the split states
h+. This is another manifestation of the quantum-confined Pockels effect for
resonating transitions el-hh2 and el-lhl. The above band-to-band descrip-
tion gives a reasonable understanding of the experimental observations, but
misses the role of excitons which obviously affect the shape of absorption
spectra in high-quality samples. In particular, a significant discrepancy be-
tween band-to-band calculations and experiment was systematically observed
in the vicinity of the nearly degenerated el-lh1l and el-hh2 transitions to the
el conduction-electron subband [3.77]. It is shown in [3.69] that, for the res-
onating hh2 and [h1 subbands, the related excitonic states are also strongly
coupled by the interface Hamiltonian H-j, which explains the discrepancy. A
theoretical model developed in [3.69] in the perturbative scheme, see (3.212,
3.213), shows quantitative agreement with experimental results.

(3.215)
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Fig. 3.12. Polarization-resolved absorption spectra of Iny,Gai_,As/InP MQWs
(a = 100 A) measured for different electric fields at 77 K. The incident light is
polarized along the [110] (solid line) and [110] (dashed line) eigenaxes of the sam-
ple. Besides the usual features of the quantum confined Stark effect (red-shift of
the el-hhl transition, redistribution of the total oscillator strength), a large op-
tical anisotropy develops in the el-lhl region. At high fields, one can distinguish
a doublet of excitonic transitions, split by 6 meV and almost 100% polarized.
From [3.69].
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Absorption spectra of In,Ga; ,As(100 A)/InP(80 A) MQWs with 2 =
0.83 measured for linear polarizations parallel to [110] and [110] directions
and various applied voltages are displayed in Fig. 3.12. The most obvious
part of the experimental results displayed in Fig. 3.12 is the classical sce-
nario of the quantum-confined Stark effect: redshift of the absorption edge,
associated with decrease of its absorption strength, and appearance of the
el-hh?2 transition which was parity forbidden at zero field. The red-shifts and
weak broadening of the transitions when increasing the bias show that the
field is quite homogeneous through the MQWs. The second effect which can
be observed in Fig. 3.12 is the variation of polarization properties related to
the quantum-confined Pockels effect . One can see that the el-hhl exciton is
also weakly polarized at zero field and gains some polarization (up to 10 %)
at large field. A strong polarization feature develops in the region of the el-
hh2 and el-lhl transitions, revealing two optical resonant transitions with
orthogonal linear polarizations.

Figures 3.13(a-d) are confined to on the region of el-hh2 and el-lhl ex-
citons at fields larger than 19 kV/cm, where the quantum-confined Pockels
effect dominates over the zero-field contributions to the in-plane anisotropy.
There are two observations allowing one to adjust the theoretical simulation
to the experimental spectra. Firstly, the excitonic peak intensities are clearly
redistributed as the electric field increases, so that the intensities of the two
peaks equalize at ~ 30 kV/cm. Secondly, the energy distance between the
peaks decreases with increasing the field. According to (3.215) the oscillator
strengths of the split excitonic transitions are equal at the field matching the
crossing of the unmixed el-hh2 and el-lh1 excitonic levels. The respective
transition energies are plotted in Fig. 3.13e by dotted curves. The theoretical
absorption spectra were calculated as a sum of both excitonic and contin-
uum contributions related to three transitions to the conduction subband el
from the lowest valence subband hhl and two higher valence subbands orig-
inating from the mixing of [h1 and hh2 states. The inhomogeneous spectral
broadening was introduced by means of a Gaussian distribution function with
the broadening factor taken the same for both of the split polarized excitonic
transitions and their respective continuum contributions. As seen in Fig. 3.13,
a satisfactory fit of the spectral shape is achieved, especially at large fields
where the quantum-confined Pockels effect is the dominant contribution to
the in-plane anisotropy. The simulation results allowed to estimate the matrix
element of the heavy-light-hole mixing operator (3.212) as a function of the
electric field. In particular, this matrix element decreases from 2.9 meV at 19
kV/cm to 1.9 meV at 66 kV/cm. As a result, we can determine simultane-
ously both of the tZ, and ¢}, parameters which enter into (3.212). By using
a standard least-square optimization algorithm, the values of t%, = 1.7+0.1
and tf_“h = 0.1£0.1 were obtained. The left and right interfaces appear to be
not symmetrical (Dgg symmetry requires t{jh and tf_‘h to be equal) which is
consistent with the small (but nonzero) anisotropy of the el-hhl transition
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Absorption (arb. u.)

Energy (meV)

Fig. 3.13. Polarization-resolved absorption spectra of the In,Gai_5As/InP sam-
ple in the region of el-hh2 and el-lhl transitions. Figures (a)-(d) correspond to
different fields. The incident light is polarized along the [110] (gray curves) and
[110] (black curves) eigenaxes of the sample. Continuous lines display experimental
data, whereas simulation results are represented by dashed lines. [3.69]
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at zero-field. Yet, note that the estimated anisotropy of the el-hhl transition
is small enough (< 4 +5%) to justify the disregard of this effect as compared
to the quantum-confined Pockels effect observed in the vicinity of el-hh2 and
el-lhl excitons. Going back to the structural properties of the studied QWs,
it has been found that the stronger interface potential is associated to the
left interface which corresponds to the interface “InGaAs grown on InP”.

3.4 Magneto-Optics of Nanostructures

3.4.1 Magneto-Excitons in Quantum Well Structures

In the effective mass approximation, the exciton Hamiltonian in an external
magnetic field B can be presented as a sum, Hgg)c + 'HS()C + Hﬁ?)c, of the
unperturbed Hamiltonian and terms linear and quadratic in B, respectively.
Weak magnetic-field effects are calculated by perturbation theory assuming
the parameter

hu}c o ap
2Ep g

to be small, where w. = (|e|B/pc) is the cyclotron frequency for the electron-
hole in-plane reduced effective mass p, Eg and ap are the exciton binding
energy and Bohr radius, A\p = (hc/|e|B)'/? is the magnetic length. For § < 1,
the first-order term HS(Z; leads to the splitting of excitonic spin sublevels
(the Zeeman effect) while the second-order term gives a diamagnetic shift
AEg. o B2. In the opposite limiting case of very strong magnetic fields,
B > 1, the cyclotron motion of free carriers is quantized forming the Lan-
dau levels, the carrier motion is effectively reduced from 3D to 1D and the
Coulomb interaction is considered as a perturbation. Then the interband opti-
cal transitions are those with coinciding Landau quantum numbers, N, = N,,,
and the band gaps

8=

(3.216)

1
Ecv,N = Eg + <N + 5) hwc 5 (3217)

where N = 0,1, 2... Moreover, the magnetic field increases the exciton binding
energy and oscillator strength and, as a result, the absorption spectrum con-
tains a series of excitonic peaks linked to the energies F., y. Such quasi-1D
electron-hole excitations differ substantially from conventional 3D excitons
and are called diamagnetic excitons [3.78]. The contribution of continuum
electron-hole excitations to the absorption results in an asymmetrical shape
of each absorption peak.

In QW structures the motion of carriers along the growth direction z is
quantized and, therefore, in a strong magnetic field B || z their states become
localized in all three directions. The density of states in this case is a sum of
d-functions, each of them corresponding to a separate 0D excitation. For the
same reason, the absorption spectrum consists of separate peaks whose width
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is determined by the homogeneous and inhomogeneous broadening. Since the
broadening occurs equally towards higher and lower energies, the interband
magneto-optical absorption peaks in QWs have symmetric shape [3.79].

The Zeeman effect will be considered in the next subsection and in
Chap. 5. Here we ignore the exciton fine structure and concentrate on the
diamagnetic effect in a QW structure subjected to a magnetic field B || z. In
the approximate numerical calculation of the ev-hv exciton envelope function,
the separation ansatz

U = F(pevph)wel(ze)@hl(zh) (3-218>

is used where the envelope F(p., p;,) satisfies the Schrodinger equation with
the Hamiltonian

Hexc = Eg + Eeu + Ehz/ + VC(pe - ph) (3219)

1 o e S d 2
— —A ol 4fa .
+ 2me, [ lhap(, c (pe)} + 2my, [ lhﬁph t c (pn)

Here E.,, Ej, are the quantum-confinement energies, Vi is the effective 2D

Coulomb potential
__& //dzedzh 021 (2e) @i (21) :
VP2t (ze = 2n)?

and we use the gauge

1
A=_Bxp (3.220)

for the vector potential. The two-particle eigenfunctions can be sought in the
form [3.80]

F(pe, pr) = exp {% Ry - (P - Z B x p)} exp (1;—h P P)f(p —po)
(3.221)

where p = p. — pn, R is the in-plane center of mass, P is the generalized
2D momentum of the exciton and

2
=P (FP) -

For the ev-hv excitons, the envelope function of the relative motion satisfies

the equation

P? h? e?B?

oy o e’

iey 0
— g8 (o p ) Velo o) o).

Ef(p) = [ 0 — (3.222)
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where M) = me + my, EE(,V) =FEy+ Eep + Epy, and

0?02

In the following we consider only axially-symmetric excitonic states ex-
cited under normal incidence, set their in-plane momentum P and the P-
dependent shift pg to zero and seek solutions independent of the azimuth
angle of the 2D vector p, f(p) = f(p). This also allows to throw away the
term in (3.222) proportional to v and reduce A, to

1 (,0)
pdp \"dp) "
In the weak-field limit, the diamagnetic shift for the s-excitonic states

with angle-independent f(p) is given by

T e?B?

Z [LHC2

AEgia = / F(p)p” dp (3.223)

with f(p) calculated at zero field.
In the very strong magnetic field, the function of the relative motion for
axially-symmetric excitons can be approximated by

f()—;L N e (3.224)
M= Ny Y \aag) P\ ) '

where Ly (z) = LY (z) is Laguerre polynomial

:L’dN —x, N
Ly(z)=¢ dx—N(e T )

The exciton excitation energy is written as
@) 1
E=E" + N+5 hw, — €, (3.225)

where ¢ is the exciton binding energy which in this approximation is just the
energy of the Coulomb interaction in the state (3.224) given by the triple
integral

[\v]

® < 7 2 2 2
ENy = 6—/27Tpdp / / dZethf (P)<Peu(2e)<ﬂhu(zh) ]
® V P2 + (Ze - Zh)2
0 —00 —00

Analytical results are allowed in the limit of infinitely high barriers, narrow
QWs and ultra-high magnetic field such as
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a< A <agp.

Then one can obtain [3.80,3.81]

e2
.22
=, (3.226)

eny = Dn

where the dimensionless parameters Dy tend to constant values with de-
creasing the ratio a/\p, particularly Dy — (7/2)'/2 [3.80]. Thus, the energy
(3.225) increases linearly with B due to the Landau quantization and has a
negative contribution proportional to v/B due to the Coulomb interaction.

(5247140 3)
GaAs-Gag 23Alg 77As Superlattice

K ( Arb. Units )

an®

w1
1680 1600 1620 1640 1660
Photon energy (meV)

Fig. 3.14. Absorption spectra of periodic GaAs/Al, Gai—.As heterostructure with
a=52A, b= 140 A calculated for the magnetic field B = 10 T for o4 polarization
with (solid) and without inclusion (dotted) of the exciton effects. The upper and
lower curves describe the contributions to absorption coming from the hhl — el
and [hl — el transitions, respectively. From [3.86].
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Three comments concerning the above consideration are relevant. For
intermediate magnetic fields where the parameter § in (3.216) is compara-
ble with unity the exciton states can be found only numerically, see, e.g.,
[3.82-3.85]. Secondly, the separation (3.218) neglects any electron-hole cor-
relation along the z axis. This correlation can be approximately taken into
account keeping the separation (3.218) where the single-particle envelopes
are found self-consistently from the Schroédinger equations where the con-
finement potential has a contribution dependent on f(p) [3.81]. Thirdly, the
exciton states can be substantially modified because of the heavy-light-hole
mixing described by the Luttinger Hamiltonian. Figure 3.14 illustrates a so-
phisticated calculation of magnetoabsorption spectra in MQWs performed
neglecting and taking into account the Coulomb interaction [3.86]. The in-
clusion of this interaction shifts the absorption peaks to lower energies and
results in a redistribution of oscillator strength between the peaks. The lower
peaks are labelled by Xh and X[ rather than by Ohh and 0lh, since the corre-
sponding states contain a remarkable admixture of other Landau levels. The
anomalous peak X" arises due to a strong admixture of the 0/h Landau level
to heavy-hole states with a nonzero component of the orbital moment.

3.4.2 Polarized Reflection Spectra in an External Magnetic Field

Before we go into details of polarized optical reflection let us remind some
characteristics of the polarized electromagnetic wave. This information will be
useful in other chapters as well. We consider a transverse quasi-monochromatic
electromagnetic wave with the electric field

E(t) = Ey(t)e ! + Ej(t)e“?

where Ey(t) is the amplitude slowly varying in time, the vector E is assumed
to be perpendicular to the propagation axis 3. We define the polarization
density matrix as the time-averaged products

dap = (BouEls) (0, =1,2).

If the light intensity is defined as I = (|E1|? + |F2|?) then the density matrix
can be presented in the form

s 1| 1+P P/—iP,
d_5 Potip. 1-P | (3.227)

Here the Stokes parameters

-1 L—1 LI
T L+ T h+L YT L+ Iy

" (3.228)
are, respectively, the degrees of circular polarization, of linear polarization in
the axes 1,2 and of linear polarization in the axes 1’,2’ rotated around the
axis 3 by 45° with respect to the axes 1, 2.
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The above density matrix is written in the basis of the linearly polarized
components E = Fie; + Fres, where e, es are the unit vectors along 1 and
2. Note that, in the basis of circular polarized components

(4] + 162
E=F,e, +F e_,eL=—+-— 3.229
res =22 (3.220)
the density matrix has the form
- I 1+P P —iPy
(o) — = c 1 1
d s|p+ip, 1-P |- (3.230)
This is demonstrated by applying the relations
i
e =—(er+e_),eg=—F(ey —e_), 3.231
1 \/5( + ) 2 \/5( + ) ( )
1 ( n ) 1—i n 141
ey =—(e; +e)=——¢e —e_.
1 NG 1 2 5+ 5

Thus, say, for E || e; or E || e1r we have respectively

~ I111 A I|1—i
() — = (o) — 2
d —2[11] and d 2[11}.

A magnetic field applied in the Faraday configuration, B || z, induces a
difference between the amplitude reflection coefficients, r; and r_, for the
o4+ and o_ circularly-polarized light normally incident on a (001)-grown QW
structure. As a result, under reflection the normally-incident and linearly-
polarized light exhibits a rotation of the polarization plane and gains an
ellipticity. The first effect, the Faraday rotation in reflection geometry, is
also known as the polar Kerr effect. As will be shown below, in the exciton
resonance frequency region this difference appears mainly due to the Zeeman
splitting of the exciton radiative level into two circularly-polarized sublevels.
If the initial light Ey is polarized along the axis 1 then, according to (3.231),
the amplitude of the reflected light is equal to

Eo EO < r— )
E.=—(r,e,+r.e )=—r, e+ —e_
\/5( +&+ ) \/5 + + Ty

The Faraday angle under reflection is readily calculated as

6= Larg {T} (3.232)

2 T4

and the acquired circular polarization is given by

(3.233)
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where R(ox) = |r+|?.

In the linear-in-field approximation, one can neglect the diamagnetic shift
of the exciton excitation energy and take into account the Zeeman splitting
of the exciton levels. In symmetric zinc-blende-lattice (001)-grown QWs, the
degenerate radiative doublet of the el-hhl (or el-lhl) exciton splits into the
sublevels wo + = wp £ (25/2) with angular momentum component M =
41, which are optically active in the o, and o_ polarizations, respectively.
The splitting hf2p equals to g..upB,, where g., is the exciton g-factor,
see for details Chap. 5. The amplitude reflection coefficients, r4(w), from a
single QW structure or MQWs are expressed via the corresponding zero-field
reflection coefficient r(w) where the variable w is shifted by F{25/2, namely,

ry(w) =17 (w ¥ 923> , (3.234)

where r is found from (3.4) and (3.21, 3.55) or (3.90).

In the case where the Zeeman splitting {25 exceeds the exciton damping
I', it can be readily measured spectroscopically. In the other limiting case,
|25| < T, the splitting can be found by studying normal-incidence reflection
of unpolarized or linearly polarized light and measuring the spectral behavior
of the degree of circular polarization of reflected light

.QB 1 8R(w)

where R is given by (3.50).
In the same way, for small magnetic fields the rotation angle  is given by

PRI { Or(w) } . (3.236)

B 2’/‘01 Ow
In particular, for a single-QW structure with I'y < I" one has

4ny [I? — (wo — w)?] cos 2ppa + 2(wo — w) I sin 2,
0= — 2p1o 2 212
ny —1 [(wo —w)* +17]

, (3.237)
where the phase ¢, is defined according to (3.48).

3.4.3 Giant Magneto-Optical Effects in Semimagnetic
Nanostructures

Semimagnetic or diluted magnetic semiconductors are semiconducting com-
pounds in which a fraction x of the cations is randomly replaced by transition
metal ions, e.g., 3d™ ions. Most often, they are solid solutions A;_,M,B with
A = Cd, Zn, Hg, B = Te, Se, S, and M = Mn?*, Fe?*, Co?*. The mag-
netic subsystem interacts effectively with charge carriers, electrons and holes,
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due to the strong sp-d exchange interaction between the carrier spins and
magnetic moments of the ions. The semimagnetic bulk semiconductors and
nanostructures are known for giant magneto-optical properties and magnetic
polarons. Particularly, in this systems the Zeeman splitting of the carrier or
exciton spin states are described by the effective g-factors being in excess of
a hundred.

L a . o.
201 ’o/_/o"’—/r
I /C/ID,)O’
04
R
~~ \\O
> 20 g
g B o "f_ ° : ]
o0 ~ e~ - [} o i
£ 40r e
.§ 1 1 1 1 1 1
5
g 20t /x:r/)
5 i
N 10
0
- \O\h
10 Mo
(J\\
i —
20} o
| \-“*0_\\
30 T~ o o
0 2 4 6
Magnetic field (T)

Fig. 3.15. Zeeman splitting of the heavy-hole exciton in an 18-A-thick single QW
(a) and a 40-A-period SL (b) with # = 0.1. Curves are calculated with use of
(3.238) and parameters Tar = 2.4 K, £ = 0.05, or 0.07 for the single QW, or SL,
respectively. [3.87]

Usually, the sp-d interaction of magnetic ions with free carriers is de-
scribed by two constants, o and (3, of the exchange interaction. For example,
the normal magnetic field, B || z, changes the carrier energy by
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AEevs = EIS<SZ> ) AEh,j = ﬂm]<sz> I} (3238)
Vo 3vg
where s = +1/2, j = £3/2,£1/2 are the electron and hole spin indices, x is
the content of magnetic ions, vy is the unit cell volume (for the zinc-blende
lattice, vo = a3 /4), and (S.) is the average spin component of a magnetic ion
along z. In the thermal equilibrium one has

<Sz> =-S BS(SQNBBZ/QkBT> ’ (3239>

where S is the atomic spin of a magnetic ion (5/2 for Mn2*, 3/2 for Co?"),
g = 2 is the ion g-factor, and Bg(X) is the Brillouin function

25 +1 25 +1 1
= + coth i

X
55 5G X - 35 coth 35 (3.240)

Bs(X)

Note that at small X this function is approximated by

_8+1

X.
3

Bs(X)
In order to take into account the antiferromagnetic Mn-Mn spin coupling
two additional fitting parameters are introduced, namely, the content x in
(3.238) is replaced by the effective content Z and T in (3.239) is shifted by
some value Tap. In the paramagnetic phase T = x and Tar = 0 whereas
in the spin-glass phase £ < z and Tar > 0. In the Cd;_,Mn,Te system,
/vy = 220 meV and /vy = 880 meV. Opportunities of resonance reflection
spectroscopy to study the magneto-optical properties in CdTe/CdMnTe QWs
and SLs are demonstrated in [3.87]. Figure 3.15 shows the Zeeman splitting
of the heavy-hole exciton states | + 1) measured at magnetic fields parallel
to the growth axis in a 18-A-thick single QW and 40-A-period SL. Since in
the studied structures only barriers are semimagnetic, there exists a certain
magnetic field B, at which the valence band offset for one of the heavy-
hole states vanishes resulting in the magnetic-field induced type-I-type-II
transition. According to (3.238) the value of B, satisfies the condition

%j<52> + Vi =0,

where V},, is the heavy-hole subband offset at zero field. In CdTe/Cdg 9Mng 1 Te
QWs, B, equals 1.3 T. At this particular field one of the heavy-hole exciton
can be considered approximately as formed by a 2D electron and a 3D hole.
Reduction of the effective oscillator strength of the low-energy o-polarized
exciton observed in [3.87] is a convincing demonstration of the type-I-type-II
transition.

The large Faraday rotation in bulk diluted magnetic semiconductors is fur-
ther enhanced in semimagnetic QWs with larger excitonic oscillator strength.
Particularly, this has opened the way for using CdMnTe heterostructures as
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Fig. 3.16. Schematic representation of the optical cavity with an embedded QW.
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magneto-optic layers for high resolution Faraday microscopy at low temper-
ature in order to make a cartography of the magnetic field at the surface
of a superconductor [3.88,3.89]. The structure is schematically depicted in
Fig. 3.16. It consists of a metal, an inner barrier layer, a QW and a top barrier
layer with CdMnTe and CdMgTe used, respectively, as the QW and barrier
compositional materials. In fact it is an optical cavity with an embedded
QW. The metal is illuminated through the magneto-optical layers by linearly
polarized light. The plane of light polarization is rotated in the areas that
carry magnetic flux. After passing through a crossed (or slightly uncrossed)
analyser the reflected light is focused on a detector. Since the magnetic field
lines diverge out of the surface plane of the superconducting film, the semi-
magnetic QW must be as close as possible to the superconducting film to
achieve a good spatial resolution.

The reflection coefficients ry from the structure shown in Fig. 3.16 can
be presented in the form
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iryC
wo—w—i(F+FoB) '

r=r0 4 (3.241)

Here the first term describes the reflection when the exciton contribution is
ignored .

(0) _ oo+ Ty e2i%mo

1- rboerQiSDmo

)

_ 14 7,,e2i¢me \?
C = tyotope? 0 A | A= (—H’—e) 7 (3.242)

1 — rpormediemo

150 (27 e2iPmo 4 e2iPwo) oy @2iPmuw

B=1+ -
1 — rpory,e2iemo

Other notations are as follows: Iy and I" are the exciton radiative and non-
radiative damping rates in a single QW,

nb—l

———  topteo = 1 — 13y,
nb+1 0blb0 b0

Tvo = —Top =
ny is the refractive index of the barrier assumed to coincide with that of the
QW, the phases are given by

Pwo = (w/c)nwaO y Pmw = (W/C)nbme ,

the thicknesses L., Lmw and the reflection coefficient, r,,, from the metal
to the barrier are defined in Fig. 3.16. In the following we use p,, and ,, for
the modulus and phase of 7,,.

The amplification of rotation in the optical cavity occurs mostly due to
the factor A defined in (3.242). This factor exhibits a maximum when two
conditions are fulfilled. Firstly, the total dephasing 2¢,,0 + @, must be an
integer number of 27. The reflection coefficient r(*) then exhibits a minimum
value of (pm — 700)/(1 — pmTo). For a perfect metal (y,, = ) the optical
thickness of the cavity is equal to (2p 4+ 1)A\/4 with p an integer and A the
wavelength of light. Secondly, the QW must be located at an anti-node of the
electric field which means that 2., + @m = 2l with [ being an integer. In
this particular case the amplification factor equals to

2
A= (—1 + Pm ) :
1- Tb0Pm
If the contribution of the QW to the reflected signal is small even at the
minimum of reflectivity, i.e.,

’r“))‘ > |twotosTo A/ T | (3.243)

then the rotation angle is given by
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tyotor A 1o{2p
0 = 5 7 F(02,025),
where {2 = w — wg and
212 2 _ 2
F(02,A) = Ie[r<+(4/2) 4]

(T2 = (AJ2)2 + 22 + 242"

For small magnetic fields one can set A = 0 in the expression for F. Note that
the function F'(§2,0) has a maximum value of 1 at {2 = 0, changes sign at
the points 2 = +I" and reaches minima —1/8 at 2 = +v/3I". An additional
enhancement of the rotation angle can be achieved by using few QWs with
the Bragg spacing instead of one [3.89)].

Fig. 3.17. Images of the magnetic flux pattern at the surface of the 10 pm Indium
layer obtained at 1.8 K and H = 28 Oe (left), H = 77 Oe (right). Normal and
superconducting domains appear in black and gray, respectively. The size of each
image is 264x191 pm?. The analyser was uncrossed by 15° with respect to the
polarizer. [3.89]

The above magneto-optical layers allowed an observation of the inter-
mediate state pattern in a superconductor layer with spatial and magnetic
resolutions of 1 ym and 10 mT (Fig. 3.17). As it can be seen from the figure,
the intermediate state is formed by normal flux tubes (dark spots) and long
corrugated lamellae with typical width and spacing of ~ 10 gm. These normal
state regions are separated by superconducting state domains (in gray). Fig-
ure 3.17 demonstrates wide possibilities to use the low-dimensional physics
for studies of hybrid systems containing semiconductor and superconductor
layers.



4 Intraband Optical Spectroscopy of
Nanostructures

The light shines in the darkness,
but the darkness has not overcome it.

John 1: 5

The physics of intersubband transitions in QWs and SLs has attracted in-
creased attention in recent decades, mainly due to the promise of applications
in the mid- and far-infrared regions (2-20 pm) such as detection, modulation,
harmonic generation, emission, quantum cascade lasers and photogalvanics.

4.1 Intersubband Optical Transitions. Simple Band
Structure

In bulk semiconductor with a simple band structure direct intraband optical
transitions are forbidden by the momentum and energy conservation laws

h2 k/2 hQ k‘2

K=k —_— = uw
t4a. 2m 2m+

because they cannot be satisfied simultaneously. Here k, k' are the electron
wave vectors in the initial and final states, and q,w are the light wave vec-
tor and frequency. The intraband absorption can only occur by absorption
of a photon and simultaneous scattering by “third particle”, e.g., a phonon,
another free carrier or a static defect. This process called an indirect opti-
cal transition is described by second-order matrix elements involving virtual
intermediate states.

Quantum-confinement effects transform the free-carrier energy spectrum
into a series of subbands in QWs or minibands in SLs. As a result we find
here an additional mechanism of intraband absorption associated with di-
rect optical transitions of free carriers between the subbands or minibands.
Choosing the well and barrier compositional materials one can vary the well
dimensions, its height and width, and tune the resonance frequency of inter-
subband optical transitions to a given value. This opens a clear way for using
MQWs and other nanostructures as novel devices and systems in infrared
technologies.

4.1.1 Intersubband Light Absorption in a Quantum Well

The transition rate from the electron states i to f is given by Fermi’s golden
rule. We consider here the direct optical transitions el — e2 between the
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lowest and first excited subbands in a QW, the transitions ev — ev’ with
arbitrary v and v/ are treated in a similar way. By using equations analogous
to (2.142, 2.147) one can present the total transition rate Wes o1 per unit area
in the form

We?,el (41)

AT S e v eraB) P Forat — feawn)S( ez — Eorot — )
= 2 * Ue2s’ els elsk — Je2s'k e2s'k — Lvelsk — .
hw?cen,, S o

Here I is the light intensity, see (2.141), s,s’ are the spin indices, fe sk is
the electron distribution function, ve,ss evs(k) is the matrix element of the
velocity operator and S is the sample area.

In a heterostructure consisting of semiconductor layers with a simple con-
duction band, isotropic and parabolic, one has

Veu'st ens(k) = dgrs [h (k . eH) W m 1 (2)|v) + ez<y’|@z\zx>} , (4.2)

where

. h 1 0 n o 1
U, = —i- | —~— + — .
2 \m(z) 9z  9zm(z)
For a rectangular QW, in the limit of infinitely high barriers, equation (4.2)
simplifies to

h /
* Vev's’ evs k)= 55’5 |: k- 61/y k(V v) z:| ) 4.3
€ Veyrst evs(K) mA(eu) + ke (4.3)
where ) ,
vy 32y L2
kS = [1 (—1) } s (4.4)

The direct intersubband transitions are allowed in the e || z polarization
between the subbands of opposite parity. The selection rules, expressed by
(4.3), hold for finite barriers as well, provided the effective masses ma and
mp in the well and barrier materials coincide. However, the expression for
k,(/”) becomes more complicated. If the masses ma, mp are different, the
matrix elements (v/|m~1(2)|v) are nonzero not only for v/ = v but also for
v’ and v of the same parity. However the probability of the latter transitions
is very small and other corrections to l-ci”'”) including those connected with
the band nonparabolicity can play a role.

For a single QW structure the conventional concept of the absorption
coefficient, K, is meaningless in the strict sense. Instead one can introduce
the absorbance 191, or the fraction of the energy flux absorbed in the QW
due to the transitions between the subbands el and e2. It can also be defined
as, see (3.27),

Mo =1—|ra1|* = [ta1]?,
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where 791,121 are the related reflection and transmission coefficients. The
absorbance is connected with Weo 1 by

n21d

WeQ,el = o

(4.5)
and, therefore, the electromagnetic energy absorbed in a unit area of the QW
equals to

hwWeg e1 = 211 .

For the intersubband transitions the reflectivity |r2;|? is negligibly small as
compared with 721 and, conditionally, one can define an effective absorption
coefficient Ksqw for a single QW by

o1 =1 —exp(—Kgsowa) = Ksqwa .

However one should be careful not to overestimate the meaning of Ksqw. On
the other hand, in short-period MQW structures one can use the approxima-
tion of an effective uniform medium (Sect. 3.1.3) and the effective absorption
coefficient is well defined by

Kyow = 7772[1 ; (4.6)

where d is the period.
Substituting (4.3, 4.4) into (4.1) and integrating over k we obtain

_ 512 e’h
21 = 27 cman,,

(N1 — Na) |es|* 6(ES — EY — hw) , (4.7)

where N, is the 2D density of electrons in the v-th subband; in the following
we assume that the 2D equilibrium electrons occupy only the lowest subband
v = 1. The §-function in (4.7) is k-independent because we assume the same
dispersion parabolas in the subbands el and e2. The relaxation of electrons
results in a homogeneous spectral width, I'51, of the e2-el resonant transition,
namely

512 €2h l hFQl

== Ni — No) |e.|? .
L= o7 cmAnw( ! 2) lez| 7 (EY — EY — hw)? + (hl3)?

(4.8)

Allowance for nonparabolicity of the electron dispersion in the bulk compo-
sitional materials, linear-k spin-dependent terms and other effects removing
the equidistance between F.o4p and F.isk lead to an additional broadening
of the peak in the intersubband absorption spectrum.

To interpret (4.8) let us replace the system of 2D electron gas by a sys-
tem of 3D classical electrons confined within a narrow slab of the effective
thickness a.g and characterized by the sheet density N7 and conductivity in
a unit area given by



174 4 Intraband Optical Spectroscopy of Nanostructures

N162f21 —iw
= 4.9
722(w) MAGet Wi — w? — 2iwlh; (4.9)

where fhws1 = FE21 and fo is the so-called oscillator strength. This equation
can be derived by solving the equation of motion

d*z dz 9 e
@ + 2]121% +w212 = miAfélE(t)

for a classical oscillator excited by a monochromatic electric field
E(t) = Eyexp (—iwt) + c.c.
The solution is z(t) = zg exp (—iwt) + c.c. with the amplitude

e fa1Eqp
ma wi —w? — 2wl

Z0 =

One can check that the amplitude of the induced current j, = eNspdz/dt
with N3p = Nj/aeg can be written as o,,Ey with the conductivity given
exactly by (4.9). For weakly-damped oscillators, I's; < wo, the denominator
can be approximated near the resonance by 2w (wo1 —w — il51).
Equalizing the energy losses 1211 to 2a.g Re{0,.}|Eo|* we obtain

N,
Re{azz} = m 721 -

By comparing this equation with the expressions (4.9) for the conductivity
and (4.8) for the absorbance we find that the effective slab model describes the
behavior of a 2D electron gas confined in a QW if one takes the dimensionless
oscillator strength equal to

256

fa1
Clearly, the best way to study the subband structure is to observe inter-
subband optical transitions in the absorption or scattering spectra (the latter
will be discussed in Chap. 6). One has however to bear in mind that there
are additional effects which shift the resonance energy from the correspond-
ing subband separation calculated in the single-particle approximation. One
of them is called the depolarization effect. It can be readily understood in the
slab model. Actually, the external electric field Eox . differs from the field
FE, inside the slab. If we introduce the local dielectric function

i
&, (W) =&y + TUZZ(W)

with 0,, given by (4.9) we can write the relation

%bEexmz = Xz (UJ)EZ
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which is nothing more than the boundary condition for the normal compo-
nent of the electric displacement vector. Therefore the equation j, = 0, F.
can be rewritten in terms of the external field as j, = 7., Fcx,. with the
renormalized conductivity [4.1]

. & Ni€e? far —iw
Ozz = Ozz = =95 2 . ) (410)
&, MAGeft W5, — w? — 2iw Yy
where the renormalized resonance frequency is given by
~2 2 2
Wap = Way + Way p
and the intersubband plasmon frequency by
4n N, e?
W gy = TS (4.11)
’ EpM A deft

Taking into account the depolarization effect the rate of energy losses is
given by 2acs Re{G,. }|Fext,»|* instead of 2acg Re{o,, }|F,|* and exhibits its
maximum at the frequency wo;.

Physically, the depolarization effect arises because each electron feels a
field which is different from the external field by the mean Hartree field of
other electrons perturbed by the external field. In fact, the Hartree approx-
imation is valid when the average kinetic energy of electrons is much larger
than the average interaction energy. Otherwise this approximation overes-
timates the Coulomb repulsive force of other electrons, many-body effects
such as exchange and correlation can play an important role and reduce
the renormalization of the resonance energy hwo; [4.1]. A more rigorous
treatment of the linear response of an n-doped QW to an external electric
field, Eext,z, leads the conductivity &,,(w) given in the form of (4.10) with
f21 = (2mAw21/h)<2|z|1>2 and

@F) = wii (1 + a1 — fai) - (4.12)

The coefficients a1, G271 describe the depolarization and exchange-correlation
effects, respectively. The former is defined by

(4.13)

where

Loy = /dz 2 (2) wl(z)/dz' / dz" (") 1(2")

and ¢, (z) is the electron envelope in the subband v. Therefore, the intersub-
band plasmon frequency can be written as
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87TN162L21(4)21

4.14
o (414)

2 _ 2 _
Wap pl = Wa1Q21 =

which coincides with (4.11) if we set

Jo1  2Loiwoima
Qeff h '

An explicit equation for the coefficient B2; can be found in [4.1]. Note that
the corresponding term includes the exciton-like correction which appears
due to the interaction between the excited electrons in the e2 subband and
the empty state, or holes, in the el subband.

In an ideal QW, the energy spacing Eo; = EY — EY exhibits no random
variations in the interface plane and the spectral width of the absorption can
be estimated by

(4.15)

(h2k2 sm )
(521 ~ max 3

— I |k
2m ma 217|/6|

where om is the difference of the electron effective masses in the subbands
el and e2 due to the nonparabolicity, 3, is the coefficient describing linear-k
terms in the electron effective Hamiltonian, and k is an average value of the
wave vector in the equilibrium 2D electron gas occupying states in the lower
subband el. The latter has an order of magnitude of the Fermi wave vector in
case of the degenerate statistics and the thermal wave vector /2mikpT/h?
for the Maxwell distribution. As a rule, in available QW structures the width,
Asq, of inhomogeneous broadening of the gap Es; exceeds the width 91 of
absorption spectrum in an ideal QW. The inhomogeneous broadening can be
taken into consideration by introducing the distribution function, F(Es1), of
the gap Fs; and replacing (4.6, 4.7) by

25671'262712(]\71 - NQ)

T F(hw)le.|*. (4.16)
w A

Knvqw =

The shape of the function F'(Es;) can be found from a comparison with
experiment [4.2] or calculated by using a particular model of the interface
roughness [4.3].

In the above description of an intersubband resonance in a QW the
confinement dictates that the electric vector of the light wave must have
a nonzero component e, along the growth direction in order to excite the
e2-el intersubband transition. This one-band picture is modified in a multi-
band description of the band structure. The main result is that through k- p
band coupling, notably mixing of the conduction states with the heavy, light
and spin-orbit-split hole states, all four transitions el,+1/2 — e2,4+1/2 are
allowed, some of them in the polarization e || z plane and others in the po-
larization e L z plane. For a QW of the Dy; point symmetry, the el and e2
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subband states at k = 0 transform according to the spinor representations
Is and I%. In the Dy point group, the direct product

F6><F7=F1+F2+F5 (417)

with excitations of the symmetry I'; and I'5 (or B and E in other notations)
being optically active, respectively, in the polarization e | z and e L z.
Therefore, the intersubband matrix elements of the velocity operator at k = 0
are, in general, characterized by two linearly-independent coefficients. One
may show that they can be presented in the form

_ Ve, V'(ey —iey)
||6 . 'Ue2s’,elsH - |:_V/(ex + 1ey) V@Z . (418)
The coefficients V' and V' describe the spin-conserving (s’ = s) and spin-flip
(s' — s = +1) transitions, respectively. By using the Kane model we can
present the electron wave function in the subband v at k =0 as

hpt, [ V2ur, )2 Ur, 1/2 ~
Yev,1/2 = [UF6,1/2 + < sl nl/ ) kz] wou(2),

V3mo \ B, +EY  E,+ A+ E?

hp* 2up, _ uUr, _ R
Pev <\/_ Is, 1/2+ I'7,—1/2 )kz SDV(Z);

v = |upr. _ +
Ver-1/2 l“” V2 Bmo \ Eg+EY | E,+ A+ ED

where the admixture of the valence-band states is included. An impor-
tant point is that the energy denominators are dependent on the quantum-
confinement energy which leads to a nonzero value of V'. Taking into account
that m* < mg one has in the non-vanishing approximation [4.4]

h

= 7m*

V = vy k3D (4.19)
EnA2E, + A)

V= upd, A= .
2t 28, (B, + A)(3E, + 24)

Therefore, taking into account off-diagonal components in (4.18) we can
rewrite (4.16) in a more general form

Kuqw(e) = K. |e- [ + K| (lex|* + |ey[?) (4.20)
where
o 2567’(’26252(]\[1 — NQ)
- In,ca’m3wd

K. F(hw), K = A°K, (4.21)
and, for simplicity, the depolarization and exchange-correlation effects are
ignored.

Figure 4.1 illustrates the geometry of experiment on light transmission
through a MQW structure. Since A2 < 1 and, in the e L z polarization, the
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Fig. 4.1. Schematic representation of light reflection from a MQW structure under
oblique incidence at Brewster’s angle 0g;.

intersubband transitions are very weak, the oblique incidence of p-polarized
light is used [4.5]. To exclude the losses associated with reflection from the top
and bottom faces of the sample, one may conveniently shine the infrared light
under the Brewster angle, 0p;, satisfying the condition tan 6, = /2, where
&y is the dielectric constant of the barrier. Neglecting the light absorption in
the barrier, we obtain for the transmission coefficient

K,Nd
0s 6

where IV is the number of wells in the structure, and 6 is the refraction angle
related with the Brewster angle by /& sin§ = sin fg,. Taking into account
that in the Brewster geometry

2 sin? 0 1
cosf = , = )
\V eep +17 cosf Veep(aep + 1)

1+ A2

Veep(eep + 1) '

Figure 4.2 shows an experimental intersubband absorption spectrum of the
sample containing a MQW structure with 40-A Tng 45Gag 55As wells and 80-A
Alp.45Gag 55 As barriers. The absorption was measured by a Fourier-transform
infrared spectrometer with p-polarized light at Brewster’s angle. The dashed
and broken lines in Fig. 4.2 are the best fits with the Lorentzian and the
Voigt line shapes, respectively. Note that the Voigt profile is a convolution
of a Gaussian representing an inhomogeneous broadening with a Lorentzian
representing a homogeneous broadening.

—InT = (sin? @ + A% cos?0) , (4.22)

one has

~InT = K.Nd (4.23)
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Fig. 4.2. Experimental (Exp’t) absorption spectrum of InGaAs/AlGaAs MQW
structure using p-polarized light at Brewster’s angle, along with the best Lorentzian
(Lorentz.) and Voigt line shapes. From [4.2].

Using QW infrared detectors with either GaAs or InGaAs QWs, Liu
et al. [4.6] experimentally investigated the accuracy of the polarization se-
lection rule for the conduction band intersubband transitions. Figure 4.3
plots the normalized photosignal taken at the Brewster angle incidence
at the wavelength 8.1 pm and 4.6 um from GaAs/Alg2Gag74As and
Ing 1Gag.gAs/Alg 44Gag 56 As QW detectors, respectively. In the figure, squares
represent the photoresponse signal as a function of the angle between the
plane of incidence and the plane of polarization. For quantitative compar-
isons, the reflection (69%) of the s-polarized light at the sample/vacuum
interface must be taken into account. The experiments imply that the s-to-p
ratio does not exceed 0.22% in the GaAs QWs and 3% in the InGaAs QWs
in agreement with a small value of the parameter A.

To increase the radiation energy absorbed in the sample containing
MQWs, the side faces of the sample can be prepared in the so-called wave-
guide geometry by cleaving or polishing two parallel side faces at some angle.
In this case the light is directed through the faces, as illustrated in Fig. 4.4,
thus exciting the waveguide modes. Figure 4.5 shows the resonance behavior
of absorption measured in n-GaAs/AlGaAs MQWs by making use of trans-
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Fig. 4.3. Measured photoresponse signal vs. polarization azimuthal angle ¢ for
(top panel) a GaAs/AlGaAs and (bottom panel) an InGaAs/AlGaAs QW (T =
80 K). The ideal cos? ¢ relation is shown by the solid line. The size of the symbol
represents the measurement error bar. From [4.6].
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mission Fourier spectroscopy in the multiple-reflection waveguide geometry
(see the inset). The points indicate values of the spin-galvanic current (see
Sect. 8.2) observed under photoexcitation of the structure by a COs laser,
which causes direct transitions within each QW. One can see from Fig. 4.5
that both spectra repeat each other in agreement with the theory because
the photocurrent is proportional to K| (fw) and, according to (4.21), the
coefficient K)(hw) is proportional to K (hw).

€p
€s\J

Substraé

Fig. 4.4. Tllustration of light transmission in the multiple-reflection wave-guide
geometry.

Intersubband optical transitions in n-doped QW structures can be ap-
preciable in the in-plane polarization (e L z) if the effective mass in the
conduction band of a compositional bulk semiconductor is anisotropic, and
none of the principal axes of the reciprocal effective-mass tensor m;é coin-
cides with the growth axis. Such a situation arises when the nanostructure
is grown from many-valley semiconductors along the direction different from
the principal axis of a particular valley. This can be achieved, for example,
in Ge/Si,Ge;_, QW structures grown in the direction [001]. In bulk Ge the
electron dispersion in one of the L valleys, say the [111] valley, is

2 2 2 2
B = (kl +h k—3) : (4.24)
2 my my

where my, m; are the transverse and longitudinal effective masses, k is the
electron wave vector referred to the extremum point kg = (7/ag)(1,—1,1)
and ki, ke, k3 are the components of k along the axes [112], [110] and [111],
respectively. In the coordinate system z || [110], v || [110], 2z || [001] relevant
for (001)-grown structure, the dispersion (4.24) will be

R [ k2 k2 k2 kok.
Ek:—< z +—J+—Z+2;>, (4.25)

2 \ Mgy myy, M, My,

where
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n-GaAs QWs, a =7 nm
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Fig. 4.5. Absorption spectrum (full line) of an n-doped (001)-grown GaAs/AlGaAs
MQW structure (a = 70 A) obtained from transmission in a multiple-reflection
wave-guide geometry, see the inset. Points show the spectral dependence of the
spin-galvanic current caused by the spin orientation due to direct optical transitions
between el and e2 conduction subbands. [4.7]

1 cos?f  sin®0 1 sin?  cos? 6
+ ) + )
Myy my my myz my my

1 . 1 1
Myy = My, m = cosfsind E*g y
Tz t

and # = arccos (1/4/3) is the angle between the axes [111] and z. Notice that
equation (4.25) is a particular case of the more general equation (2.21).

The x-component of the velocity, v, = A~10Ey/0k,, has a linear-in-k,
contribution

hk,  hk,
= —+ s

May My

Vg

which allows nonzero e2-el intersubband matrix elements

h
V21,2 = —i <62 a

mIZ

o el> . (4.26)

For the intersubband transitions at the point k, = £k, = 0 in a high-barrier
QW, we have

he>Y 8n 11
Vol = = 18— cos@sin 0 ( _ > )
3a

Tz my me
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For the two lowest subbands in a Metal-Oxide-Semiconductor (MOS) struc-
ture, one sometimes chooses trial functions in the form

p1(2) = Crze™™* | () = Oy (1 S )

with the normalizing factors
3 5 1/2
0 =207 =2 <%) |
a7 — a1 + a5

In this case, one has

— hOéQ 4t3 1/2
V21,2 = lm%z 3(1 i t3)(1 T t)?’ )

where t = ag/a;.

4.1.2 Interminiband Light Absorption in a Superlattice

Now we turn to interminiband optical properties of SLs in order to show how
infrared spectroscopy can reveal their miniband structure. In contrast to a
MQW structure, in a SL the electron energy depends on an additional quan-
tum index, namely, the z-component of the wave vector k.. The transition
rate in a unit 3D volume is given by (4.1) where the area S is replaced by
the SL volume V and the 2D vector k by the 3D wave vector K. For the
absorption coefficient due to the el — e2 transitions, one can write

Kgi(e || 2) (4.27)
472e? 2
=Tz 21 2 (K)* (fork — feorc) (Bezie — Eerre — hw) .
weng V <

In the particular case of equal masses, ma = mg, the electron dispersion
in a SL can be expressed in the form

hQKﬁ
Eeu = EV Kz
K= 5 + E,(K)

so that
EeQK - EelK = EQ(KZ) - El(KZ) )

the parabolic in-plane dispersions cancel in the argument of the J-function
in (4.27). One is left with a purely 1D reduced density of miniband states

pa1(hw)

/ d;j: 0 [Ee(K,) — Ey(K,) — hw] (4.28)
1 1
- % |1)622(Kw) - Uelz(Kw)‘ ’ (429)
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where the z component of the electron velocity is

_10E,
" hOK.

and K, satisfies the equation Fs(K,) — F1(K,) = hw.
The function pa; (fiw) has a shape of a two-pronged fork and exhibits two
square-root singularities at the high- and low-energy edges, respectively,

veuz(Kz)

hwy = E9, = B — EY and hwh, = Ey(r/d) — Ey(n/d) .

By using this function Eq. (4.27) can be rewritten as

Ksilell 2) (4.30)
4 2,2 9
= wﬂcnew p21(hw) 5 Z a1 (K| (for — feorc)
al K.=K.

Equation (4.30) can be analyzed by using different approximations. As
the first limiting case let us assume Aw to be close to the minigap EY; at the
I" point. Then the parabolic approximation

h2K2
E,(K,)=E? z
( ) v + 2Ml/

is valid and, for the 3D Boltzmann electron gas, we come to

Ksi(e | 2) (4.31)
_ 4me? N3p |U21,z|2 mh? g1 1z oxc 7E31 — hw pig1
hen,  w ksT(EY, — hw)M; P kT M)

Here N3p is the volume electron concentration, ve; . is the interminiband
matrix element of the velocity operator at K = 0, the reduced effective mass
po1 = My|Ms|/(My + |Ms]). Note that M; is positive and M is negative.
The thermal energy is assumed to be small compared to the width of the
lower miniband.

In a wide-barrier SL, the electron dispersion can be approximated by

1 1
Ey(K.)=E{ + 5A1(1 —cos K.d), Ey(K.) = EY — §A2(1 — cos K.d)

and one has

o Kud _ (B —hw 1/2
T T\ + A, :
[V (Ko — ver- (Ky,)| = (2h) "1 (AL + Ag)dsin Kd .

The reduced density of miniband states is symmetric around the energy EY; —
(D) + A3)/2 [45]



4.2 Intersubband Optical Transitions. Complicated Band Structure 185

pur(h) = {may (B~ h)lho = (B, = 4= da)]} . (42

These equations can also be derived in the tight-binding approximation,
where one starts with the energy levels calculated for a single QW and takes
into account the coupling between the states in the nearest neighboring wells.
In the same approximation the matrix element ve; ,(K) is independent of K
and equal to that for intra-well intersubband transitions. The absorption
spectrum has in this case the shape of an asymmetric two-pronged fork

K (e | 2) @exp(

A B -
AL+ Ay kT '

The relative intensity of the low-energy peak at
hw = B9 — Ay — Ay = hwl,

decreases with decreasing temperature.

It is instructive to trace the transition of the absorption spectrum from
3D to 2D. With increasing the barrier thickness the miniband width A; 5
decreases and the function pg;(hw) tends to d='§(EY, — hw) while the ex-
pression in the square brackets in (4.30) reduces to |va1 |2 N1, where N; is
the 2D electron density in a single QW. As a result (4.27) reduces to the
absorption coefficient of a MQW structure given by (4.6).

4.2 Intersubband Optical Transitions. Complicated
Band Structure

In a bulk semiconductor with the degenerate band Iy (zinc-blende lattice)
or I'y" (diamond lattice), direct optical transitions between the heavy- and
light-hole subbands are possible under arbitrary light polarization. In the
isotropic approximation, D = /3B, the coefficient of such an absorption is

expressed by
K= % f(Ern) — F(ER)] (4.33)

where the initial, heavy, and final, light, hole energies are related with the
photon energy by
m

lh hh
Mph — Mip Mpn — Min

m

and the wave vector of the holes involved in the transition is given by

2mym 1/2
Bk — <Mm) )
Mpp — Myp
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In QW structures, each 3D subband, hh or [h, gives birth to its series of
subbands of quantum-confined states, hhv or lhv. At the point k, =k, =0
they are purely +3/2 or +£1/2 states, provided the heavy-light hole mixing
at the interfaces discussed in Sect. 3.3.3, see (3.212), is ignored. For nonzero
k, the QW subband states are intermixed and the energy dispersion has a
complicated nonparabolic character, see Chap. 2 for details . For illustration
Fig. 4.6 depicts the hole energy spectrum of an Ing49Gag51P/GaAs QW.
Because of the aforementioned admixture and nonparabolicity the subband
dispersion cannot be described by a certain value of the angular momentum
component and a certain effective mass. Usually the valence subbands are la-
belled as jv with j standing for hh or [h in accordance with the corresponding
value of m at k = 0, see (2.16). There are two important consequences of this
kind of band structure.

0
Mt o] 20 =
! 150
3 -100 hh2 s
£ £ hhl=shh2
;\z —~100 }
o7 ~150 b =
hh3
=250 1 i i i 0 i i L i
0 0.010.02 0.030.04 0.05 0 0.01 0.02 0.03 0.04 0.05
K /(2r/a) K /(2r/a)

Fig. 4.6. (a) Valence subbands in an InGaP/GaAs QW. (b) The energy spacing
between the lowest valence subband hhl and the first three higher subbands. From
[4.9].

Firstly, in contrast to the conduction-band subbands, the hole intersub-
band energy spacing is k-dependent and this dependence for the particular
pairs v/, v can be nonmonotonous as one can see in Fig. 4.6b. In the spherical
approximation the reduced density of states

2
pj/ul’j,j(hw) = g Zé (Ej’u’k - Ejuk)
k

can be transformed to
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-1

d(Ejk — Ejur)

k;
prw () =3 2 dk P

)

(4.34)

where k; are roots of the equation Ej,y — Ej,k, = hw. The absorbance n;, j,
is connected with p;, j, by

277262 (4)
{r]j/’/,sj’/(hu)) = m ij/l,/’jl,(hw) (435)
X [fh(E]Vk,) - fh(Ej’V’ki)} Z <‘6 ! ’vj/y/p',jl/p(k)|2>k:ki )
p'p
where pgfz,, ;18 the i-th term in the sum (4.34) and the angular brackets mean

averaging over the azimuthal angle, ¢, of the vector k. The reduced density of
states as well as the absorbance have square-root singularities near the point
ko where the spacing A, j, (k) = Ejrp— Ejy i exhibits an extremum, e.g., a
minimum. Expanding this energy spacing in up to the second order in k — kg,

h2
Ajrr ju(k) = Ajrur o (ko) + ﬂ(k — ko),

we obtain two roots

2
k1o =ko £ \/h_/; [hw — Ajryr o (ko)) -

The corresponding density of states becomes

k’o 2/1,
o (hw) = 22 . 4.36
p] sJ ( ) Th\/hu} o A‘j’u’,ju(ko) ( )

Note that, for the structure with the spectrum shown in Fig. 4.6, square-
root singularities must manifest themselves at fiw =~ 25 meV (transitions
hhl — [hl) and hw =~ 150 meV (transitions hhl — hh3). Allowance for
warping of the valence band, D # /3B, results in angular dependence of the
roots k;(p), broadening of the singularities and final values of pj, j, (hw)
and 77,7 j, (Aw). In order to get the final value of pip1 pn1(fw) at the point
ko, we may notice that the function Ajp1 pp1(k) has a minimum at the points
(£ko,0), (0, £ko) of the 2D k-space. It can be expanded near one of these
four 2D valleys, say, the valley (ko,0), as

2 , k2
Ain1,hni (k) = At wna (Ko, 0) + =—(kz — ko) + , (4.37)
241q 24y

where pi; coincides with py and pu, tends to oo as the warping is vanishing.
The reduced density of states for four equivalent valleys is
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4\ /[ty

ch1,hh1(maX) = 2

Secondly, intersubband transitions in p-type QWs are more complicated
than those in n-type QWs because, due to the k-dependent band-mixing ef-
fect, there are no simple selection rules at k # 0 so that both the normal
(e || z) and in-plane (e L z) polarizations are allowed with the transition
rates being comparable. In the effective-mass approximation the intersub-
band matrix elements v/, j.p(k) are calculated starting from the velocity
operator expressed as the gradient in k space of the Luttinger Hamiltonian

e-v(k)=h""e - ViHr,(k) = > eaQapks , (4.38)
af
where
D
V3

In terms of the four-component envelope functions expressed as columns

Fjpk(z), see (2.37), the matrix elements are written in the form

Qup = % [(A - ZB + BJi) dap + (1 — 0ap) {JaJ,@}s] :

e - /vj’l/’p’,ij(k) = Zea/dz F]T,V,p,k(z) Qaﬁ ];:,B ijpk(z) ; (439)
aff

where k = (kz, ky, —10/0z) and the index p takes into account the double
degeneracy of the hole states.

For a symmetric QW, the two degenerate states are classified by a par-
ity p under the mirror reflection, z — —z, which transforms the electron
spinor wave function ¥(x,y, z) into 6,9 (x,y, —z). We remind us (Chap. 2)
that, for symmetric states labelled with the index p = +, the m-th compo-
nent Fj, 4k m(2) of the column Fjwrk(z) has the parity p,, = (=1)3/27".
The envelope Fj,_km,m(z) of an antisymmetrical state is obtained from the
corresponding symmetrical state by changing z into —z and m into —m, com-
plex conjugation and multiplication by a factor (—1)3/2=™ relating the Bloch
function |Is,m) with the function K |I, —m), see (2.41). In the polarization
e || (z,y), the parity is conserved under intersubband transitions, p’ = p,
whereas, in the polarization e L (z,y), the parity is reversed. Moreover, the
symmetry imposes additional conditions upon nonzero matrix elements

ey - vt jur (B = €] - vjrg jur (K)?,

= g

V5 i () (k)* .
The phenomenon inverse to the absorption is the spontaneous emission of
hot carriers heated up, e.g., by an external electric field [4.10]. The heating

results in occupation of higher-energy states. Direct optical transitions from
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these states to the lower subbands is accompanied by emission of light. We
define the spectral intensity of the secondary radiation by

hw AW

1) = Aty A6

(4.40)
where AW is the rate of emission of photons in the frequency region Aw
within a solid angle A2 from a unit area of the illuminating QW. For the
intersubband transitions, the spectral intensity of spontaneous emission can
be presented in the form

e2w?ng 1
I(w) = —=3~% D Fivn(= fivn) 8(Ejk — Ejur — hw) - (4.41)
j'jvvk

X e vy (k)
p'p

The emission matrix element e* - v, 7 (k) equals the complex conjugate
matrix element [€ - V1,1, jup(k)]" for the intersubband absorption. Equation
(4.41) can be derived by using the straightforward expression for the differ-
ential of the emission rate due to the j’,/ — j, v transitions

27 Voq? AgASR2 e 2
AWju,j/I/ = EW (EAO) ;fﬁ’u’k(l - fjvk) (4-42)

2 *
x 6(Ejrve — Eju — hw) 5 Dl - vjup g (K)[
p'p

Here ¢ = ny(w/c) is the light wave vector, the differential Ag equals to
nelw/c, Ay = (2mhc? /n2Vy w)'/? is the amplitude of the vector potential
related to a single electromagnetic quantum, see (3.28). We consider the radi-
ation emitted in a small solid angle A{2 around the normal to the interfaces.
In this case the transition probability rate is independent of the secondary
photon polarization and e is any in-plane unit vector. An additional factor of
2 in (4.42) takes into account two polarization states of a transverse electro-
magnetic wave. After various simplifications the equations (4.40, 4.42) reduce
to (4.41).

A spectrum of the spontaneous emission from a p-doped GaAs/AlGaAs
QW structure in the electric field 450 V/cm is plotted in Fig. 4.7 with the
solid curve. The dashed curve is calculated as a half-sum of two spectra ob-
tained for e || z and e L z. To take into account the homogeneous and
inhomogeneous broadening as well as the resolution of the detector, the the-
oretical spectrum is convoluted with a Gaussian of the width 2 meV. The
hole energy distribution was described by the Fermi-Dirac function with the
hot-hole effective temperature of 80 K. One can see a satisfactory agreement
between the theory and experiment.
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Fig. 4.7. Measured (solid) and calculated (dashed) emission spectra for the applied
electric field F' = 450 V/cm. Rectangles show estimated spectral widths expected
from the analysis of the reduced density of states in an ideal homogeneous structure.
[4.10]

4.3 Intrasubband Optical Transitions

4.3.1 Intrasubband Light Absorption in a Quantum Well

Considering free-carrier intrasubband absorption in a QW in the Drude
model, we start from the classical equation for in-plane motion of an electron

b(t) +yv(t) = nj E(), (4.43)

where 7 is the phenomenological damping constant. In a QW where an elec-
tron moves freely in the interface plane and is effected only by the in-plane
component of an external electric field, equation (4.43) reduces to

o) (1) + o) (t) = ,:L Ey(t).

The amplitudes of the in-plane current and the electric field are related by

. e*Nap
1) = Moy ) = 2

E|(w).

The absorbance
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n= % W (4.44)

can be expressed in terms of current and field, and be written as

4me?Nypy (4.45)

2
= 2 Re {jjw) - Bj(w)} = ——— 2T
=T i) Bjw) m*eng, (w? +72)
Here W is the photon absorption rate and I = (cny,/2m)|E)(w)|? is the light
intensity. -
For hw <« E, the expression for n can be derived by solving the kinetic

equation
. e O fr(w
—1w 5fk(w) =+ *EH . kao(Ek) + fk( )
h Tp
for the deviation of the electron distribution function, ¢ fg, induced by the
in-plane electric field. The result coincides with (4.45) if =1 is set equal to
the momentum scattering time.
In the limit w > 7, ! the absorption rate W (or absorbance n) can be
calculated by using Fermi’s golden rule for indirect transitions. For scattering
by static defects this rule reads

=0

_ 2m 2me?] 2
T h w?eny, S

SN IRGLP (L — F)8(Ew — B, — hw)  (4.46)

k'k i

with the second-order matrix element for defect-assisted electron-photon in-
teraction being

R(z) _ (e . vk/)Vk(f,l + Vk(,ll)c(e . ’Uk)
k'k E, — E; —hw
hov
= — (K= k). 4.47
2Tk o (k) (447
Here vy, = hk/m* is the electron velocity, Vk(,l,)c is the matrix element of

spin-conserving elastic scattering k — k’ and the index ¢ enumerates the
elementary scatterers. The corresponding momentum relaxation time that
determines the mobility is given by

1 = 212 (i) 1271 _ B
(E)  h S;Z%k (1 —cos0)d(Ey — E),

i

where 0 is the scattering angle. Further analysis is readily performed assuming
Vk(f,)c is k and k' independent which is valid for defects with a short-range in-
plane scattering potential. Then the absorbance in the high-frequency limit
can be presented as
4me? N.
= Ame 207 (W) (4.48)

m*en,w?
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where ~y is a function of the light frequency. In accordance with the kinetic-
theory result at low frequencies, i.e. for hw < E, the ~damping 7 coincides
with 7,7 1 while in the high- frequency region, hw > E but hw < Eo, the
damping constant becomes (27,)~!

For intrasubband optical transitions assisted by phonons, the transition
probability rate is similar to (4.46)

21 2me?] 2
W= en, kZ;qDRM Q)[*6(Ew — By — hw £ hidg) (4.49)

X {fk(lfk’)(quFli ) Jir (L= fr) <mq+;¢;>} :

Here fj is the electron distribution function, the sign + or — indicates the
process of phonon emission or absorption, g, 2, and mg are the phonon
wave vector, frequency and occupation number, respectively. For equilibrium
phonons the latter is described by the Planck function [exp (h2q/kpT)—1]~
The matrix element of the indirect electron-photon interaction is presented
in the form

(e- 'Uk')vki/k(Q) ij,[k(q)(e - V)

Rrk(q) = Ep — By + hiZg + _ Ok’ +q) k
h Vi,
=T & (K" — k) Ok +qy 1 » (4.50)

where ij,tk(q) is the matrix element of electron-phonon interaction, and the
6-symbol describes the in-plane momentum conservation in the scattering act.
The first term in the right-hand side of (4.50) corresponds to the process of
electron scattering by a phonon to the virtual state k' followed by absorption
of a photon while the second term describes the transition where the photon
absorption precedes the scattering by a phonon.

The main features of the phonon-assisted intrasubband absorption can be
understood neglecting interface effects on the phonon energy spectrum and
treating the electron-phonon interaction as that between 2D electrons and
conventional 3D phonons. Then for the matrix element of electron interaction
with polar-optical phonons in a zinc-blende QW structure one has

1/2
2whi2 1 1
20 (ﬂ JEG), (s

Vs (q) = *ile| | ——5——r
kk(q) 1|6| %(qﬁ+q§) Poo 20

where

JH@a:ﬂ*mazfgmwM@w (4.52)

and @.1(z) is the envelope function of a quantum-confined electron. In sym-
metrical QWs, J(+)(g,) and J(7)(g.) coincide and are real. A similar form has
the matrix element for deformation-potential or piezoelectric interaction of
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electrons with acoustic phonons. Particularly, for the deformation-potential

interaction one has
h 2 2 1/2
qy +q
VALY @

2) 4.53
oVosin () (4.53)

Vide(a) = Fi=E,

where =, is the deformation-potential constant, p is the density of the semi-
conductor and sy, 4 is the longitudinal sound velocity.
In a symmetric QW with infinitely high barriers, the integral (4.52) equals

to )
+ __sinw L

w2 — g2

where © = ¢.a/2. Values of [J&*)(g,)]? are close to unity for z < 7/2 and
become negligible for x > 37/2. Therefore, a typical value of ¢, in (4.53) is
7 /a while
9 2m* _
qj ~ 2 max (E, hw) .
This differs from intraband optical transitions in a bulk semiconductor where
the square modulus g7 + ¢2 + ¢2 is determined by max (E, hw).

Figure 4.8 presents the calculated temperature dependence of the absorp-
tion coefficient of GaAs/AlGaAs MQWs, K = n/d, at the wavelength A = 92
pm (hw = 13 meV) [4.11]. One can see the separate contributions to indi-
rect absorption due to scattering by optical phonons, impurities and interface
imperfections as well as a sum of these contributions.

Since the LO-phonon energy hf2ro in GaAs is 36 meV and w < {210,
at low temperatures the light absorption of electrons interacting with LO-
phonons can be ignored and the scattering by static defects is dominating.
With increasing temperature the role of transitions accompanied by LO-
phonon absorption increases. At the same time the step-like energy distri-
bution of the degenerate 2D electron gas is smeared, and photon absorption
followed by emission of a LO phonon also becomes possible. As a result, the
optical-phonon assisted absorption is dominating starting with 7' = 200 K.

Agethe and Vass [4.12] have calculated the LO-phonon limited intrasub-
band photon absorption in n-doped QWs taking into account that the ac-
tual phonon spectrum is more complicated and consists of confined, interface
(symmetric and antisymmetric), half-space and bulk modes. They analyzed
the contribution to the absorption from each phonon mode as a function of
four controllable parameters, namely, the light frequency w, QW thickness a,
electron temperature T, and density Nap.

4.3.2 Electron Cyclotron Resonance in a Superlattice

Cyclotron resonance is the most powerful technique for measuring the effec-
tive masses in solids. In the classical description of the cyclotron resonance
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Fig. 4.8. Calculated contributions of various scattering mechanisms to the far-
infrared absorption coefficient of a biased n-doped GaAs/AlGaAs MQW structure
for s-polarized light. In the calculation, interface scattering, impurity scattering,
scattering by equilibrium and nonequilibrium phonons are taken into account. The
sum of all contributions is shown by the solid line. From [4.11].
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in the 3D space, the equation of motion (4.43) is replaced by the Lorentz
equation

b(t) + yo(t) = nj B+ 2 : (4.54)

where B is an external static magnetic field and E(t) is an oscillating electric
field. We assume E(t) L B and use the system of coordinates with z || B.
Equation (4.54) is readily solved and the current-density combinations j1 =
Jjz £ ijy are given by

€2N3D Ei(w)
m* —i(wtw.)+7’

j+(w) =eN3pvyL = (4.55)
where w,. the classical cyclotron frequency |e|B,/(m*c). When the frequency
w passes through the cyclotron frequency, either jy (if B, < 0) or j_ (if B, >
0) exhibits a resonant behavior and one observes the resonant absorption of
electromagnetic radiation (microwave or far-infrared).

In quantum-mechanical terms, the cyclotron resonance originates from
optical transitions of charged particles between the Landau levels. Measure-
ment of the dependence of the cyclotron-resonance frequency on the magni-
tude and direction of the magnetic field provides a direct and reliable way for
determining the electron or hole effective mass, as well as for studying the
nonparabolicity and nonsphericity of an electronic band in a semiconductor.

In a bulk semiconductor with a parabolic conduction band

B2 (k3 k2 k32
Ek(l+2+3> : (4.56)
2 mq mao ms

the Schrodinger equation for the envelope wave function in a homogeneous
magnetic field can be simplified by change of the coordinates

.Ti—h’i‘izﬂ%.’lii (i:1,2,3)

to an equivalent equation for an electron with the isotropic mass m =

(mimams)'/? in an effective field B with the components
Bi=/"B. (4.57)
m

Therefore, the energy spacing between the nearest Landau levels assumes the

form ~
B B
o, = 4B _pledB (4.58)

mce mec

where the cyclotron mass

—1/2
Mg = 7 (Z % cos? 91-) , (4.59)
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0; is the angle between B and the axis i.
If two of the three masses m; coincide, for instance, if m; = mo = my,
the expression for the cyclotron mass simplifies to

.92 2 —1/2
sin“ 63  cos® 63
e(f3) = : 4.60
m ( 3) <mtml + mf ( )
where m; = mg3. By measuring the cyclotron resonance in the B || 3 and

B 1 3 geometries, one can determine the cyclotron masses m.(6s = 0) = m;
and m.(03 = 7/2) = /mym; and, hence, the longitudinal mass

my = % . (4.61)

If B || x3, the cyclotron orbit is a circle and has the scale of the magnetic

length
1/2
A= (1)
le| B

If B L x5, say, B || x2, the cyclotron orbit is elliptical with different magnetic
lengths along z; and x3,

1/4 1/2 1/4 1/2
my he my ke
Ao = [ — — s B, = | — — . 4.62
B <m> <|e|B) Bz (ml> (|e|B> (4.62)

If the electron dispersion Ej has a more complex form than (4.56), one can
use for determination of the cyclotron mass m,. the semi-classical approach

2
me(E, k) = ;i—w / / dkydky 5 (Ex — E) (4.63)

where the z axis of the Cartesian coordinate system x,y, z is directed along
the magnetic field. Of the states with a fixed electron energy FE, the main
contribution to the cyclotron resonance comes from those characterized by ex-
tremal orbits corresponding to a maximum or minimum of the k,-dependence
of m,.

In QWs, the electron motion along the growth direction is quantized and
the cyclotron orbits are confined to the interface plane. In terms of a 3D
semiconductor it is equivalent to setting m; — oo in (4.60), which results in
a cosine dependence of the cyclotron mass

mc(0) = m* cos 6 (4.64)

on the angle 6 between the normal to the interfaces and the magnetic field
direction. This angular dependence, as a signature of the confinement of
cyclotron orbits in MQWs with thick barriers, was first confirmed in the
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optically detected cyclotron resonance in a structure consisting of 180-A-
thick GaAs wells separated by 230-A Alg 33Gag ¢7As barriers [4.13]. These
indirect methods for observing cyclotron and magnetic resonances, Optically
Detected Cyclotron Resonance (ODCR) and Optically Detected Magnetic
Resonance (ODMR), involve the monitoring of microwave-induced changes
in the luminescence intensity.

In the case of SLs, coupling between wells through thin penetrable barri-
ers transforms subbands of electron quantum-confined states into minibands
of extended states. The energy dispersion of the latter has a 3D character.
Therefore, the cyclotron resonance in SLs should reveal properties similar to
those in a uniaxial semiconductor crystal with the longitudinal effective mass
drastically dependent on the barrier thickness. Particularly, the Landau levels
are formed not only in the B || z geometry as in the case of QWSs but also in
a magnetic field lying in the interface plane. According to (4.60), in the latter
configuration the cyclotron mass is the geometric mean of the in-plane mass
my and the “superstructural” mass m;, and the spacing between Landau lev-
els is smaller than in the former configuration. Landau levels in a SL were
first observed in both configurations of the magnetic field by Belle et al. [4.14]
who studied the photoluminescence excitation spectra of the structure con-
taining 40 periods of 39.2-A GaAs wells and 11.2-A Al 4Gag ¢As barriers.
The first direct cyclotron-resonance measurements on extended states in a
semiconductor SL were performed by Duffield et al. [4.15]. Figure 4.9 illus-
trates their measurements of the normal (m;) and in-plane (m;) effective
masses in a GaAs/Al,Gaj_,As as a function of the aluminum fraction x
in the barriers. The curves bounding the shaded areas represent the m;(x)
dependence calculated for a SL with rectangular wells and barriers, and for
the conduction-band offset V' = 0.65AE,; or V = 0.61AE, using the Kronig-
Penney boundary conditions

B dp\  (dy
PA = ¥B <dz)A_ (dz)B (4.65)

or the Bastard boundary conditions (2.10).

The above picture of the cyclotron orbits in the geometry B || x2 is
valid at low magnetic fields when the magnetic length Ap . is larger than
the SL period d, and an electron can complete its elliptical cyclotron orbit
through several barriers. If the lattice periodicity and cyclotron orbit radius
are comparable the electron energy gets dependent on the position of the
cyclotron orbit along the growth axis z and one needs to solve explicitly the
Schrédinger equation for the electron envelope function ¢(7) in a SL [4.16].
With B || y and using the Landau gauge, A, = Bz, A, = A, = 0, this
function can be sought in the form

W(r) = ei(kzx+kyy)@<z) 7 (4.66)

where ¢(z) satisfies the equation
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Fig. 4.9. Effective electron mass related to the free electron mass in the lowest
miniband el in GaAs/Al,Gai_,As SL with a = 80 A, b ~ 20 A vs. composition
x. The experimental data were obtained from a cyclotron resonance study. Circles,
the normal mass m; = m..; triangles, the in-plane mass m; = mgyz = myy. The
calculations performed for the boundary conditions (4.65) and (2.10) are displayed
by shaded areas. The curves bounding these areas correspond to the conduction-
band offset V' = 0.65AE, (top curve) and V = 0.61AE, (bottom curve). From [4.15].

h? eB \’ 5

Here the notations z,y, z are used instead of x1,zo,x3, V(2) is the super-
structure potential, and the effective mass m* is allowed to be different in
the well and barrier materials. The position of the cyclotron orbit 29 = kA%
is a good quantum number. In the limit A\p, = (me/m)Y*\p > d, the
Landau levels are flat, i.e., they have the same energy for all values of zy. At

olz) - ( d 1 d)¢<z>+v<z>so<z> _ Be(z).

dz 2m* dz




4.4 Infrared Reflection from Quantum Wells and Superlattices 199

higher fields, as the cyclotron energy approaches the miniband width, Ap .
and d become comparable and the interlevel energy spacing as a function of
B tends to saturate. Simultaneously, the Landau levels develop dispersion,
and the resonant absorption spectrum broadens [4.17].

4.4 Infrared Reflection from Quantum Wells and
Superlattices

Optical phonon modes dominate the infrared absorption and spectroscopic
ellipsometry in undoped bulk semiconductors and multi-layered heterostruc-
tures. Infrared reflectance can be used as a simple, contactless and nonde-
structive, characterization technique to provide the information on the thick-
nesses of the various layers, alloy composition, phonon frequencies and broad-
ening parameters. We consider here the infrared reflection spectroscopy from
an undoped SL and its description in the effective-medium dielectric function
model.

For a crystal of cubic symmetry with two different atoms in the unit cell,
the dielectric function in the infrared region can be represented in the form

Q% —w? =2l w
ZE )
* 02— w? - 2w

e(w) = (4.67)
where (27, and {27 are the resonance frequencies of the LO and TO phonon,
respectively, &, is the high-frequency dielectric constant, and Iy, I'7 are the
phonon damping rates. In general, I', # I’ but usually these constants are
assumed to coincide.

Let a SL consist of alternating layers of semiconductors A and B with the
isotropic dielectric functions s (w) and eep(w), described by (4.67) with a
given set of parameters &%°, {271, {211 for the layer A, and s, {272, {212 for
the layer B. For simplicity, in the main part of this section, we neglect the
phonon damping. For an arbitrary relation between the light wavelength and
the SL period d = a+b, one needs to use the straightforward treatment of the
normal light waves in a periodic medium presented in Chap. 2. If the light
wavelength is large compared to the SL period d = a + b, then, according to
(2.132), the SL may be treated as a homogeneous uniaxial medium with two
linearly independent components of the dielectric tensor,

eA(w)a + @p(w)db
a+b ’

(a4 b)as(w)ap(w)

A (w)b+ ep(w)a

| (W) = gy = Byy = (4.68)

| (w) = e, =

The function 2, (w) has poles at the points w = wp1,wre and the function
2 (w) has zeros at the points w = wp1,wrs. Denoting the zeroes of the
function
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ea(w)a + @ep(w)db
by wi 1,w] 2 and those of the function

sea(w)b+ ep(w)a

by w 1,w),2 we can represent the frequency dependence of the components
(4.68) in a factorized form

Ot G e 6
2o (w) = af® oo (027, —w?)(022, — w?) :
@y -, e

where o) )50 500
ela+ ® a+b)ey e
a+b &b+ xeya
Note that in a SL with layers of equal thicknesses, a = b, the frequencies w ;
and wj| ; coincide.

In a uniaxial medium, solutions of the Maxwell equations split into ordi-
nary and extraordinary waves. For the ordinary waves (s- or TE-polarization),
the electric vector E is perpendicular to the plane containing the light wave
vector g and the principal axis. The dispersion equation has the form

= (2 i

For the extraordinary waves (p- or TM-polarization), the vector E lies in the
plane (q, z), and the dispersion equation is

2 (w)? @) (w)e)(w)
¢ = (c) @ (w) cos? 0 + e (w)sin® 60’

where 6 is the angle between g and z. For the reflection coefficient from the
boundary between the vacuum and semi-infinite SL, one obtains

1- 7,

Ru:|ru|27ru:1+ﬁ
o

)

where the index p = s, p indicates the polarization of the incident wave,

1/2
(&L — sin? 90) 1/2 _ 1 <%| — sin? 9(]) / (4.71)

Ng = n
cos 6 PP cos b &)
and 6 is the external angle of incidence.

If a SL is finite and grown on a substrate with an isotropic dielectric
constant &g, one has to take into account the light reflection at the boundary
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Fig. 4.10. Theoretical (solid) and experimental (dotted) infrared reflectance spectra
under oblique incidence with the 6y = 45° for the s-polarized (a) and p-polarized
(b) light. The strong peak at 270 cm™! is the GaAs TO mode. From [4.18].

‘SL — substrate’ and interference of waves reflected from the external and
internal SL boundaries. If the substrate is thick enough in order to neglect
the reflection from its back face, we obtain for the reflection coefficients r,
and r, [4.18]

(4.72)

Ty =

(1= ) cos @, — i ("2 — 7, ) sin @,
m
)sin@,

(14 7ip,,) cos b, — i (”ﬂ”—; + 7

Here
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. 1/2 . 1/2
B (aeb — sin? 90) / B (aeb — sin? 90) /
Np,s = y Npp = ;
cos by aey, cos By
1/2
w .9 \1/2 w . 9 x| /
b, =—L (aeL — sin 90) , p=—L (3e|| — sin 90) — ,

c c ®

I

and L is the SL thickness. Figure 4.10 shows reflectance spectra of a
GaAs/AlAs SL grown on a GaAs substrate measured and analyzed by
Lou et al. [4.18] It should be noted that the solid-solution layer in a
GaAs/Al,Ga;_,As SL with  # 0,1 (or in any other similar zinc-blende-
lattice SL) contains two optical modes associated with the vibrations of the
Ga—As and Al-As atomic pair, and

- (.(2%71 —w? - QiFL,lw)(Qiz —w? = 21Ty, sw) 473
$B(W) % (‘Q%,l —w?— 21FT’1W)(Q%’2 —w? - QiFT,gw) ' ( ' )

Here a7 is close to the average
(1 — x)aoo (GaAs) + zaso (AlAs)

and {271, {272 are close to the transverse optical vibrational frequencies 268
cm~! and 362 cm~! in homogeneous GaAs and AlAs, respectively. For il-
lustration, the parameters for the solid solution Aly3Gag.7As derived from
comparison of experimental and theoretical normal-reflection spectra are as
follows [4.19]: 271 = 265.2 cm™!, 27,7 = 278.3 cm™!, Q75 = 360.2 cm ™1,
22 =379.1 cm ™1, I'rq =432 cm™1, I't, =3.07 cm™1, I'ro=6.05 cm™1,
I'po=471cm™!, &% = 10.16.

The above approach can be readily extended to consider the vibrational
spectra of wurtzite-lattice SLs grown along the hexagonal axis, for example,
CdSe/CdS [4.20] or GaN/AIN [4.21] SLs. We recall that the wurtzite crystals
belong to the symmetry group Cg,. For this lattice, the group theory predicts
one A; and one E; type optical phonon modes that are Raman and infrared
active, two Eo modes which are Raman active and two B inactive modes.
Within each layer, A or B, the dielectric tensor is characterized by two linearly
independent components
Q%,L —w? - 2y, w

) (w) =]

Q%J_—w2—2iFT’J_w’

2 2 _ o
QL,H w* =2l w

2 2 _ o
“QT,H w? =2l w

SSH(W) = aeﬁo

with the parameters dependent on A or B. The effective dielectric tensor in
a short-period SL is given by (4.68) where the components a,, = &, are
expressed in terms of &a |, ep | whereas @, , is related to &, | and ap ).
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Light is sweet,
and it pleases the eyes to see the sun.

FEcclesiastes 11: 7

The light of the righteous shines brightly,
but the lamp of the wicked is snuffed out.

Proverbs 13: 9

Luminescence, or fluorescence, is an efficient tool to study the excited elec-
tronic states in solids. Since the luminescence intensity is determined both
by the population of the excited states and the optical-transition probabili-
ties, luminescence, in many cases, offers an advantage in analyzing the fine
structure of excited states, which does not show up in absorption or reflec-
tion spectra. Moreover, it provides the possibility to investigate the kinetics
of population and relaxation of the excited states. By studying the lumi-
nescence for different populations of the electronic states, one can examine
effects of electron-electron interaction on electronic spectra.

In the present chapter we pay attention to PhotoLuminescence (PL), i.e.,
to emission of radiation induced by the optical excitation of a sample by us-
ing an external source of light. The conventional PL spectroscopy is based on
measurements of secondary-emission spectrum at fixed parameters of the pri-
mary radiation. In this set-up the measured spectrum is mainly determined
by the oscillator strength and lifetime of the radiative states with the energies
lying close to the fundamental absorption edge and, indirectly, by processes
of energy relaxation of "hot” excited states. In another technique known as
PhotoLuminescence Excitation (PLE) spectroscopy the spectrometer is set
to detect emission of a particular photon energy from the sample. The inten-
sity of this emission is recorded as a function of the excitation photon energy.
PLE spectra give information about the oscillator strength and the density
of states above the fundamental absorption edge but not about their lifetime.
Photoluminescence of semiconductor nanostructures has its own specific fea-
tures which will be successively considered in the following sections.

5.1 Mechanisms of Photoluminescence

In semiconductors, depending on the character of the radiative transition, one
distinguishes between intrinsic, extrinsic and exciton luminescence. Intrinsic,
or band-to-band, luminescence is connected with the recombination of free
electrons and holes. Extrinsic or impurity luminescence originates from the
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radiative recombination of free electrons with holes bound to acceptors, or of
free holes with bound-to-donor electrons, the so-called bound-to-free emission,
as well as from radiative donor-acceptor recombination and optical transitions
between the levels of the same impurity center. Exciton luminescence appears
due to the recombination of free, impurity-bound or localized excitons. Other
exciton-related mechanisms of light emission are exciton-polariton, biexciton
(or multi-exciton) and trion luminescence. If the kinetic energy of the free car-
riers or excitons involved in recombination exceeds substantially the thermal
energy, such light emission is called hot luminescence.

Low-temperature luminescence of undoped QW structures is attributed
to radiative recombination of excitons localized by interface microroughness,
substitutional alloy disorder, or both. The fluctuations in the well width and
alloy composition modulate the local 2D potential giving rise to localized
states forming the exciton-band tail. If the exciton hopping is ineffective the
PL lineshape is governed by the density of localized states. In the multiple
hopping regime to be considered in the next section, the population of the
exciton-band tail and, hence, the PL spectrum are being formed as a result
of competition between exciton recombination and acoustic-phonon-assisted
transfer from higher- to lower-energy localized sites. The same holds true for
QWR structures even more so because in this case the width of a nanoobject
fluctuates in two dimensions.

At higher temperatures excitons are delocalized and characterized by
the quasi-equilibrium distribution function f(K) = Cexp (—=h*K?/2MkgT),
where K is the d-dimensional wave vector, d = 2 for QWs and d = 1 for
QWRs, the normalization coefficient C' is proportional to T%2N, N is the
exciton density. The PL decay time is given by

o1 Jd'K 771 (K) f(K)
PL [diK f(K) ’

(5.1)

where 7,.(K) = [2I(K)] ! is the exciton radiative lifetime. Bearing in mind
that only excitons with K < (wg/c)ny can emit photons while those with
K > (wo/c)ny are “dark” (Sect. 3.1.1) one can derive the following equation
for the inverse decay time

=1 f(o)fddKTr_l(K)
PET [dUK f(K)

ox T2 (5.2)

Here we assumed that the exciton thermal wave vector Kr = (2MkpT/h?)'/?
considerably exceeds a value of the light wave vector (wo/c)ny.

Gershoni et al. used the temperature dependence of the PL decay time
as an unambiguous signature of a 1D- or 2D-system [5.1]. They performed
measurements of PL transients in GaAs/Al;_,Ga,As QWs and nanometer-
scale QWRs. The latter were prepared by cleaved-edge epitaxial overgrowth.
In the temperature range 10-90 K the PL decay times followed roughly a
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temperature power-law dependence, 7pr(T) = AT?. The best-fitted slope
3 obtained for the 80-A QW was 1.0540.1 whereas, for the 34-A and 80-A
strain-induced QWRs, the slopes were 0.440.1 and 0.334+0.1 in reasonable
agreement with theoretical prediction g = 1 for a QW and 8 = 0.5 for a
QWR, see (5.2).

5.2 Emission Spectra of Localized Excitons

5.2.1 Stokes Shift of the Low-Temperature Photoluminescence
Peak

The PL spectral peak from undoped QW or QWR structures at low tem-
peratures is usually red-shifted with respect to the peak in absorption or
PLE spectra. This so-called Stokes shift is explained taking into account
that the excitation spectrum is dominated by optical transitions to extended
free-exciton states, while the low-temperature PL arises from radiative re-
combination of localized excitons. In this subsection we outline the main
features of the theory describing the low-temperature multi-hopping relax-
ation of localized excitons and discuss experiments on cw and time-resolved
PL spectroscopy. Theoretically, the key problem for the multi-hopping regime
is a description of excitonic kinetics making allowance for a wide scatter in
the intersite times because of the random spatial distribution of the sites.

Let us consider the temporal evolution of the PL peak under the pulsed
optical excitation of a QW or QWR. Hereafter, to denote the localized states,
we use the localization energy ¢ instead of the exciton excitation energy

E=Ey—¢, (5.3)

where FEj is the mobility edge separating the extended and localized states.
To minimize the number of parameters entering into the theory we assume a
simplified model with the following properties:

(1) The density of localized-exciton states, g(g), decays exponentially with
increasing the localization energy

g(e) = goexp (—¢/eo) , (5.4)

where gg and ¢ are constants.

(2) Let w(e,&’,r) be the exciton hopping transfer rate for the transition
e — &’ between the localization sites separated by a distance r. The temper-
ature is set to zero and the probability of such a hopping is nonzero only if
g’ > e (or E > E'). Therefore, one can write

w(e, e ,r) =0( —¢e) wp(r), (5.5)

where 6(x) is the Heaviside step function.
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(3) The rate w(r) is independent of € and ¢’, and decays exponentially
with increasing the separation

wy (1) = wo e 2L (5.6)

because, for a localized exciton, the envelope wave function exhibits an expo-
nential asymptotic behavior, ¥(R) — R1~9/2exp (~R/L), where L is the
localization length and d is the space dimensionality.

(4) The localized-exciton recombination time 7 is independent of e.

The pulsed interband optical excitation of the structure is followed by
fast energy relaxation of photocreated electrons and holes to the bottom of
conduction band and top of the valence band, binding of the photoelectrons
and photoholes into free excitons and the free-exciton initial localization. In
the multiple-trapping process, the excitons with small values of € hop to the
deeper states with larger localization energies and the PL peak red-shifts in
time. We shall analyze the temporal evolution of the PL peak by using quite
general physical considerations.

According to (5.4), the concentration of sites with the localization energy
exceeding ¢ is given by

p(e) =/ de’ g(e') = gocoe /% . (5.7)

It follows then that the average distance, 7., between the localization sites
with &/ > ¢ can be estimated from the condition to find in the circle of the
radius 7., on the average, one of such centers of localization. This is equivalent
to the equation

Va(re)p(e) =1, (5.8)

where Vy(r) is the volume of the sphere of radius r in the d-dimensional space
AT 5 2

Vs(r) = 5%, Va(r) =mr®, Va(r) = 2r. (5.9)

An exciton trapped onto the site ¢ hops within the distance 7.. The life-
time with respect to the hopping is given by

7. = wy, H(Fe) = wy te? /L (5.10)

The PL peak position Fpnax = FE — emax at the delay time ¢ follow-
ing the pulsed photoexcitation is found from the evident relation 7., =
wgl exp (27./L) =t, or

Emax(t) = g0 In | goeoVa(L/2) In? (wot)} =degInln (wot) + A, (5.11)

where the constant A = ¢ 1n [goeoVa(L/2)]. Therefore, for localized excitons,
the time-dependent Stokes shift is described by the double logarithmic law.
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Using the same line of reasoning one can come to the conclusion that,
under the cw photoexcitation above the mobility edge, the position of the
PL peak is determined by (5.11) where the time ¢ is replaced by the exciton
recombination lifetime

ent e =deonln (woemp) + A. (5.12)

Now we obtain the same result in the frame of a more rigorous kinetic
theory. We proceed from the approximation of optimal hopping transfers.
This means that an exciton localized at any site O is allowed to hop to
a lower-energy site O’ characterized by the maximum value of w(e,e’,r),
see (5.5), for a given microscopic configuration near the site O. Then we
can label every excitonic state by two parameters: the localization energy e
and distance 7 to the nearest site with the localization energy & > e. The
acoustic-phonon-assisted hopping of localized excitons is described by the
kinetic equation

(% 1) fen )+ Lols) =IO, (5.13)

Here f(e,r) is the population, or occupancy, of the state (e,7), I'©)(¢) is the
generation rate at level € due to phonon-assisted transitions from extended
excitonic states (or under resonant optical excitation), and the intersite trans-
fer term I, ,.{f} is an analogue of the collision integral in the conventional
Boltzmann equation. In the approximation of optimal hopping it has the form

IE,T{f} = wh(r) f(E,T', t) (5.14)

g o0

—/dal/drl 9(e1) P, (r) wp(r1) f(e1,m1,1) .

p(e1)
0 0

The first term on the right-hand side describes the hopping down from the
state (e,r) while the second term accounts the rate for hopping to this par-
ticular state from the higher localized states with &1 < e. The function P (r)
is the distribution of the optimal neighbors in energy and space. For an un-
correlated system of localized sites it can be presented as

Po(r) = p(e)Sa(r) exp [=Va(r)p(e)] - (5.15)
Here S4(r) = dVy(r)/dr is the area of the generalized sphere
Sy =dnr? | Sy =2mr, S1 =2. (5.16)

Note that, for the exponential density of states defined in (5.4), the ratio

g(e1)/p(e1) equals to 5"
An exciton localized in the state ¢ emits a photon of the energy
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hw=Fg—c¢. (5.17)
Therefore, the PL spectral intensity, I(w), is proportional to the exciton

energy distribution function, N(¢) = N(Ey — fw), related with f(e,r) and
Pe(r) by

N@w=m@/dﬂuMﬂam.
0

Note that, as soon as 7y is independent of €, the integral intensity of PL
radiation decays exponentially according to

J(t) = / I(w, 1) dw = J(0) o=t/ (5.18)
where I(w,t) is the spectral intensity at the time ¢.

Let us introduce the total generation rate I'(g) at the level ¢ including
the income from both delocalized (extended) and localized states

Ie)=1r" +/Ci—501/dr1 P (r) wi(r1) fle1,m1) . (5.19)
0 0

Using the same assumptions as in deriving (5.11, 5.12), we neglect the de-
pendence of 7o, I'®) and wp(r) on €. In the steady-state regime the time
derivative in (5.13) vanishes and the occupancy f(e,r) is time-independent.
Then (5.13) can be rewritten as

[i+wmﬂf@m=r@, (5.20)

70

or re)

7o wn(r)

fle,r) = (5.21)

Substituting the latter expression into (5.19) an integral equation containing
only I'(e) is obtained

I'e)=10 +/d€—?F(51)Wh(51), (5.22)
0

where W), (¢) is the probability that the exciton in the state & prefers to hop
down rather than to recombine. It is defined by

wy(r)

vw@:/mam
0
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Differentiating (5.22) over € we come to the equation

d ~ Wh(e)
T(e) = :—0 I'(e).

Its solution with the boundary condition I'(0) = I'©)| see (5.19), is given by
[ d
r(e) = I'® exp / Cl )| (5.23)
0
From this equation and (5.21) we finally arrive at

(0)
f(w)= iwh / LWi(er)] - (5.24)

Further simplifications are possible following the approximate replace-

ment of the ratio
wh ()

75 "+ wh(r)

by the step function 6(7 —r), where the critical radius 7 satisfies the condition

1 L
wp(F)=— or 7= —1In(wyTy), (5.25)
T0 2
and the ratio .
_ T g wa()
7o !+ wa(r) 7 '+ wp(r)

by 1 —0(7 —r) = 8(r — 7). Then we successively obtain for the probability to

hop
~ /drPE(r) =1—eXE)
0

€

I'(e) ~ 'Y exp /@ (1 - eX(El))

€o
0

the total generation rate

and the occupancy
fle,r) = O0(r — 7)ol (e),

where
X(e) = p(e)Va(F). (5.26)

As a result, the energy distribution function can be simplified to
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N(e) = F(O)Tog /drP T) exp /?Wh(sl)
0

dey
=TI'Orngoexp | —— — X (e /— — 51))
€
0

The PL peak position, wnax, is found from fwmax = Fo — max With emax
being a root of the equation dIn N(¢)/de = 0 or, in the explicit form,

il SR () ) =0
€0 de * €0 ( ¢ )

which reduces to the transcendental equation
X=ec* (5.27)

that has a single solution X ~ 0.567. According to (5.26), the position of the
PL peak is given by p(e&% YVu(7) = X or, explicitly,

e = eoln[goeoVa(7)] + Xeg = dlnln (woro) + A + Xeo , (5.28)
where the constant A was introduced in (5.11). This result can formally be
obtained from the approximate equation (5.12) just by adding the constant
Xeg. It is worth to stress that the kinetic theory allows not only to find the
peak position but also to calculate the PL spectral shape.

Adding the time derivative to the kinetic equation one can solve various
time-dependent problems. Golub et al. [5.2] numerically calculated the time-
resolved PL spectra assuming that a nanostructure is excited by a short pulse
and, at the initial moment ¢ = 0, all the localized states (e,r) are equally
populated, f(e,r,t = 0) = const. At very short times the spectral intensity
I(w) repeats the density of states, I(w) x g(Ey — fw), and is monotonic. For
times

t > wy texp [p(O)Vd(L/2)_1/d}

the PL maximum shifts from the mobility edge and moves continuously into
the band gap with increasing ¢. The numerical results obtained for a QW
structure (d = 2) are well described by the dependence

Emax(t) = o{ln [No In*(wot)] + X'}, (5.29)

where Ny = gogom(L/2)?, X’ is a constant slightly differing from X and
weakly dependent on Ny and wg7p. One can see that (5.29) differs by a con-
stant term g9 X’ from (5.11) taken for d = 2.

Equations (5.28, 5.29) can be presented in the equivalent form

et = g0 {In [NoIn?(womo)] + X} (5.30)
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Emax(t) = eqax + €0 (2 In 1?;0:0 +X' - X)
more convenient for comparison between theory and experiment on 2D sys-
tems.

According to (5.17, 5.30) the simplest theory of localized-exciton energy
relaxation contains five parameters: Fy, g, No,wq, 7o and, additionally, the
sixth parameter X’ — X. The recombination lifetime 7y can be found by mea-
suring the PL integral intensity J as a function of time delay and comparing
the observed dependence with (5.18). A single-exponential character of the
decay J(t) is of a crucial importance: linear variation of InJ(t) with time
serves as the main reason for assuming 7y to be energy-independent. The
mobility edge Ey can be found from the peak position of the absorption or
PLE spectrum. This allows to relate the emitted photon energy Aw to the
localization energy ¢ = Ey — hw, see (5.17). A value of ¢ is found from
the Stokes shift of the cw PL spectral peak with respect to Ey. This imposes
one condition on three parameters, €g,wy and Ng. The final choice of these
parameters is made from fitting both the experimental curve e, (¢) and PL
spectral shape I(w,t).

For the purposes of illustration, Figs. 5.1 and 5.2 show the time evolu-
tion emax(t) and cw spectrum of low-temperature PL measured at T = 2 K
from a 20A-thick Znp gCdp.2Se/ZnSe QW. Other experimental data including
the time-resolved PL integral intensity J(t), time-resolved spectral intensity
I(w,t) for several frequencies w and spectra I(w,t) at different delay times
t are presented in [5.3]. The best fit parameters are 79 = 170 ps, €% = 13
meV, gg = 8 meV, wy = 103 s7!, Ny = 0.053. Note that for this set of
parameters the correction X’ — X in (5.30) equals to ~ 0.18.

It should be noted that in the transfer term (5.14) we neglect the spatial
correlation between two successive hops related to a non-Markovian nature
of the hopping processes. An existence of the correlation can be explained
by considering the nth and the (n + 1)th hops, respectively, from site r,_1
to r, and from site 7, to r,41 (n > 1). Since we take into account only
hops to the optimal neighbors then, for the given configuration of sites, the
site 7,41 certainly lies outside the sphere Vj of radius |r,, — 7,_1| centered
at r,_1. Otherwise the exciton would have jumped directly from r,_; to
7,41 avoiding the site r,,. Thus, the straightforward theory must exclude the
possibility of hopping into this sphere from the site 7,,, see details in [5.2]. The
dotted curve in Fig. 5.2 is calculated by making allowance for the correlation
between successive hops. One can see no remarkable deviation from the theory
disregarding the non-Markovian correlation (dashed curve).

5.2.2 Nonmonotoneous Behavior of the Stokes Shift with
Temperature

Baranovskii et al. [5.4] used the Monte-Carlo simulation procedure to model
the same scenario of multi-hopping relaxations of localized excitons and, for
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Fig. 5.1. The temporal shift of the PL peak measured at T = 2 K in the 20 A
Zno.sCdo.2Se/ZnSe QW and calculated from (5.30) with the values of parameters
indicated in the text. The dashed horizontal line indicates the position of the PL
peak under steady-state excitation. [5.3]

the identical set of parameters, obtained an excellent agreement between
the simulation and the kinetic analytical theory represented by (5.14, 5.22).
They employed a similar simulation technique for finite temperatures and
confirmed the non-monotonous temperature dependence of the cw PL max-
imum demonstrated previously by Zimmermann et al. [5.5]. Physically, this
curious phenomenon can be interpreted taking into account that, at T = 0,
the PL is dominated by excitons finding themselves on accidentally isolated
localization sites acting as pores. For such sites, or traps, the lifetime with
respect to hopping down to the nearest lower-energy neighbor exceeds the
recombination time. At low, but finite temperatures, an exciton trapped by
an effective pore has an opportunity for further energy relaxation by hopping
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Fig. 5.2. Comparison of the experimental time-integrated PL spectrum (solid)
with the steady-state PL spectrum calculated neglecting (dashed) and taking into
account (dotted) the correlation between successive hops. [5.3]

first up to the nearest higher-energy neighbor and then down to a deeper-
energy site.

To illustrate and make the physics of the PL-peak temperature shift more
transparent, let us consider three sites O, O’ and O; with the localization
energies ¢,¢’,¢1 (¢/ < € < £1) assuming the initial exciton generation to occur
only to the site O. Then the steady-state occupancies f, f', f1 of these three
sites satisfy the following set of rate equations
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(15 ' +woro +wo,0)f —woor f =To,
(75" + wo,0r +woor) f' —worof =0,
7o ' fi —wo,0f —wo,0rf = 0.

Here Iy is the generation rate to the site O, w,g is the hopping rate for the
acoustic-phonon assisted transition from site § to the site «, and the upward
transitions O; — O and O; — O’ are ignored. If the site O is a pore at
zero temperature then wop,0 < 70_1. Let site O’ be the optimal at T # 0
with respect to O, which means that woo > wo,0. Site O; is assumed to
satisfy the condition wo,0’ > woor. It can be shown that, under the above
assumptions and for woro > 7 ', the ratio f1/(f+ f') is given approximately
by the product pwo o. At T = 0, i.e., for vanishing wo-o, this ratio is equal
to Towo, o which is small as compared with Tgworo. Thus, the average exciton
energy indeed shifts downwards (the localization energy shifts upwards) with
allowance made for the effective relaxation channel O — O’ — O;.

Here we generalize the kinetic theory presented in the previous subsection
from zero to finite temperatures [5.6]. We use the Miller-Abrahams expression

e—¢

kT

2
w(e, &', r) = wpexp _fr —0(e—¢€) (5.31)

for the hopping transition rate between the sites € and &' separated by the
distance r. In the limit 7' — 0 this expression reduces to (5.6). In the light of
(5.31) we characterize each localized-exciton state by three parameters ¢, ¢’
and r, where ¢ is the localization energy for a given site, while ¢’ and r are the
localization energy and the distance to an optimal site with the maximum
value of w(e, &', r) in the given local configuration. The probability to occupy
such a state is denoted by f(e,&’,r). The energy distribution N(g) which
determines the photoluminescence spectral intensity, I(w) < N(Ey — hw), is
related to f(e,e’,r) by

N(e) = g(e) /O e /O T AP ) fe ) | (5.32)

where P.(¢/,r) is the distribution of optimal neighbors. In the following we
restrict the consideration to 2D systems. Then, for uncorrelated localized
sites distributed in the 2D space, one can write instead of (5.15)

P.(¢',r) =2nrg(e") exp[-Ul(e, &', 7)] , (5.33)

Ule,e,r) = / / desdry 275 g(22) | (5.34)
Q
the integration is performed over the area (2 in the (g2, 72) space, where

w(e, e2,m2) > w(e, e’ ,r) .
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If the correlation between the successive hopping processes is ignored the
kinetic equation for f(e,&’,r) under the cw photoexcitation has the form

L fee i)+ Lo {f) = TO) (5.35)

To
similar to (5.13) but with the modified transfer term
Lo Af =w(e e r) fle,e,r) (5.36)
/ /0 deydry —)) Pey(e,m1) w(er,e,m1) fler,e,m1)
In the limit of zero temperature one has, respectively,

w(e, &', r) = w(r)f(e —e) = wo exp(=2r/L) (' —¢),

r oy 9(E)
P.(e',r) = e P.(r)0(e' —¢)
e = Lo ).

and (5.35) reduces to (5.20).

Figure 5.3 compares the results of calculation with the PL experimental
data obtained in a cubic CdS/ZnSe 19A/19A SL in the temperature range
5-35 K. The circles (experiment) and curves (theory) show the purely kinetic
contribution to the PL-peak shift

AEpax (T) = hwmax (T) — hwmax(0) — 0E,4(T) , (5.37)

where wmax(T') is the spectral position of the PL maximum at the temper-
ature T, dE4(T) is the non-kinetic shift which appears due to temperature
variation of the SL band gap and is found from the micro-PL spectra, see
the next subsection. The solid curve in Fig. 5.3 is the result of computer sim-
ulation, the dashed curve was obtained by numerically solving (5.35, 5.36).
In order to qualitatively take into account the inhomogeneous broadening,
the theoretical spectra I(w, Ey) calculated for a fixed value of the exciton
mobility edge Ey were convoluted with a Gaussian

J(ﬁw) X /dEO F(EO — Eo)J()(EO — hw) 5

\fA B (Eoonf

The dimensionless parameters chosen to calculate the PL spectra are as fol-
lows: womo = 103 and Ny = goeom(L/2)? = 0.4. The inhomogeneous broaden-
ing was described by a Gaussian with A = 2 gy. At zero temperature the PL

F(Ey — Ey) = exp
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Fig. 5.3. Temperature dependence of the PL-peak shift in a 19 A/19 A CdS/ZnSe
SL. The shift is defined in accordance with (5.37) and normalized to the low-
temperature PL Stokes shift of 18 meV. Full circles, experiment; full curve, com-
puter simulation; broken curve, kinetic theory. [5.6]

peak occurred at epmax = Fo — wmax = 3.53 €9. The Stokes shift €5 was
estimated from the energy difference between the PL and PLE maxima to
be 18 meV. From the PL Stokes shift a value of (18/3.53) meV or ~ 5 meV
was obtained for £9. One can see that the simulated PL shift AE,.,(T) and

that calculated by using the kinetic theory are in good agreement.

5.2.3 Micro-Photoluminescence Spectroscopy

Usually optical studies of nanostructures, including those presented in Figs.
5.1-5.3, are carried out by illuminating macroscopic sample areas. This
macro-PL probes large ensembles of localized sites in QWs or QWRs and
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QDs in quantum-dot arrays. In this case narrow spectral features of indi-
vidual quasi-0D excitons are hidden in PL spectral peaks inhomogeneously
broadened and smoothed. At present, in PL or catodoluminescence spec-
troscopy, it has become possible to probe only a few localized sites or dots
using a micrometer and even submicrometer spatial-resolution technique and
combining it with high spectral and temporal resolution [5.7-5.10]. This can
be achieved either by reducing the size of the laser spot on the sample or
by reducing the area of the sample, e.g., by opening a series of apertures
in an opaque metal film deposited on the surface of semiconductor nanos-
tructure [5.11, 5.12]. Novel techniques have been developed that have led
to the measurements of the Raman scattering, optically-detected nuclear-
magnetic-resonance and nonlinear-optical microscopical spectra of individual
0D excitons, in addition to the micro-PL spectra.

Figure 5.4 shows three selected micro-PL spectra taken with a spa-
tial resolution of ~ 1 ym and recorded at different temperatures from the
CdS/ZnSe 19A/19A SL used to measure the temperature shift of macro-PL
peak (Fig. 5.3). The spectra are normalized with respect to the PL-intensity
maximum and shifted vertically against each other for clarity. In addition to
a broad PL background, a structure of narrow superimposed lines is observed
with the full-width half-magnitude of 300 ueV. These lines show up due to
the radiative recombination of strongly localized excitons forming quasi-0D
states. Above 35 K, the narrow line emission is hardly observable, indicating
enhanced delocalization of excitons. Within the experimental accuracy, the
shift of the line positions with increasing temperature is identical for all the
lines and corresponds to the temperature-induced shift of the SL band gap
0E4 deducted in (5.37) in order to define a purely kinetic change, AEp,ax, in
the PL-peak shift. The shifts §E4(T) for T=5 K and T=35 K differ by —1.4
meV. As one can see from Fig. 5.3, with the temperature increasing from 5
to 35 K, macro-PL spectra show a more pronounced red shift of the emission
peak (—3.5 meV). This effect, also seen for the envelope of the micro-PL
spectra, is clear evidence in favor of phonon-assisted exciton multi-hopping
to deeper localized states, described in the previous subsection.

In Fig. 5.5, the results of a computer simulation of micro-PL spectra are
displayed. For the simulation 50 subsystems were taken each containing 1000
localized-exciton sites randomly distributed with equal probabilities in the
2D space within a square area and with weight g(¢). The exciton mobility
edge in each subsystem was chosen randomly in accordance with the Gaus-
sian distribution. The spectra were calculated for the same configuration of
localized sites but for different temperatures, kT = 0, 0.4¢¢ and 0.8¢y. The
parameters of the theory are the same as those used to calculate the macro-
PL spectra and the temperature dependence of AF,,,, presented in Fig. 5.3
by solid line. The simulated PL spectrum is calculated as the sum

£ Ao - ™)
1

M n
I(w) =

m=1 1
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Fig. 5.4. Temperature dependent u-PL spectra (spatial resolution ~ 1 um) taken
from a 19 A/19 A CdS/ZnSe SL. [5.6]

2.26

where the index m enumerates the subsystems from 1 to M = 50, wgm) is

the resonance frequency of the i-th localized-exciton state (1 < ¢ < 1000) in
the m-th subsystem, fi(m) is the occupation number of the states (m, ), and
the function A(f2) describes the homogeneous broadening of a single line. Tt
is taken in the Lorentzian form

g
A= e

3=

with v being equal to 0.02¢ /.

In agreement with the experiment, a smooth spectral background can
be seen in Fig. 5.4, reflecting the macro-PL spectrum, with a set of narrow
lines corresponding to individual contributions of localized sites. Varying the
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Fig. 5.5. u-PL spectra computer-simulated for three different temperatures. [5.6]

temperature leads to exciton redistribution over the localization sites and,
therefore, to changes in the intensities of the narrow lines and to evolution
of the PL background. Since the band gaps are kept constant in the simu-
lation procedure, the energy positions of the individual narrow lines remain
unchanged.

5.2.4 Excitons in Quantum Wells Containing Free Carriers

Doping of QW structures can be unintentional, homogeneous, or selective.
Selectively- or modulation-doped quantum well is a heterostructure in which
a layer of donors (or acceptors) is introduced within the barrier region. The
spatial separation between these donors and the 2D gas of electrons (or holes)
formed in the well, strongly inhibits carrier scattering. The flexibility in the
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choice of the structure parameters, such as the spacer width, doping con-
centration, etc., allows one to obtain a 2D electron gas (2DEG) with widely
varying properties. Applying a gate voltage enables one to alter the sys-
tem from a high-density quasi-metallic 2DEG to a low-density noninteract-
ing one. In another method to study the system of coexisting excitons and
2D-carrier gas, the latter is generated by photoexciting the structure above
the band gap and its density is controlled by the excitation intensity. At a
large electron density the excitons are suppressed due to the screening and
band-filling effects. When the electrons are removed from the well, an ex-
citon line is gradually restored in the optical spectra. We discuss here two
problems related to excitons localized in modulation-doped QWs, namely lo-
calized trions (see, e.g., [5.13,5.14]) and scattering of free carriers by localized
excitons [5.15,5.16].

Although extensive work has been carried out on the 2D trions X, in
many of these studies a recurrent and controversial question keeps arising
from time to time: how localized are the trion states and how does confine-
ment affect the Coulomb interaction. An existence of localized trion states
in modulation-doped GaAs/AlGaAs QWs was demonstrated by Finkelstein
et al. [5.13] who observed a correlation between the decrease of the conduc-
tivity and the appearance of excitons and trions as the electron density is
lowered. Another evidence of localized trions comes from comparison of the
theoretical and experimental binding energies of negatively charged exciton
X~ as a function of the well width a. Although the qualitative behavior
of the binding energy e, as a function of well width a agrees with theo-
retical predictions, values of e, for the narrow QWs is at least twice the
predicted value [5.17]. This discrepancy between theory and experiment is
likely a consequence of the localization of the trion due to QW width fluc-
tuations. Tischler et al. [5.14] have demonstrated single-trion spectroscopy
using high spatial resolution. They presented a comparative study of the fine
structure of single localized excitons and trions discussed in Sect. 5.4.1.

In addition to the formation of a three-particle bound state, negatively
or positively charged exciton, a free carrier and exciton can collide scattering
each other. In the quantum theory of scattering, the problem of ‘electron -
hydrogen atom’ scattering is next in simplicity to that concerning collisions
between two elementary particles. In the physics of semiconductors, similar
process is represented by scattering of a free electron or hole by Wannier-
Mott exciton. New aspects of this three-body problem were revealed in recent
studies of the ‘free carrier - exciton’ interaction in 2D systems, namely in
QW structures [5.18,5.19]. Of special interest is a problem of interaction
between localized excitons and free carriers photoexcited by an additional
above-gap radiation at low temperatures [5.15,5.20]. The theoretical aspects
of this particular problem were studied by Golub et al. [5.16]. Following this
study, we discuss the delocalization of localized excitons by free carriers in a
QW structure. We use the Born approximation, take into account that the
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incident and excitonic electrons are nondistinguishable and make allowance
for both direct and exchange processes.

We consider a collision process with a free quasi-2D electron and a lo-
calized exciton in the initial state, and a free (delocalized) exciton and an
electron of lower kinetic energy in the final state. Schematically the process
can be presented in the form

(Ko, s0) + (loc. exc., s5, m) — (K, sy) + (free exc., K, s%, m).

Here ko, k¢ are the wave vectors of the initial and scattered electron waves, K
is the free-exciton wave vector, and sg, s(, s, s} is the spin component +1/2
of the corresponding electron referred, say, to the structure principal axis
z; m is the hole spin index. Hereafter we neglect the electron-hole exchange
interaction which means that m is conserved in the collision process. The
vectors ko, ks, K satisfy the energy conservation law

kg _ Ik P
loc — 2me oM

5.38
2me ( )

where m., M are the in-plane electron and exciton effective masses, and Ejo
is the exciton localization energy.

Bearing in mind the electron nondistinguishability we write the wave func-
tion of the three-body system ‘electron + exciton’ as the Slater determinant

1 Yk s(7T1) Yk s(r2)
) = e ) e | O
where 3D vectors 71,79, 7, describe positions of the two electrons and the
hole, ¥ s(r) and wf;(%(re, rp,) are, respectively, the wave functions of a free
electron in the state (k,s) and of an exciton in the localized state j = loc
or the free state j = K. In the actual calculation the following approximate
wave functions are used

Ve s(re) = \/%eikpe oo(ze) |5) | (5.40)

Y (e, 1) = Fi(R)F(p) pe(2e) onlzn) |s'sm) .

Here |s) and |s';m) are the Bloch functions at the center of the Bril-
louin zone, @.(z.) and ¢,(z,) are the envelopes for the lowest electron
(el) and hole (hl) quantum-confined states, the variational function f(p) =
(2/7)Y/2a~ ' exp (—p/a) describes the relative electron-hole motion in the ex-
citon, a is the effective Bohr radius of the quasi-2D exciton in the 1s ground
state, p = |pe — prl, pe and pp are the 2D vectors (x.,y.) and (zp,yn),
R = (mepe + mppr)/M is the exciton in-plane center-of-mass and {2 is the
sample normalization area. The function F;(R) describes the translational
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motion of the exciton as a whole. In the initial state it is approximated by
the exponential function

2 R/

Eoc(R) = m e (541)
with L being the effective localization radius. The final state is represented
by the plane wave Fi (R) = 27/ exp(iKR).

In order to calculate the matrix element of the electron-exciton interaction

M= <k:f,sf;K,s}-,m|f]|k0,so;loc,86,m>

we start with the total three-body Hamiltonian H =T} + 15 + T, + V-2 +
Vi-h + Voo, + Ur + Uz + Up, where T stands for the kinetic energy operator,
V' is the Coulomb potential

e? e?

Vieo = Vien =

= T > Z:LQ 3
&lry — ra ( )

&elr; — 7y
@ is the dielectric constant of the medium, U is the superstructural potential.
It is worth to note that U contains as well the perturbation arising because
of the QW-width fluctuation and leading to the exciton localization.

In the band-structure model under consideration the electron orbital
motion is spin-independent and, therefore, it is possible to bring the matrix
element M into the form

VZA(SSfSO(Ss}S(/J—‘rB(O'SfSO'Uslfs()) , (5.42)
where o is the vector matrix with components being equal to the Pauli matri-
ces 04, 0y,0,. The coefficients A, B depend upon the wave vectors ko, ks, I
but are independent on the spin indices. These coefficients can be expressed
as

1 1
A=V + 5 Vi B = 3 VL (5.43)

via matrix elements for the direct and exchange collision processes in the case
where spins of the initial and excitonic electrons are antiparallel

ViLi = / drydradry iy, (r) 0 (o, 1) Vian g (r)0? (ra, 7).
(5.44)

Vit = */drld’f’zdrh%’;f (r2) ;XC)*("’la"'h)thwko (Tl)wl(fzc)(rmrh)~

Here we use the notation Vig, = Vi_g + Vi It follows from (5.42,5.43) that
the similar matrix element, V41 11, for the parallel spin configuration is given
by the sum Vi 1] + Vit1.11-

In the Born approximation the probability rate for delocalization of the
exciton (sg,m) by the sp-electron is expressed by
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27
w5 (Eo) = - > > VP O(Ef + Eexe — Eo + Bioc) - (5.45)
sy ,s’f ks, K
To simplify the writing we denote the kinetic energies h2k3 /2m.., h2k]2¢/ 2Me,
l2K? [2mexe by Eo, E¢ and Eexc, respectively. The total delocalization time,
7, can be written as 1/7 =Wy 5 ¢ + W_1/2 s, where

Weyy = 2 [ s, (o) 12, (E) 9., dEn. (5.46)

g5, = me/ (27h?) is the density of 2D-electron states with a fixed spin and
fs(E) is their energy distribution function. We assume the Boltzmann charac-
ter of the distribution: fs(E) = exp[(us — E)/kpT], where T is the effective
temperature which can be changed by microwave irradiation of the sam-
ple [5.20]. The chemical potential u is related to the 2D concentration, N,

of electrons with the spin s by the equation
N,
s=kpTlh| —— ) . 5.47
g pe <9§D k‘BT> (547)

In experiments the electron gas may be unpolarized (N1, = N_1/3) as well
as completely spin-polarized (Ny /o > N_1/9 or Nyjo < N_q/3).

Figure 5.6 illustrates results of the numerical calculation of the probability
rate ws, s (Ep) and the delocalization time Tso,s, performed assuming the
electron gas to be polarized and by applying (5.42, 5.45) for the configurations
s9 = —sj (curves 1) and sg = s(, (curves 2). The used parameters correspond
to the GaAs/AlGaAs QW structures: m, = 0.067mg, my, = 0.15mg, the Bohr
radius of the quasi-2D exciton @ = 100 A, the well width a = 75 A. A value of
L =180 A is chosen as the best fit to the envelope wave function calculated
in the method of free relaxation [5.21] for a circular island of monolayer-
high fluctuation of the QW width (the localization energy Ejo. = 2 meV is
obtained for the island radius 80 A). The envelopes ¢, (2), ¢n(z) in (5.40) are
approximated by the function (2/a)'/? cos(rwz/a).

The delocalization probability has a threshold in energy of the ingoing
electron: wy, (Eo) =0 if Ey < Ejoc. Near the threshold we can neglect the
dependence of the coefficients A, B on Ey and obtain

Wy, o (Eo) o< //dEf AdEexc 6(Ef 4+ Eoxc — Eo + Eioe) = Ey — Fioe . (5.48)

One can see from Fig. 5.6a that the linear dependence is a good approximation
up to Eg — Eloe = 0.5 meV. The curves wsU,s()(Eo) reach maximum values
at Eg — Floc &~ 1.5 meV (koL =~ 1.4) and smoothly decrease with the further
increase in Ey. Note that the main contribution to wy; and wy) comes from
the exchange processes. This can be understood taking into account that,
in the Born approximation, for equal masses m, = mj, and for coinciding
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Fig. 5.6. (a) Relative probability of the exciton delocalization vs. the initial en-
ergy for antiparallel (curve 1) and parallel (curve 2) electron spin configurations.
Wmax 18 the maximum value of the function wy (Fy). Inset shows the same depen-
dence in the region of small Fy — Ejoc. Curves la and 2b are calculated assuming
the matrix element of the electron-exciton interaction to be constant. (b) Tem-
perature dependence of the exciton delocalization time due to the 2D electron gas
polarized antiparallel (curve 1) and parallel (curve 2) with respect to the electron
spin orientation in the localized exciton. Inset shows the same dependence near the
threshold; curves la and 2a are calculated for Ep-independent matrix elements of
the electron-exciton interaction. [5.16]

envelopes ¢.(z) = ¢n(z), the direct Coulomb interaction between an electron
and an exciton vanishes, the matrix element V3 1, is equal to zero and, hence,
the matrix elements Vi1 11, V1,4, coincide and are entirely determined by
the exchange contribution to electron-exciton interaction. For m. # my, a
value of V3| 1| differs from zero. However the estimation shows that, even for
myp = 2m,, it is small as compared to Vi1 11, Vi1,4,. This explains why the
probabilities w1 (Ey), wy (Ep) differ only by 10 <+ 20%.

For the electron gas of the density n = 10° cm™2 at the temperature
T = 5 K the exciton delocalization time is ~ 1 ns. With heating the electrons
their average energy increases, the electron-exciton interaction is enhanced
(Fig. 5.6a) and the time 7 decreases. Figure 5.6b shows that, at low tem-
peratures, this time is very sensitive to variation of 7. In fact, it becomes
shorter by an order of magnitude, as T increases from 5 K to 8 K. If the Ejy-
dependence of the matrix elements V' is ignored, i.e., if Wy o X Ey — Fioe,
then the delocalization rate is proportional to T exp(—Ejo./kgT) (curves la
and 2a in the inset in Fig. 5.6b). It should be mentioned that the time 7 cor-
responding to the electron density n # 10° cm ™2 is obtained by multiplying
the values in Fig. 5.6b by 10°/n. To illustrate, the inverse time 7-! for an
unpolarized electron gas is given by (Tﬁl + Tﬂl) /2.

It is to be noted in conclusion that above we considered only one of possi-
ble mechanisms of the interaction between an electron and a localized exciton.
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The photoluminescence intensity and polarization can be effected by other
processes: the spin-flip elastic scattering of an electron or a hole by a localized
exciton, the delocalization of an exciton with the free carrier captured in the
final state by the localization site, free-carrier-induced hopping of an exciton
between two different localized levels, etc.

5.3 Optical Spin Orientation of Free Carriers

Spin properties attract the great attention in recent years due to attempts to
realize electronic devices based on the spin of electrons. Conduction electrons
are obvious candidates for such devices, particularly in nanostructures where
electron energy spectrum and shape of the envelope functions can effectively
be engineered by the growth design, application of electric or magnetic fields
as well as by illumination with light. Thus, spin electronics, or spintronics, is
aimed at the study of the role played by electron spin in solid-state physics
and creation of possible devices that exploit spin properties in addition to or
even instead of the charge degree of freedom. In this connection the behav-
ior of hole and exciton spins in semiconductors and the role of nuclear spins
are of great importance in spintronics as well. The key topics of this field to
be considered are the methods used to polarize electronic spins, particularly
optical orientation of spins (Sect. 5.3.1), relevant spin-relaxation mechanisms
(Sect. 5.3.2), the Zeeman effect and modification of the effective g factors in
nanostructures due to the quantum confinement (Sect. 5.3.3) and manifesta-
tions of non-equilibrium spin polarization in time-resolved PL spectroscopy
(Sect. 5.3.4). In this section we focus upon the spin optical orientation of
free carriers, mainly on the orientation of conduction-electron spins. PL of
polarized excitons will be considered in Sect. 5.4.

5.3.1 Principles of Optical Orientation

Since the pioneer work by Lampel [5.22] the optical orientation of free-carrier
spins has become an effective method, contactless and nondestructive, for
investigations of semiconductor band and kinetic parameters, see [5.23]. The
essence of the method is to analyze the PL polarization as a function of
the polarization of the initial light. We first formulate the basic principles of
optical orientation of free-carrier spins.

Principle 1. Under optical interband excitation by circularly polarized
light, the angular momentum component of o (or o_) photons is transferred
to the spin (or angular momenta) of free carriers.

The electron-spin orientation under interband excitation follows immedi-
ately from the selection rules (2.154), see also Table 2.3. One can see that, for
the o4 -induced transition from +3/2 states the photoelectrons with s = —1/2
are generated. Similarly, the transitions from the states +1/2 lead to the gen-
eration of electrons with s = 1/2. Note that, for simplicity, we assume that
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the light propagates along z and the PL is registered in the backscattering
geometry.

The steady-state rate equations for the densities, n4 and n_, of electrons
with the spin up (or 1/2) and down (or —1/2) have a simple form

n 1

4y —n) =gy, (5.49)
70 27

n_ 1

N + o7 (n——ny)=g-

Here g4 are the photogeneration rates, 7y is the lifetime of photoelectrons
in the conduction band, 74 is the spin relaxation time. It is convenient to
introduce the following notations: n = n4 + n_ as the total density, g =
g+ + g— as the total generation rate, s, = (ny — n_)/2 as the total average

electron spin, and
ny —n—
= — 5.50
A (5.50)
as the degree of electron spin polarization. Then the solution of the above
two rate equations can be presented as n = g7 and p = po(T'/70), where

—g- 1 1 1
99 - _ (5.51)

Po y
gr+g- T 1 T

T being the lifetime of photoelectron oriented spins.

Hence, Principle 2 reads: If the photoelectron lifetime 7y is not too long
as compared to the spin relaxation time 75, then the photoelectrons retain
spin polarization (at least partially).

Under steady-state excitation, one has
_Po b0 TsTo

Tg=— . 5.52
2 g 2 To-‘rng ( )

Sz

The initial degree of spin polarization, pg, is proportional to the degree of
circular polarization of the initial light: pg = & P?. The coefficient s depends
on the selection rules: for the interband transitions I's — I in the bulk GaAs-
type semiconductors, &2 = —1/2, while for the optical transitions hhl — el
in a GaAs-based QW one has & = —1.

Principle 3. Due to the same selection rules for interband optical transi-
tions, the radiative recombination of spin-polarized photocarriers gives rise
to a (partial) circular polarization of the PL, or in an analytical form

T
P.=axp = Pla?— . (5.53)

To
This equation is valid for recombination with unpolarized carriers of an-
other sort, e.g., for recombination of spin-polarized electrons with unpolarized
holes. If both degrees of spin polarization, p. and py, are nonzero the circular
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polarization is given by a more complicated equation. For the recombination
of el electrons and hhl holes (& = —1) it has the form
DPh — De
p=tih e 5.54
‘ 1- PeDPh ( )
where p, = (nfy —n™)/(nt +n"), and n; is the density of heavy holes with
the angular momentum +3/2.

Principle 4. The transverse magnetic field, B L z, leads to depolarization
of the photoluminescence. The rate equations for n and s in the transverse
magnetic field can be written in the form

n s
— =g, =+s8sx 82, =5, (5.55)
T0 T
where 21, = gepupB/h is the Larmor frequency, g. is the electron’s effective
g factor, and $ is the spin generation rate. These equations are derived from
the equation for the so-called electron spin-density matrix
p ap i O
— — | = + —-HB,p|=9. 5.56
L (%) e (5.56)
The components of the spin-density matrix, p11 = p1/2,1/2, P12 = p1/2,~1/2
etc., are expressed via the electron density n and components of the average
electron spin s as
A_l n-+ s, Sz—iSy
P=3 Lr +isy n—s, |’ (5.57)

The spin relaxation term is conveniently approximated by [5.24]

([ 0p _ 1 [ p11 —p22  2p12
ot),,. 27 2p21 p22 —p11|

Let B || « , then Hg = hf2,0,/2 and

i A i P21 = P12 P22 — P11
—[HB,p| = =12 . 5.58
h[ 5. /] 2"k {pn—PQz P12—P21] (5.58)
The vector equation (5.55) for s is equivalent to three scalar equations
%:sz, %+QL52:5y, %fmsy:sz.
Under normal incidence $, = 3, = 0 and
SZ(O) .QLT
ZB :77 B:_ Z07£E:O? 559
s:(B) T (0T sy(B) Nk ), s (5.59)

where s.(0) is given by (5.52). One can see that in the transverse magnetic
field the average electron spin is rotated around B and depolarized. This is
the so-called Hanle effect.

Note that, in general, one has to introduce the tensor g;; of g factors and
write Hp in the form of the sum (5.86) (Sect. 5.3.3). Only in the particular
case of an isotropic g factor the Larmor frequency 2, is directed parallel to
the in-plane magnetic field B and (5.55, 5.59) are valid.
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5.3.2 Spin-Relaxation Mechanisms

For conduction-band electrons in bulk zinc-blende-lattice semiconductors, the
following four mechanisms of spin relaxation, or spin decoherence, are rele-
vant, see [5.25,5.26] and references therein. The Elliott- Yafet mechanism is
related to electron spin-flip scattering owing to a wave-vector dependent ad-
mixture of valence-band states to the conduction-band wave function. In
the D’yakonov-Perel’ mechanism the spin coherence is lost not in an act of
scattering as in the previous case but during the time between successive
acts of scattering due to the wave-vector dependent spin splitting of electron
subbands [5.27]. In p-doped samples the conduction electrons loose their spin
polarization via scattering by holes (the Bir-Aronov- Pikus mechanism) [5.28].
In samples containing paramagnetic centers the spin relaxation is contributed
by spin-flip scattering processes as a result of the exchange interaction be-
tween free electrons and electrons bound on paramagnetic centers. In bulk
semiconductor crystals the Elliott-Yafet mechanism can be essential only in
narrow-gap materials with a large spin-orbit valence-band splitting, e.g., in
InSb. The Bir-Aronov-Pikus mechanism predominates at low temperatures
and sufficiently high hole densities [5.28]. The main spin relaxation at high
temperatures is due to the D’yakonov-Perel” mechanism.

With reducing the dimensionality from 3D to 2D, the importance of the
D’yakonov-Perel” mechanism is greatly enhanced and, in QWs with a mod-
erate hole concentration, it is dominant. To consider this mechanism in more
detail for (001)-grown QWs we take into account the linear-k Hamiltonian
in the form (2.115) rewriting it as

1
Hcl = 5 (ﬂ_o’x/ky/ —_ 6+O'y/kx/) 5 (560)

where 3+ = 2(f32 &+ 31) and the coordinate system z’ || [110],3" || [110],z ||
[001] is used.

A simple physical picture of what happens is as follows. Let us first con-
sider an electron gas of the density N occupying the lowest conduction sub-
band el and assume that, at the initial moment ¢ = 0, the electrons are
spin-polarized in the same direction, say along the growth direction z, and
somehow distributed in the k space. It is useful to present H.i(k) as the
scalar product (h/2)o - £2, see (2.116). Then the linear-k spin-splitting of
the electron subband plays the role of an effective magnetic field and results
in spin precession with the angular velocity §2; during the time between
collisions. The in-plane components of §2;, are nonzero and given by (2.117).

We start from analysis of the large splitting limit

1
(26| > —,
-

where 7 is a microscopic time of electron scattering. According to (2.117) the
Larmor frequency §2j lies in the interface plane and is perpendicular to the
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growth direction z. If s(t = 0) || z then the spin component of an electron in
the state k oscillates as

$2(t) = 5,(0) cos 2t.

If 2, = |§2%| is angular independent, the spin polarized electrons occupy-
ing the circle of the fixed radius in the k space show the similar oscillatory
behavior for s, component. However, if 32 # 53_ or/and the electrons are
occupying states with different values of |k|, the scatter in 2 results in a
decoherence of s, .

In particular case where 32 = ﬁi and the electrons occupying the lowest
conduction subband el have the same spin s||z at the initial moment ¢ = 0
and are distributed equally within the energy interval 0 < E < Ej the average
5, over the ensemble varies in the time domain 0 < ¢t < 7 as

_ sin {20t cos 2t — 1
5.(t) = 25,(0) ( QOto n (Q;)t)z )

where §2) equals to |§2¢| at k = \/2mEy/h?. One can see that 5,(¢) decays
non-exponentially, and the decay time scale is given by (2 L

D’yakonov and Perel’ [5.27] were the first to show that the electron-
momentum scattering processes slow down the spin relaxation. In the collision-
dominated limit

1
|Qk| <L =
-

the Larmor frequency direction changes randomly too fast, the spin rotation
angle Ap = (2,7 between two successive acts of scattering is small and the
time variation of s, is described by the exponential function

where 75 is given by
Tt o (02%7) (5.61)

and the angle brackets mean averaging over the electron energy distribu-
tion. The dimensionless coefficient in (5.61) can be derived by solving the
Boltzmann kinetic equation for the electron spin density matrix [5.27,5.29].

In the frame of kinetic theory, the electron distribution in the wave vector
and spin spaces is described by a 2 x 2 spin-density matrix

Pk = fr+ sk 0O (5.62)

Here fr = Tr{pr/2} is the average occupation of the two spin states with the
wave vector k, or distribution function of electrons in the k-space, and the
average spin in the k state is s, = Tr{pg(0/2)}. The macro- and microscopic
spin-density matrices (5.57) and (5.62) are related by
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= bk (5.63)

k

If we neglect the spin splitting then, for arbitrary degeneracy of an elec-
tron gas with non-equilibrium spin-state occupation but equilibrium energy
distribution within each spin branch, the electron spin-density matrix can be
presented as

5= [exp (E’“ - ﬂ;B‘z‘F(U : OS)> + 1] - , (5.64)

where Ey = h?k?/2m, kp is the Boltzmann constant, T is the temperature,
0, is the unit vector in the spin polarization direction, ut+ = iz + i are the
effective Fermi energies for electrons with the spin component 1/2 or —1/2
along o so that the energy distribution functions of electrons with the spin
+1/2 are given, respectively, by

o _ Ex — pt -
fe+ = |exp “EaT +1 . (5.65)

Note that (5.64) can be rewritten in the equivalent form [5.27]

=it sho= g [t o+ Ry~ ) (0 -04)]

The densities n+ of 2D electrons with a particular spin can be related with
the effective Fermi energies by

m

= 55 kpT In(1 + ene/keTy (5.66)

n4

If the spin splitting is non-zero but small compared to /7, the distribu-

tion function Tr{ps/2} = fy does not change, whereas the spin vector obtains

a correction dsg = sg — sg proportional to the spin splitting. Therefore, the
spin-density matrix may be presented as

P = pp + 08k -0 . (5.67)
The quantum kinetic equation for the spin-density matrix has the form
op i
O, 1
ot h

where [P,R] = PR — RP and the third term in the left-hand side is the
collision integral or the scattering rate, in this equation it is a 2x2 matrix.
It follows from (5.68) that the kinetic equation for the pseudovector sy, can
be written as

[Her (k) pr) + Qu{p} =0, (5.68)

d
% + 8k X 2+ Qu{s} =0, (5.69)
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where Qg{s, f} = (1/2)Tr{a@k{/5}}. While considering the D’yakonov-
Perel’ mechanism, we ignore spin flips under scattering. Then, say, for the
elastic scattering one has

Qu{F} =Y Wik(Fr — Fy),

1%

where Wy, is the probability rate for the electron transition from the state
k to k'. For the equilibrium distribution ﬁg, the collision integral vanishes
identically. This integral also vanishes after the summation over k which
allows, in particular, to derive from (5.69) the following equation of balance
for the total average spin

ds
%+Xk:53kxnk:o. (5.70)

The angular dependence of the non-equilibrium correction dsg is the linear
combination of cos @y = ko /k and sin®y, = k, /k, where @y is the angle
between k and the axis z’. Retaining in the kinetic equation (5.69) terms
proportional to the first angular harmonics we obtain an equation for §sg with
the inhomogeneous term linear in s. Then one can substitute the solution in
the second term of (5.70). The final result is that the tensor of inverse spin
relaxation times, 1 /’Téﬁ, is diagonal in the coordinate system z’,%’,z and
given by [5.29,5.30]

118\ 1 1B\,

2= () e = (F) @ e
11 1
Tzsz B Tzs/z’ T;’y’ ’

where 7, is the momentum relaxation time. In the time relaxation approxi-
mation valid for elastic or quasi-elastic scattering it can be introduced by
5Sk
Qk{ds} =
Tp
where 7, is in general a function of the energy Ej.
If among the two contributions, BIA and STA, to the spin splitting one

is dominant and |B4| = |B-|, the spin relaxation times are interconnected
by [5.29]
T;’a:’ == T;/y/ = 27—;2 .

Interplay between the BIA and SIA contributions can lead to a giant spin
relaxation anisotropy [5.30]. In particular, if these contributions coincide,
B1 = (a2, so that f_ = 0 one has 7),,, = 77, and Ty = 0. In the case
B1 = —P2 the coefficient 54 = 0, the time 77, is infinite and T;, , coincides

y
with 77,.
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The spin relaxation due to the spin splitting is slowed down by any process
which changes the direction of k, not only by momentum relaxation processes
governing the electron mobility. The cyclotron movement of free carriers in
a magnetic field suppresses the spin relaxation as well and can be considered
one of such processes [5.31]. In a magnetic field B | z applied to a (001)-
grown QW, the decrease in spin relaxation rate is described by [5.32]

1 1 1
s (B)  75.(0) 1+ (werp)?’ (5.72)

where w. = |e|B/(mc) is the cyclotron frequency and the zero-field time
75,00) (a = 2,4y, 2) is defined according to (5.71). Equation (5.72) can be
understood taking into account that, due to the Lorentz force (e/c)v x B,

the free-electron wave vector varies in time as
ko (t) = Re { (ko + iky )’} | ky (t) = Im { (ky + iky)e'}

the time-averaged values of k, (o = a’,y’) are

—~

ko =) / ko (t) exp (—t/7p) dt,
0

so that ks +iky = (ky + ik, )(1 — iwer,) !, and values of k2 averaged over
the angle @ reduce to

Another possibility to change the direction of k is electron-electron colli-
sions which make no effect on the electron mobility. Really, as shown in [5.33],
electron-electron collisions change the direction of k and 25 and, therefore,
they control the D’yakonov-Perel’ spin relaxation, i.e., the time 7 in (5.61),
exactly in the same way as any other scattering processes do. In order to
estimate a value of the time 7 governed by the electron-electron collisions we
use the kinetic equation in the same form

dSk 0

W+8k X Qk+Qk{S,f } =0 (573)
as (5.69) but now retain in the collision integral for the spin distribution
function sy, only the contribution Qg {s, f°} arising from the electron-electron
scattering. Neglecting the exchange interaction as well as spin-flip scattering
processes one has in the particular case of nondegenerate electron distribution

- (%) = Qi{s. /Y = Y W (sifib — spfy). (5.74)

k/pp/
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where Wy ki is the probability rate for the scattering k,k’ — p,p’, and
we assume the electron distribution function fi = Tr{pg/2} to coincide with
the Boltzmann function

fo = exp[(n — Ey)/kpT) (5.75)

where Ej, = h?k?/2m, p is the chemical potential derived from the equation
for the 2D electron density N =23, f2. A sum of the direct Coulomb and
exchange contributions can be presented as

2w
Qr{s, f°} = - > Opir’ prpr 0Bk + Ew — Ep — Ey) (5.76)
klpp/

X [2V137p(3kf£/ — Spfz?/) — Vk,ka,p/(Skf,g/ + Sk/flg — 23pf19/)] .

Here V4 is the Fourier transform of the 2D Coulomb potential

2 2
V= < (5.77)

e is the elementary charge, & is the dielectric constant, and X is the sample
area in the interface plane. The exchange part is given by the term propor-
tional to Vi—pVi—pr.

In order to analyze the role of the quasi-2D character of the electron wave
function confined in a QW of the finite thickness a one can replace U%P(p)
by the effective potential obtained by averaging the 3D Coulomb potential
as follows

/ / ()061 gpel dZdZ/ ,

VR4 (z—2)
where ¢.1(2) is the electron envelope function at the lowest conduction sub-
band el. The Fourier transform of U(p) can be presented as

2me?
Vg = H 5.78
q g (Q) ’ ( )
where the form-factor H(q) = [ [exp (—q|z — 2'|)¢?; (2)¢? (2')dzdz" is smaller

than unity. For ga < 1 (the large distance limit), one has H(g) = 1 and the
interaction is exactly two-dimensional. In the opposite limiting case ga > 1,
the form-factor H(q) is inversely proportional to ¢ and, therefore, Vy oc ¢~2
as in the case of 3D electron gas. The allowance for the form-factor reduces
the electron-electron interaction U(p) with increasing the QW thickness and
spreading the electron wavefunctions along the growth direction which re-
sults in increasing the average distance between electrons. In the approxi-
mation of infinitely high barriers the el envelope function has a simple form
©e1(2) = v/2/acos (rz/a) and the form-factor allows an analytic representa-
tion [5.34]
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327t 4+ 327% % 4 3(ga)’ + 20 (ga)’n? + 327qa

H(q) 5
! [(qa)2 + 4772} (qa)2

(5.79)

Experimentally, the effect of electron-electron collisions on the spin dy-
namics has recently been demonstrated by Brand et al. [5.35]. In [5.33]
only the case of a nondegenerate 2D electron gas has been treated quan-
titatively while the data [5.35] were obtained for a degenerate high-mobility
gas. In [5.36,5.37] the theory [5.33] was extended to arbitrary electron de-
generacy and comparison was performed between the calculated temperature
dependence of 7, with the experiment [5.35].

A convenient form to represent the temperature dependence of the spin
relaxation time is to write 75 as

ol =027, (5.80)

where (2 is the effective Larmor frequency at the Fermi energy at zero tem-
perature and 7" is a temperature-dependent parameter which can be com-
pared with the momentum relaxation time 7, obtained from measurement
of the Hall mobility. The representation (5.80) is usefully applied in the
scattering-dominated regime, where 2y < 77!, realized at T ~ 10 K and
higher. At the low temperature T = 1.8 K, the electron spin polarization
evolves as heavily damped oscillations of frequency {25 ~ 0.19 ps~! and 7*
is found from the exponential decay of these oscillations. Thus, instead of
Ts, the temperature dependence of the above defined time 7* is presented in
Fig. 5.7.

Values of 7% extracted from the experiment are plotted in Fig. 5.7 by
crosses together with the momentum relaxation time 7, (full circles). The
spin polarization was monitored by a time-resolved optical response of a
sample in which the 2D gas was confined in a (001)-oriented 10-nm n-doped
GaAs/AlGaAs QW well structure. Electron concentration was estimated to
be N, = 1.86 x 10'! ecm~2, and Hall measurements showed NN, to be approx-
imately constant at T below 100 K. The transport relaxation time 7, was
extracted from the Hall mobility.

The inverse electron spin relaxation time for the D’yakonov-Perel” mech-
anism in the symmetric GaAs QW is given by

@22 (5.81)

TZZ

where W2y = 2v.k((k?) — k?/4), h§23 = ~.k3/2, 7. is the constant describing
spin-orbit splitting of the conduction band in bulk GaAs, see (2.119), and (k?)
is the quantum mechanical average of the squared electron wave vector along
the growth axis. In (5.81) electron-electron collisions are neglected. Note that
as compared with (5.71) we take into account the cubic-k terms as well and
ignore the SIA linear-k spin splitting. The dotted line in Fig. 5.7 presents
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Fig. 5.7. Temperature dependencies of the scattering time 7* controlling the

D’yakonov-Perel’ spin relaxation, see (5.80), and the transport scattering time 7,
which determines the mobility. Experimental data are represented by crosses (7*)
and full circles () [5.35]. Theoretical curves for 7" are calculated neglecting either
electron-electron scattering (dotted) or momentum scattering (solid) and taking into
account both scattering mechanisms (dashed). From [5.37].

7* calculated from (5.81) with 7, taken from the experiment (full circles).
Definitely, this line does not fit experimental points (crosses) and, therefore,
one can conclude that the account for momentum scattering processes only is
not sufficient to explain the experimental results. The next step is to include
electron-electron collisions into consideration and calculate the times 7, and
7* with allowance for both electron-electron and momentum scattering.
The quantum kinetic equation for the spin pseudovector taking into ac-
count both electron-electron collisions and elastic (or quasi-elastic) momen-
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tum scattering changes its form from (5.73) to

) 5
Pk | s x e+ 225 L Qrlds, O} =0, (5.82)
ot Tp

where Qr{s, f°} is the electron-electron collision integral and 7, is the mo-
mentum scattering time. For arbitrary degeneracy of the 2D electron gas but
in the particular case of low spin polarization, the electron-electron scattering
rate has the form [5.36]

27
Qris, [} = 7 Z Okt prp 0(Ex + B — Ep — Epyr) (5.83)
k:/7p’p/

X {2V13—pM(k7 k/ap7p/) - Vk—ka—p/ [M(kv klvpa p/) + M(kl7 kvpa p/)]} .

Here
M<ka k/7p7 p/) = SkF(k/§P7pl) - spF(p/; ka k/)7

F(kysko,ks) = fo (1= fo, — fa,) + fa, fa, and fQ is the quasi-equilibrium
Fermi-Dirac distribution function (5.65). For a nondegenerate electron gas,
ie., if f) < 1, equation (5.83) reduces to (5.76).

In [5.37] the spin-relaxation time governed by electron-electron collisions
was calculated with allowance for the BIA linear-k term in 25 and fixed
value of 7, and using the statically screened 2D Coulomb potential for V.
The solid line in Fig. 5.7 shows temperature dependence of 7% = 7,712 2
calculated taking into account electron-electron collisions only (7, = 00). A
non-monotonous behavior of this time can be understood as follows. For a
degenerate 2D electron gas, in the limit of low temperatures (£27) tends to a
constant value {22, while the electron-electron scattering rate 7,.! vanishes as
T?InT. Therefore, if momentum scattering is neglected the scattering time
7 — o0. The allowance for electron momentum scattering stabilizes both
7ot and 7% at T = 0 (dashed curve). With rising the temperature the role
of electron-electron collisions increases resulting in a decrease of 7*. In the
opposite limit of high temperatures the electron gas becomes nondegenerate
in which case (£22) o T and 7., 7" o T so that the spin relaxation rate
controlled by electron-electron collisions increases with temperature accord-
ing to the T2 law [5.33]. The dependence 7*(T') exhibits a minimum near
the transition from degenerate to nondegenerate statistics when the chemi-
cal potential of electron gas reaches the conduction band bottom. Figure 5.7
evidences, both experimentally and theoretically, that the D’yakonov-Perel’
spin relaxation may be controlled by electron-electron collisions (which do
not affect the mobility) in the same way as by any other carrier scattering
process.

Now we briefly discuss other spin-relaxation mechanisms in semiconductor
nanostructures. For bulk material the conduction-electron spin relaxation
rate due to the Elliott- Yafet mechanism can be estimated as [5.25]
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Ts<1*Ee> " <EﬁA>2 (%Y %E)

where E, is the electron kinetic energy, and the ratio E./E, describes the
extent of valence-band admixture in the conduction-band wavefunction. In
QWs this rate transforms into [5.38,5.39]

1 A \? E,E. 1
~ .84
(B (Eg+A> B2 7 (E.) (5:84)

and is proportional to the quantum-confinement energy E.;. This is distinct
from the D’yakonov-Perel’ process related to the BIA linear-k terms which
leads to the quadratic law 7, < E?, because, for estimations, the average
(k?) can be approximated by 2m*E.; /h>.

The spin-relaxation time of photoexcited electrons in p-doped QWs with
the spin flip due to the electron-hole exchange interaction (Bir-Aronov-Pikus
mechanism) is given by

1 2w h h
27, (k) - z Z Pj (1- p’j/)

pp'k’ jj’

X |<k/> *1/2§p/»j/|vexch|ka 1/2;p7j>|2 Y (Eelk/ + Eg’j' — Eei — E];:j) :

Here Vexcn is the exchange interaction operator, Egj is the hole energy in the
state (p,j) and the factor 1 — f{f,j, takes care for the hole not to be scattered
into an occupied state. If only the hhl subband is filled with holes forming a
Fermi sea, the integration over the wave vectors leads to [5.40]

1 2m*

—— = (Npabowrr)” (I + 1 _
ey = Mhabwrr)” (D + In) =g (5.85)

where apg and wiT are the 3D-exciton Bohr radius and longitudinal-transverse
splitting in bulk material related with the interband matrix element of the
momentum operator according to (2.204), dimensionless k-dependent inte-
grals Iy, In; are contributed by hole scattering within the hh1 subband and
to the [hl subband, respectively. For small values of &, the electron-hole scat-
tering keeps the holes within the heavy-hole subband and I;,; = 0. Moreover,
the exclusion principle reduces the phase space available for the degenerate
holes to be scattered by slow electrons. As a result, 75(k) exhibits a strong
increase with decreasing the electron kinetic energy Fe1 [5.40]. For E.j ex-
ceeding the splitting between the hh1 and [h1l subbands, the integrals Iy
and Ij; become comparable.

The effective spin-relaxation mechanisms in bulk materials and QW struc-
tures are strongly suppressed for localized carriers. As a result the electron
spin relaxation via interaction with nuclei becomes the dominant mechanism
in semiconductor QDs at low temperatures [5.41-5.46]. The process is facili-
tated by the disparity of the characteristic time scales of the three processes
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that determine the relaxation, namely, the period of the electron procession
in the hyperfine field of the frozen fluctuation of the hyperfine field of the
nuclei, the period of the nuclear spin precession in the hyperfine field of the
electron, and the nuclear spin relaxation time in the dipole-dipole field of its
nuclear neighbors. For GaAs QDs containing 10° nuclei, they are estimated to
be ~ 1 ns, ~ 1 us and ~ 100 us, respectively. The last of these times is so long
that many other electron spin relaxation mechanisms are more important on
this time scale, and the effect of the nuclear dipole-dipole interactions on the
electron spin relaxation can be neglected. In an ensemble of identical QDs
the nuclear hyperfine fields are randomly oriented. Therefore, even though
each electron spin processes in a coherent fashion in the frozen hyperfine field
of its own dot, the ensemble average spin will decrease.

In bulk material the free heavy- and light-hole states in the degenerate
band Iy are characterized by a strong coupling between the wave vector and
the angular momentum component (Chap. 2). As a result, ordinary scattering
of a hole caused by spin-independent perturbations leads to a remarkable
loss of the hole spin memory. The quantum confinement splits the heavy-
and light-hole states, and quenches the spin relaxation for holes when the
hole’s in-plane kinetic energy is small compared with the hh1-lh1 separation
distance. Nevertheless, the dominant mechanism of hole spin relaxation in
p-doped QWs is the hole spin-flip scattering due to the spin mixing of heavy-
and light-hole states [5.38,5.47,5.48]. It can be considered a modified Elliott-
Yafet mechanism where the role of k-dependent interband spin mixing is
played by the intersubband mixing.

5.3.3 Effect of Quantum Confinement on the Electron g Factor

The Electron-Spin Resonance (ESR) frequency is determined by the electron
effective Landé factor or the g factor (or gyromagnetic ratio). This important
band parameter describes the Zeeman splitting of electron-spin sublevels in
a magnetic field, and shows up not only in ESR experiments but also in var-
ious magneto-optical phenomena, especially in photoluminescence and light
scattering.

In general, for a pair of Kramers-conjugate states, the Zeeman contribu-
tion to the electron effective Hamiltonian is written as

1
Hp = 5 ho > GagasBs (5.86)

af

where 0, (o = z,y, z) are the Pauli matrices, B is the magnetic field, pp is
the Bohr magneton and, for a low-symmetry system, the real tensor g,s is
characterized by nine linearly independent components. The ESR. frequency
is found from fiw = Ap, where the Zeeman splitting of the spin sublevels
equals to
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Ap = pp Z(; gagBﬁ)2. (5.87)

If the system possesses a uniaxial symmetry, then the tensor g.g has only
two linearly independent components which are traditionally denoted by

gH =0zz5 91 = Gzz = Gyy

with z being the principal axis. In this case (5.87) reduces to

Ap = ;LBB\/gﬁ cos? 0 + g2 sin 0, (5.88)

where B = |B|, and 6 is the angle between B and z.

The effective g factor in a bulk semiconductor results from the second-
order k-p perturbation theory [5.49]. We remind that within terms of second-
order in the k- p interaction the electron effective Hamiltonian in an external
magnetic field is expressed as

2 172
(c) _ 0 K 2 :Hanns’ l
HSSI (K) B (EC * 2TnO ) 558 i n#c Eg - Eg - 290#30’55 B ’ (589)

where EY and E? are the electron energies at the bottom of the conduction
band and in the lower or higher band n # ¢ at the I'-point, s,s' = +1/2,
go =~ 2 is the free-electron Landé factor,
h

Hsn(K) = mio K pesn, =-iV - & A(r), (5.90)
A(r) is the vector-potential of the magnetic field, and p.s ,, is the momentum
matrix element between the I'-point electron states in the conduction band
c and the band n. The commutator of the operators K, and Kg is given by

ie
Kok — KpKo =+ Z Sapy By
Y

where .4+ is the unit antisymmetric tensor of the third rank. This allows to
write the Zeeman Hamiltonian for the conduction electrons as

B

1 Des nPn s’
HB”‘;SI = 5 B ;B’Y 9go0+,ss’ — ; Zﬁéaﬁ’y EO Eo : (591)

For an electron in the lowest s-antibonding conduction band Ig in a zinc-
blende semiconductor with the T; point symmetry, the g factor is isotropic,
JaB = 9da8, With
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+ 2 — 2
_ 1 |pc,1/2;n‘ - |pc,1/2;n‘
g:gzz—90+moz E?*Eg ’
n#c -

(5.92)

where pi,., = (cI,s|ps £ ipy|n), the spin index s = +£1/2 and p is the
momentum operator. In typical zinc-blende semiconductors the main contri-
bution to g comes from the upper valence bands Iy, 7 and the electron g
factor is written in the form

4 moP? A 4 |pes)? A

= gg— = Ad = gn— =
907371 BByt ) 9 T3 g Ey(E, 1 4)

+Ag, (5.93)

where Ag is the contribution from remote bands considered as a small fitting
parameter, other parameters have been introduced in Chap. 2, see (2.45,
2.48). Using for GaAs the values 2|p.,|?/mo = 28.9 eV, E, = 1.52 eV, A =
0.34 eV, we obtain g = — 0.32. Experiments yield gexp(GaAs) = —0.44. The
difference can be attributed to Ag = —0.12. We see that in bulk GaAs both
go and the contribution of the spin-orbit split valence bands Ig, I'; cancel to
a considerable extent. According to (5.93) the electron effective Landé factor
depends strongly on the fundamental gap and the spin-orbit splitting of the
topmost valence band. It varies in a wide range from a large negative value
in narrow-gap semiconductors (e.g., about —50 in InSb) to —0.44 in GaAs to
positive values g < 2 in wide-gap materials. In the solid solution Al,Ga;_,As
the energy gap increases with increasing the content z. Consequently, the
electron g factor vanishes for a certain composition xg =~ 0.12 and becomes
positive for x > xg. In particular, g(Aly.35Gag.e5As) = 0.5 [5.50].

Obviously, an equation similar to (5.91, 5.92) can be used for heterostruc-
tures, particularly in QW structures and SLs [5.51]. In this case, however,
the index n runs not only over the different bands but also over subbands
or minibands formed as a result of the quantum confinement. On the other
hand, low-dimensional structures allow efficient alternative approaches based
on the spatial confinement of electron wave function [5.52,5.53]. Before pre-
senting results of calculation in the sophisticated Kane model we consider
two simplified but physically transparent approaches.

In the first approximate method the electron g factor in a QW or SL
consisting of the layers A and B, e.g., GaAs and AlGaAs, is obtained in an
averaging procedure

g = gawa + gpwsy , (5.94)

where ga g is the g factor in the corresponding bulk material and wy g is the
probability to find an electron inside the layer A or B:

WA B :/8031(2)9A,B(Z)d2’

where 65 = 1 inside the layers A and 0 in the layers B while g = 1 — 04.
With decreasing the QW width the value of wp = 1 — wp varies from 1
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to 0 and, therefore, the electron g factor varies from ga to gp. Since in a
GaAs/Alp 35Gag e5As heterostructure the g factors g and gp differ in sign,
the electron g factor should change its sign at a certain well thickness. More-
over, ga and gp are close in absolute value and their contributions to the
net g factor (5.94) remarkably cancel out within a wide range of the well
thicknesses. In this case, the various corrections disregarded in (5.94) may
play a noticeable role.

Another simplified method is based on the assumption of infinitely high
barriers for both conduction and valence bands in which case the selec-
tion rules (2.152) allow nonzero matrix elements pesy, ym,s for the quantum-
confined states with the same quantum number v = v/ only. Then the longi-
tudinal and transverse g factors are given by

2 ‘pch
g),L =90 — 3 mo RH,L ) (5.95)
where
Ry = 3 ! :
= Ey+ Ee1 + Enm Ey+ Eo1 + Epn E, + A+ E+FEeor’
2 2
R,

:Eg—FEel—FElhl _Eg+A+Ee1+Esol7

E.1, E,p are the confinement energies in the lowest conduction (el), heavy-
hole (hh1), light-hole (Ih1) and spin-orbit split (sol) subbands. The equations
for g, 1 can be derived by using either the general equation (5.89) or equation
(5.92) for g and the similar equation

2 Z Re {pj,l/Q;npfz;c,fl/Q} (5 96)
gL = 9o mo & E0 — EO

for g, . It is clear that the contribution to R ; from the subband nl is easily
identified by the confinement energy E,; in the corresponding denominator.
In particular, the matrix elements p? ek1)2 vanish for the heavy-hole states
and, therefore, the hhl contribution to R, is absent. Neglecting the hole
confinement energies we obtain an isotropic electron g factor renormalized as
compared with (5.92) due to the replacement of E, by Eg + E.1. If we take
into account the confinement energies F,,; in the corresponding denominators
then we come to the following g-factor anisotropy

2|pes|? ( 1 i )
o _ . (597
gL =9 mo  \Eyg+ Eer+ Epp1 Eg + Eer + Eim (5.97)

According to (5.95, 5.97) the relative anisotropy of the g factor is given by

9L =g _ 3 Eni — Epp1 Eg+ A
g1 2 A Nk, ’

(5.98)
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where

1 3 Ey(Eq+ A)ymy
T2 AP

It follows then that in heterostructures the electron g factor should exhibit a
remarkable anisotropy.

While deriving (5.95) we considered unstrained heterostructures with
matched lattice constants. In structures with a noticeable lattice mismatch
the strain-induced shifts,  E. and §F,,, of the conduction and valence bands
should be included into the calculation procedure. As a result in the sim-
plified equations (5.95) the denominators E; + E.; + E,1 are changed by
Ey+0E.+ Eo1 + 0F,, + Ey;. Thus, the heavy- and light-hole states are split
due to both confinement and stress caused by the lattice mismatch between
the compositional materials. In the CdTe/CdMgTe heterosystem, these ef-
fects act in the same direction pushing the light-hole states towards higher
energies and increasing the g-factor anisotropy [5.54].

Detailed measurements have been performed on the transverse electron g
factor g as a function of the well width a for GaAs/Alg 3Gag7As QW struc-
tures [5.55-5.57] and showed the sign change of g, at a ~ 65 A. Moreover,
a considerable difference between g and g, has been observed on A3Bs;
and AyBg based heterostructures, namely in GaAs/AlGaAs, GaAs/AlAs,
GalnAs/InP, and CdTe/CdMgTe, under optical orientation of free carriers in
tilted magnetic fields [5.58-5.60], in Optically Detected Magnetic Resonance
(ODMR) experiments [5.61,5.62], by using quantum beat technique [5.63],
and in resonant spin-flip Raman scattering [5.54,5.64,5.65].

In an explicit calculation, the Zeeman Hamiltonian is written as

1
HB7ss’ = § go UB na;ss’Ba + <€1,S|5H‘61,S/> 5 (599)
where 7455 = (el, s|oalel, s’) and the magnetic-field induced perturbation
is given by
SH = —SAw,
c

v being the velocity operator. Note that, for a homogeneous magnetic field,
the vector-potential is a linear function of the radius-vector r. The difference
between 7)q;ss and o, s arises from an admixture in the state |el,s) of
the opposite spin —s, see (2.44, 2.47). Numerical estimates show that this
difference is very small in all particular cases considered below and can be
neglected.

In the Kane model, the velocity operator ® = h=*0H (k)/0k is an 8 x
8 matrix with k-independent components. Using the explicit form for this
matrix we obtain the Zeeman Hamiltonian in the form

(e1, 5] Avle, ') =i & /P [(Av?)uy — ut (Avy)]dr.  (5.100)
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This particular equation can be used while calculating the electron g factor
in QWRs and QDs as well as the transverse g factor in QWs. Indeed, if
the wave function is localized in the direction ¢ the diagonal matrix element
of the coordinate ¢ is no more a functional and the matrix element of 6 H
for B 1 ( can be calculated avoiding its transformation into the sum in
(5.89). While calculating the longitudinal g factor in a QW one cannot find
such a direction and needs other methods based on the application of (5.89),
numerical calculation of the Landau levels and their spin splitting and so
on [5.53].

It follows from the symmetry considerations that the electron g factor in
a spherical QD or a cylindrical QWR is isotropic. Moreover, one can show
that in these two particular cases (5.100) can be reduced to [5.53]

9 =90+ [9a(Ee1) — go] wa + [g8(Ee1) — go] wr (5.101)
+ [gB<Eel) - gA(Eel)] ‘/37d(R) f2(R) )

where d is the dimensionality of a nanostructure, d = 0 for a QD and d = 1 for
a QWR, V,, is a volume of the sphere in the n-dimensional space: Vo = 7 R?
and V3 = 47 R3/3, ga(E) and gg(FE) are the values of g(E) and g(E — AE,)
in the A and B materials, see (2.48), wa and wg are the integral [ drf?(r)
for a QD or [dpf?(p) for a QWR taken respectively over the A and B
volumes. Note that the sum wa +wpg slightly differs from unity because of an
admixture of the valence band states in the conduction-band wave function.
An important point is that equation (5.101) describes as well the transverse
g factor in a QW of the width a = 2R. In this case the dimensionality d = 2,
the volume V3_q = 2R and f(R) = f(a/2).

Figure 5.8 shows the dependence of the electron g factor on the radius R in
QDs and QWRs calculated for the isomorphic nanostructure GaAs/AlGaAs
and pseudomorphic structure Gag 47Ing 53As/InP. In addition, in the same
graph, variation of the longitudinal and transverse g factors in a QW is
presented. The parameters used in the calculation of the first heterosystem
are as follows: B, = 1.52 eV, A = 0.34 eV, 2|p.,y|?/mo = 28.9 eV for bulk
GaAs, and E; = 1.94 eV, A = 0.32 eV, 2|p.,|?/mo = 26.7 eV for bulk
GaAs/Alp 35Gag g5As, the band offset ratio Vj,:V, = 2:3. The contribution of
remote bands is taken into account by adding the constant Ag = —0.12 to the
Kane-model values of g. For the second heterosystem the following parameters
were used: E, = 0.813 eV, A = 0.356 eV, 2|py|?/mo = 25.5 eV for bulk
Gag.a7Ing 53As, and E, = 1.423 eV, A = 0.108 eV, 2|p,|?/mo = 20.4 eV for
InP, the valence band offset V, = 0.356 eV, the contribution from remote
bands Ag = —0.13. With increasing R the curves approach the bottom value
of g in the bulk material A, in agreement with (5.101) where, for R — oo,
w, saturates to unity and values of wg, E.; and V3_4(R) f?(R) tend to zero.
The asymptotic behavior of g at large R is described by g(R) = ga(0)+ Ag+

(Rq/R)? with the hierarchy Ry > R; > Ry > RQ, where R2L I characterize
the convergence of g; and g; in QWs. In the opposite limit, R — 0, the
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Fig. 5.8. The electron g factor calculated as a function of the radius R in spherical
quantum dots (solid), cylindrical quantum wires (dashed) and quantum wells (dot-
ted, R = a/2) for the heteropairs GaAs/Aly.35Gag.e5As (a) and Gag.47Ing.s3As/InP

(b). [5.53]
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curves g(R) tend to the g factor value in the bulk barrier semiconductor,
g(0) + Ag = 0.57 in Alg35GagesAs and 1.2 in InP. The relation g@P >
g"meWE ~ QW can be understood taking into account that the reduction
in dimensionality enhances the role of the electron spatial confinement. The
estimation shows that the contribution of the term proportional to f2(R) in
(5.101) is not relatively small. In general, an approximate description of the
dependence g(R) is not applicable in the simple form ga (E)wa + gs(F)wp +
Ag. Thus, Fig. 5.8 demonstrates main features of the effect of dimensionality
on the electron g factor.
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Fig. 5.9. The electron g factor components gaa (@ = z,y,2) in a GaAs/AlGaAs
rectangular QWR vs. the length, 2b, of one side. The other side, 2a, is kept constant.
The insert depicts the orientation of the coordinate system. The arrows indicate
values of the transverse and longitudinal ¢ factors in the 80 A-thick QW. [5.53]

In rectangular QWRs, the tensor g, is characterized by the three differ-
ent diagonal components, gz, gyy and g... The corresponding Kane-model
electron wave functions were discussed in Chap. 2, see Fig. 2.3. Figure 5.9
shows the dependence of g, (o = z,y, 2) in GaAs/Aly 35Gage5As QWRs on
one of the rectangular sizes while another size is kept constant and equal to
2a = 80 A. With increasing b the components gyy and g.. converge on the
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electron transverse g factor in a QW of the thickness 80 A and the component
gz approaches the QW value of g|. In a square-shaped QWR, b = a, the
two components g,, and g,, coincide as the symmetry predicts. Moreover,
one can see from Fig. 5.9 that at the point b = a the anisotropy |¢g.. — guz|
is in fact quite small because, as it follows from (2.66), the function h,(z,y)
in (2.65) vanishes at the four lines x = 0,y = 0,y = z,y = —z and its values
are too suppressed to produce a significant contribution to g.

A theory of the Zeeman splitting of electron spin states in biased QW
structures was developed in [5.52]. The electric-field induced in-plane anisotropy
of the g factor, due to the nonzero off-diagonal components g, gy, was pre-
dicted by Kalevich and Korenev [5.66] and observed by Hallstein et al. [5.67].

In heterostructures, the heavy-hole effective g factor exhibits a strong
anisotropy. Moreover, in the approximation of axial symmetry the in-plane
hhl-hole g factor is zero at all. Kiselev and Moiseev developed a theory of
the Zeeman spin splitting of size-quantized heavy holes in QWs and SLs in
the multi-band envelope-function approximation, with a satisfactory agree-
ment with experiment (see [5.68] and references therein). As far as in-plane
magnetic fields are concerned, the transverse effective g factor gp, in the
subband hhl is nonzero due to the anisotropic parameter ¢ in (2.31) and can
be written as

gn1 = —3(qawa + qgewn) , (5.102)
where as before the indices A and B refer to the well and barrier compositional
materials, and wa g is the probability to find a heavy hole in the quantum
well or barrier. From comparison between theory and experiment on hole
spin quantum beats in n-modulation-doped GaAs/AlGaAs QW structures a
value of |gs| was found to be 0.04 + 0.01 [5.69] which is smaller than the
longitudinal g factor, gy, almost by two orders of magnitude.

5.3.4 Spin Quantum Beats in Photoluminescence

In order to elucidate the main idea of transient quantum beats let us first
consider a general two-level quantum system with the initial state which is a
linear superposition

Pt =0)=Ci|1) 4+ Cq)2)

of the two eigenstates |1) and |2) with the eigenenergies Fy, Ea. The wave
function of the unperturbed system varies in time as

Y(t) = e FhC 1) 4 e TIB/R Oy 2) |

The detector is assumed to react to the particular state |D) = Cy|1) + Ca|2).
Since the scalar product of |[D) and |t) = 9 (t) equals to

(D|t) = exp (—iE1t/h){C;C1 + C5Cyexp [i(Ey — E2)t/h]},

one has for the signal registered by the detector
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(D[t)|? = |C1C1|? + |CoCa|* + 2 Re {C1CF C5 Co exp [i(Ey — Eo)t/h]} .

Thus, if (¢ = 0) and |D) are not the pure states |1), |2) then the signal has
an oscillating component with the oscillation period T' = 2wh/|Eq — Es|.
As an example we take

01 = 02 = % and C1 = ﬂ:Cg = % . (5103)
Then the squared scalar product |(D|t)[?
equal to 0.5{1 £ cos [(E2 — E1)t/h]}.
Now we will illustrate the idea of quantum beats by the example of the
transient Hanle effect. We assume that the pulsed photoexcitation generates
at ¢t = 0 spin-polarized photoelectrons in the conduction band. We use the
notations n® = n(t = 0) and s° = (0,0, s?) for the initial electron density and
spin density, where s = &P%/2 and P?, @ are introduced in (5.53). The
time dependence of n and s in an external magnetic field B L z can be derived
by solving equation (5.55) where the derivatives dn/dt and ds/dt are added in
the left-hand sides and the steady-state generation rates g, $ are set to zero.
For B || x, the solutions n(t), s,(t) are easily written: n(t) = n®exp (—t/7),
sz = 0. As for two other components of s, it is convenient to transform a
pair of two equations for the real components s, s, into one equation for the
complex combination s = s, +is,

describing the measured signal is

ds 1 .
d—: + (f + 1QL> s, =0. (5.104)

For the initial condition s (t = 0) = sY, its solution is

1
s (t) = s%exp [—t (T + iQL)] .
From this it follows that
s5.(t) = s%e T cos 2t | 5,(t) = —s2e /T sin 2t .

The intensities of the PL circularly-polarized components are related to the
total intensity I and the Stokes parameter P. by I = I(1 + P.)/2. Taking
into account that, according to (5.53), P. = &p = 2as, /n, we obtain for the
transient Hanle effect

I et/ + @2 POe™T cos Qpt . (5.105)

In order to analyze (5.105) in terms of the quantum beats we rewrite
the spinor wave function 1 (t) of a photoelectron as a linear combination of
the spin eigenstates [1),|2) in the magnetic field B ||  which, in fact, are
eigenstates of the Pauli matrix o,, namely
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0=l [2)-

We assume the initial electron spin to be polarized along z and neglect, for
simplicity, the spin relaxation and decay due to the electron recombination.
Then, the electron state is described by the time-dependent wave function

(t) = %

For interband optical transitions hhl — el in a QW structure the factor &
in (5.105) equals —1. If the analyzer detects the circularly polarized photons,
either o or o_, its action is equivalent to projecting (t) upon the state
|D) = (]1) F |2))/V/2, respectively. Therefore, in this particular case the co-
efficients Oy, Cy and Cy, Cy are indeed determined by (5.103). As a result we
obtain (D|t) = e 2et/2(1 F%21) /2 or I o |(D|t)|> = (1 F cos 21t)/2 with
the quantum-beat period 27 /(2. Allowance for the finite lifetime and spin
relaxation leads to a multiplication of unity by e~/ and cos 2.t by e */7
in agreement with (5.105).

Note that, in a tilted magnetic field with B, # 0, B, # 0, equation (5.105)
is expanded to

(e—iQLt/2|1>+ei-QLt/2|2>) . (5.106)

2,
12r

2
Iy oce /™0 4 @2 ple=t/T [1 — < ) (1 —cos2pt)| ,

where 27, = 1/Qﬁ + 07, h = gyupB., 21 = g1 ppB, and the uniaxial

anisotropy of the g factor is taken into account. Quantum beats in the exciton
PL are mentioned in Sect. 5.5.

5.4 Hot Photoluminescence in Quantum-Well Structures

By the term hot photoluminescence of free carriers we mean the emission aris-
ing due to the radiative recombination of photoelectrons with their kinetic en-
ergies exceeding the average energy of the thermalized electrons. The emission
occurs during the photoelectron energy relaxation to the conduction-band
bottom and is usually related to band-to-acceptor transitions [5.70-5.73].
The hot-electron energy distribution is non-Maxwellian and, at low tempera-
tures and low doping level, has a discrete character because of the consecutive
emission of longitudinal optical phonons by the hot electrons.

The hot PL spectroscopy can be used to measure the valence subband dis-
persion in QW structures and SLs [5.73]. To simplify the picture let us ignore
the in-plane anisotropy, or warping, of the QW subbands. Then to obtain the
subband dispersion information, monochromatic photons are absorbed in a
QW to generate hot electrons of energy E. and hot holes of energy Ej. Most
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of the hot electrons relax by phonon emission. However, a few of them imme-
diately recombine radiatively at a neutral acceptor intentionally introduced
as a dopant into the well and emit photons of the energy Epy. By measuring
the hot PL energy for a given initial photon energy fw, values of E, and Ej,
may be directly derived from the energy and wave-vector conservation laws

E.(k) = Ep, — Eg+ E, , (5.107)
Ep(k) = hw — Epy, — E, .

Here k = |k|, k is the electron wave vector, E,; is the QW band gap and
E, is the binding energy of a hole at the acceptor. The conduction-subband
dispersion, F.(k), is relatively simple and can be readily derived by using
independent information. Therefore, the wave vector k is obtained from the
first equation (5.107). According to (5.107), a value of Fj (k) equals to hw —
E, — E.(k). By measuring the hot PL as a function of laser photon energy,
the dispersion of the valence subbands can be mapped out.

The spin optical orientation for thermalized and hot electrons mostly dif-
fers quantitatively and, with some modifications, the principles formulated
in Sect. 5.3.1 are valid for circular polarization of hot PL as well. A quite
new phenomenon is the linear polarization of hot PL. It appears under opti-
cal excitation by linearly-polarized light and depends on the direction of the
light-polarization unit vector e. It is due to the alignment of photoelectron
momenta which, in turn, is related to the form of the valence-band wave
functions in semiconductors with a degenerate valence band. First we ex-
plain this phenomenon for a bulk semiconductor with a zinc-blende lattice.
For transitions from the heavy- and light-hole subbands, hh and [lh, to the
conduction band ¢, the transition rate W, ; (j = hh,lh) is a function of the
angle 6 between the electron wave vector k and the polarization unit vector
e. Neglecting the warping of the valence band, one obtains, see, e.g., [5.74]

We (k) o< 1+ ;P2 (cosd) (5.108)

where Py(t) = (1/2)(3t% — 1) is the second Legendre polynomial and oy, =
—1,a;, = 1. Note that for @ = —1 the transition rate is just proportional
to sin?§. Thus, the momenta hk of electrons excited from the heavy-hole
subband are mostly normal to e and the initial distribution of electrons pho-
toexcited from the light-hole subband is stretched along e. Recombination
of the hot photoelectrons with the anisotropic distribution in the k-space
leads to a linear polarization of the hot PL. In accordance with (5.108) the
distribution function of the relaxing hot electrons is given by

f = f(E)[1 + a(Ee)Pa(cos )], (5.109)

where f is the isotropic part of the distribution function and « is the param-
eter of anisotropy dependent on the electron kinetic energy E.. The hot-PL
intensity is determined by the integral
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I(w') /[1 + a,Pa(cos8)] frd 2 , (5.110)

where df2 is an element of the solid angle, w’ is the selected PL frequency,
w’ and k are related by E.(k) + E; — E, = hw’, and ¢’ is the angle between
k and the polarization unit vector, €', of the secondary radiation. The band-
to-acceptor optical matrix element is proportional to the Fourier component,
W, (k), of the spinor wave function of the bound-to-acceptor hole. At large k,
the function ¥, (k) is formed by heavy-hole states and the anisotropy param-
eter a. is close to app = —1. Substituting fg from (5.109) into (5.110) and
integrating over the solid angle one obtains

(Ee)

I(w) <1+ % Pa(cos x), (5.111)

where y is the angle between e and €’. In the back-scattering geometry, the

degree of linear polarization of the hot PL is given by

Ly =1 3a(E.)a
o IH + 1 o 20+Oz(Ee)Oér ’

where I, I, are the intensities of the radiation polarized parallel and per-
pendicular to the initial polarization e. For o, = —1 and a;; = F1 we obtain
P =1/7 and P = —3/9, respectively. Thus, the sign of polarization for the
radiation of electrons excited from the heavy-hole subband coincides with
that of the exciting light, and for the electrons excited from the light-hole
subband, the PL polarization has the opposite sign.

In bulk semiconductors the linear polarization P weakly depends on the
initial photoelectron kinetic energy. The main feature of the hot-electron PL
in QWs, as compared with bulk crystal, is its strong dependence on the kinetic
energy F.. Values of P in the 2D structures vary from P =0 at E, = 0 up to
P = 0.5 at kinetic energies exceeding the confinement energy. This result can
be understood taking into account that the valence-subband wave functions
at k; = ky, = 0 are pure states of heavy and light holes. Therefore, under
optical excitation at the band edge E;%?W = Ey+FE.1+Epp or E;QIV;L/ =E,+
FEe¢1+ Ejna, the optical transition rate is independent of the angle ¢ between e
and the 2D wave vector k|, the anisotropic alignment in the k) -space is absent
and P = 0. However, at k| # 0 each subband state is a hybrid of heavy- and
light-hole states and the alignment becomes possible. Similarly to (5.108),
the angular dependence of the 2D-photoelectron distribution function can be
presented as

WQVZ(ICH) o< 1 —|—a2D(kH)c082gp . (5.112)

C)

In order to estimate the anisotropy parameter o*P for transitions hhl — el,
we remind that, in a bulk semiconductor, the transition rate W, (k) is
proportional to sin? @ and, for e | «, the latter can be rewritten as the ratio
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7]@ + F; 5.113
k2 + k2 + k2 (5.113)
Replacing k2 by the mean value (k2) ~ (7/a)?, where a is the QW width,
and k2, ki by

1
5 kﬁ(l + cos 2¢)

we obtain
k2
Q2D — _ Il

R+ ()

A rigorous theoretical study [5.75], taking into account the kj-governed
heavy-light mixing, slightly modifies the dependence of the linear polarization
P on the electron energy E. as compared with the above simple consideration.

The width of the zero-LO-phonon hot-PL peak in bulk and QW samples
is caused by the warping of the hole subbands as well as by inhomogeneous
broadening of the acceptor levels. The low- and high-energy edges of the
peak correspond to electrons excited with the lateral wave vector k| || {100}
and k) || {110}, respectively. If excitation of hot PL is performed in the
configuration e || [110] the electrons with k; || {100} are not aligned and the
low frequency edge should be unpolarized. Conversely, electrons with kj ||
{110} contribute to the high energy edge of the zero-phonon peak and their
recombination should be polarized. Therefore, the polarization is expected to
grow from the low to high frequency edge, in agreement with experimental
observations on MQWs and SLs [5.73,5.76].

5.5 Polarized Photoluminescence of Excitons

5.5.1 Fine Structure of Exciton Levels in Nanostructures

If allowance is made for free-carrier spin, then the ground state n = 1 of
an exciton is degenerate, even in the case of simple bands. For direct-gap
I'-point excitons, the ground-state degeneracy is equal to the product of the
conduction- and valence-band degeneracies at k = 0. The wave functions of
the ground state transform according to the representation Deyxe = I'e X I},
where the representations I, and I}, characterize the symmetry of electron
and hole states at the extremum point. The representation Dey. is reducible
and may be decomposed into irreducible representations of the point group
of the semiconductor system, bulk material or nanostructure. The electron-
hole exchange interaction partially removes the degeneracy and splits the
1s-exciton level into states transforming according to the irreducible rep-
resentations. In the present subsection we touch the main aspects of the
electron-hole interaction in semiconductors and briefly recall the fine struc-
ture of excitonic levels in QWs, QWRs and QDs.



252 5 Photoluminescence Spectroscopy

A consistent theory of electron-hole exchange interaction in semiconduc-
tors has been developed by Pikus and Bir [5.77] and Denisov and Makarov
[5.78]. In the effective-mass approximation, the Coulomb-interaction opera-
tor between an electron and a hole in a semiconductor crystal includes three
contributions, describing, respectively, the direct, or intraband, Coulomb
interaction (Uc) and the long-range (U"¢) and short-range (USPS®) ex-
change interaction. We introduce the two-particle excited states of the crystal
|m, ke;n, kp), where ke j, is the wave vector of the electron or hole, indices m
and n number the degenerate states of the electron in the conduction band
and the hole in the valence band at k. = 0 (for definiteness, a direct-gap
semiconductor with cubic symmetry and an extremum at the I" point is con-
sidered). Then the matrix elements of the Uc and Uclizfl operators between
these states can be written as

(m/ kL;n' k| Uclm, ke;n, kp,) (5.114)

1 47e? 5 5o s
= —Vm m/mOn’n Ok.+ky,k,+kj »

<m/, kié; n k;llU(long) ‘m, ko;n, kh> (5.115)

exch

_ i 4ﬂ62h2 (Kpm’ﬁ/)(Kpmﬁ)* 5 , ,
V aym3 B2 K2 ke thon ke ey, -

Here K is the total wave vector k. + k, = k, + k}; E, is the band gap;
Pmi is the matrix element of the momentum operator, calculated between
the electronic Bloch functions |m,k = 0) and |7,k = 0) (the hole state
n,k and the electron state n,—k are coupled to each other by the time-
inversion operator); &y and @ are the dielectric constants, low-frequency
and high-frequency (at the electron-hole-pair excitation frequency), and V
is the volume of the crystal. The interaction represented by (5.115) can be
interpreted as a result of the virtual recombination and generation of an
electron-hole pair. This equation can be derived as well by one more method
taking into account the macroscopic electric field generated by the electron-
hole pair and the self-consistent effect of this field on the energy of the pair.
It is worth to note that in (5.115) the retarding electron-photon interaction
is neglected. The generalized form of this equation taking into account the
successive emission and absorption of a transverse photon by an electron-hole
pair can be found in [5.79].

The Fourier components of the Coulomb potential with the wave vectors
b+ k. — k., where b represents a nonzero reciprocal-lattice vector, contribute
to the short-range interaction. When k. and kj; are small enough to satisfy
the criterion of the applicability of the effective-mass method, operator Ushort

exch
has the character of a contact interaction and can be represented in the form

(m/ KLy K U™ i, kein, kn) = Apins n@38(re —74),  (5.116)

exch
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where aq is the lattice constant and the factor aj is separated out in order to
have the dimension of energy for the coefficients A,/ 1mn. The dependence of
these coeflicients on the band indices is found from symmetry considerations,
while their absolute magnitudes are determined by comparing theory with
experiment on studies of the fine structure of exciton levels. The number
of linearly independent coefficients coincides with the number of irreducible
representations contained in the direct product I'. x I}. For illustration,
let us consider the pair of bands Iy and I7 in GaAs-type semiconductors:
IsxI7 = I5+115. It is convenient to go to a basis of electron-hole excitations
in which the three states |v, ke, kn) (v = x,y, 2) are optically active in the
polarization e || v, while the optical transition to the fourth state |I%, ke, kn,)
is forbidden. The long-range exchange interaction given by (5.114) involves
only the states |v, k., kp,) and has in the new basis the form

(W KL K USSR v, ke, Kep) =

xch

4 hpo \° K, K,
T < o ) Sk, (5.117)

SSbV moEg K2

where pg is the interband matrix element of the momentum operator for the
optical transition to the state |v), see also (2.204).

The short-range interaction splits the exciton quartet Iy x I7(1s) into a
dipole-allowed triplet 15 and an optically-inactive singlet I5. The long-range
exchange interaction splits the 1s exciton into states longitudinal and trans-
verse with respect to the exciton wave vector K. The longitudinal-transverse
splitting is expressed via the microscopic parameter py as

4 2
fwrr = —= ( chpo ) ) (5.118)

3
xpag \Molly

where ap is the 3D-exciton Bohr radius.

The ground state el-hh1(1s) of a heavy-hole exciton in zinc-blende-based
QWs is also fourfold degenerate but, in contrast to the previous case of the
I's x I'7(1s) exciton, the exciton sublevels are characterized by the angular
momentum component M = s+ j = £1,4+2, where s = £1/2 and j =
+3/2 are the electron and hole spin components. In accordance with the
multiplication law I'g X I = Iy + I3 + I3 for a QW structure of the Doy
symmetry, the short-range exchange interaction splits the state el-hhl(1s)
into a radiative doublet I'5 which is dipole-active in the e 1 z polarization and
corresponds to M = £1 and two close-lying dipole-forbidden singlet levels I
and I which are the symmetrized and antisymmetrized linear combinations
of the exciton states with M = +£2. The long-range exchange interaction
splits the longitudinal and transverse exciton states lifting the energy of the
longitudinal exciton by

2w [ eh
QW 'Po
Erp = (

@ moEg> FO)P(K)K =C(K) K (5.119)
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where K = |K|, K is the in-plane wave vector of the 2D exciton, f(p) is the
envelope function describing the relative electron-hole motion,

P(K)= /dz’/dz ©e1 (2 )onn1(2) pe1(2)onni () e~ Klz=2']

and @e1(2), Ynn1(z) are the single-particle size-quantized functions. For small
values of K satisfying the condition Ka < 1, the function P(K) or the co-
efficient C is constant. Hence the long-range exchange interaction in a QW
vanishes linearly when K goes to zero. This also means that no longitudinal-
transverse splitting is expected for the exciton excitation with light propagat-
ing along the growth axis of the well. For Ka < 1, the longitudinal-transverse
splitting and the coefficient C can be expressed in terms of the exciton radia-
tive damping Iy defined by (3.18) as

EXN = nry K et (5.120)
k k
where k = ny(wo/c).

In the following we will use the two pairs of basis states for the el-hh1(1s)
exciton quartet. The first set |M, K) is characterized by a certain exciton
angular momentum component M = +1,4+2. The matrix element of the
optical transition into the state |M, K) is given by

My = Mo(ex F iey) , Myo =0, (5.121)

where M is independent of the light polarization e. In the second basis the
optically-active states are replaced by the excitonic states I'5 polarized along
the fixed axes a@ = z,y. It is worth to mention that in the basis |« K) the
effective Hamiltonian for the states I'5 can be written as a 2 x 2 matrix

Hexe = ngc +

K> C(K)[ K? KzKy} . (5.122)

2M K |K.K, K

The spin-dependent part of this matrix can be conveniently presented in the
form )

cos2d sin 29

2 C(K) K [sinZ@ —cos 2@} ’

where @ is the angle between K and x.

Now we consider the fine structure of 0D excitons and focus on the
anisotropic splitting of the radiative doublet in semiconductor nanostruc-
tures, namely, heavy-hole excitons that are localized at a particular well-
width fluctuations in type-I QWs, localized at a particular interface in type-
IT heterostructures, or confined by asymmetrical QDs. Despite the obvious
differences between these three kinds of excitonic states their exchange split-
ting can be described by a common exchange-interaction matrix which in the
basis |M) taken in the order [1),| — 1),|2), | — 2) may be written as follows
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oo 671@252 0 0
> 1 ei¢252 60 0 0
Hexeh = 3 0 0 Gy e, | (5.123)

0 0 e'?1 01 —0do

Here the constants dg, 01, 02 refer, respectively, to the quartet splitting into
the doublets | = 1) and | £ 2), nonradiative-doublet splitting into the states
(|2) £ €i®1| — 2))/v/2, and radiative-doublet splitting into the states
(]1)£ei?2|—-1))/v/2 which are dipole-active along the rectangular axes rotated
around the structure principal axis z by the angle @5 /2 with respect to the
fixed axes x and y. Note that the splitting dp retains even in the uniaxial-
symmetry approximation, a nonzero value of §; appears taking into account
the tetragonal symmetry Doy of an ideal QW, and the ds-governed splitting
is completely related to the low symmetry of an exciton-localizing potential.
We will also use the frequencies £2; (j =0, 1,2) defined by Af2y = do, A2, =
09 cos Do, hfdy = b9 sin P5. Then the matrix (5.123) for the two states | = 1)
is rewritten as

- h 20 21 —i8)

Hexch = 5 Ql + 102 QO (5124)

We first discuss the energy and exchange splitting of an exciton local-
ized at a fluctuation in the width of a type-I QW. Beyond the limits of the
considered localization island, the QW is assumed to contain N monomolec-
ular layers (in GaAs, the width of a monolayer is ag/2 = 2.8 A). One of the
interfaces is flat while the other is shifted in the region of the island by a
monolayer increasing the QW width here to (N +1)ag/2. If the linear dimen-
sions of the island exceed the exciton 2D Bohr radius, the envelope of the
exciton wave function can be approximated by (2.188). If the shape of the
island is anisotropic, the function F(X,Y") in (2.188) is as well anisotropic
which results in a nonzero value of J; in (5.123). Introducing the 2D Fourier
transform

F(K,., K,) = / dXdy e ERI (X)Y)
we can present this splitting in the form [5.79]

hIy K2 - K;

0y = —— _—
S K>kka2_k2

FY(K), (5.125)

where the retardation is taken into account, as a consequence K is replaced
by vVK? — k? and the summation is performed over K > k.

Goupalov et al. [5.79] calculated the splitting ds for a rectangular island
of the dimensions Lg, Ly, see the inset in Fig. 5.10. The function F(X,Y)
was found as a solution of the 2D Schrédinger equation

HieF(X,Y) = —& F(X,Y), (5.126)
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Fig. 5.10. (a)Energy levels E,,,,/ of the localized exciton. (b) The splitting between
localized states |n,n’,x) and |n,n’,y) as a function of L, for a fixed value of L, =
950 A in a GaAs/Aly.3Gag.7As QW of the width 28 A (10 monomolecular layers).
The parts of curves corresponding to negative and positive values of d2 are shown
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ol o L, L,
Moo= o (s )~V (5 = 1) o (B 1)

where V is the energy difference between the 1s-exciton levels in the two
perfect QWs differing in the width by one monomolecular layer, ¢ is the
localization energy referred to the free-exciton energy in the thinner QW.
While calculating do the approximation of the factorized envelope function
was used and F'(X,Y’) was taken in the form of a product F,(X)F,(Y"), where
Fo(X), Fy(Y) are found self-consistently from (5.126). The localized states
|nn') are labelled by a pair of integer quantum numbers nn/, e.g., 11, 21, 22
etc., describing the exciton in-plane confinement in the z and y directions.

Figure 5.10 illustrates the dependence of the energy and splitting of the
ground and excited states on the island dimension. Note that E,,, =V —
Enns 1s the localized-exciton energy referred to the free exciton energy in
the wider QW. Due to the long-range exchange interaction the level E,,, is
split into two sublevels Fy,,/ 4, Fpys  polarized along the x and y directions,
respectively. According to (5.125), the sign of the splitting d = Eppr g —
E,p y is mainly determined by the sign of the difference of the mean squares
(K2) and (K2). When n = n/, the splitting of the E,, level is evidently
negative if L, < L, and positive if L, > L., and this agrees with curves 11
and 22 in Fig. 5.10. As the quantum number n (or n’) increases, the dispersion
(K2) (or (K72)) increases. Therefore, for close-lying L, and L, the signs of
the differences E,/ 5 — Eppr  and n—n’ coincide. If the sides of a rectangular
island are rotated with respect to the fixed axes x,y by the angle @ then, in
the spin Hamiltonian (5.123), the angle @ is nonzero and equal to 2.

Gammon et al. [5.10,5.11] studied the PL of GaAs/AlGaAs QWs in the
optical near-field regime and measured the PL spectrum of a single QD
formed by a large monolayer high island. They report a fine structure split-
ting of 20-50 peV and linear polarization of the split sublevels for both the
ground and excited states of the localized exciton. The sequence of signs of
this difference observed for the ground and four excited states of the localized
exciton [5.11] is reproduced in Fig. 5.10 for values L, lying between 420 A
and 480 A.

In type-II GaAs/AlAs(001) SLs, the radiative level of localized heavy-hole
excitons el-hhl1(1s) was found to be split into the sublevels polarized along
the [110] and [110] directions in the interface plane [5.80-5.85]. Moreover,
it was established that in the same sample there exist simultaneously two
classes of excitons with equal absolute values but opposite signs of the energy
diﬁere_nce between the dipole-active sublevels E[y1g) and Ej110) polarized along
x || [110] and y || [110], i.e., 2 is nonzero and P = 0 or 7 if the reference axes
are x and y. This anisotropic exchange splitting of excitonic levels cannot be
explained in terms of the long-range exchange interaction in excitons localized
by laterally-anisotropic islands because the exciton oscillator strength in the
type-II heterostructures is too small. The exchange-interaction anisotropy
was related in [5.86-5.88] to the heavy-light hole mixing under normal hole
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incidence on the (001) interface. Then the pair of wave functions at the
bottom of the lowest heavy-hole subband hhl can be written as

Wy = F(2) [Ty, £3/2) £iG(2) | Is, F1/2) + iGao(2) |[I7,F1/2) . (5.127)
As compared with (3.116) an admixture of the spin-orbit-split valence band
I'; is included into ¢)(""1), The real envelope functions F(z) and G(2), G4 (%)
are even and odd with respect to the reflection z — —z for the origin z = 0
taken in the center of a GaAs well. The functions G(z), Gs,(z) are propor-
tional to the heavy-light hole mixing constant ¢;-;, in the boundary conditions
for the hole envelope function, see (3.115). Excitons contributing to the low-
temperature PL of undoped type-II SLs are bound two-particle excitations
localized by the structure imperfections in the plane of interfaces with an X-
electron and a I'-hole confined inside two neighboring AlAs and GaAs layers.
This presupposes the existence of localized excitons with a left- and right-
hand-side electron labelled in the following as the XL and X R states. Let
the localization length exceeds the exciton Bohr radius a, describing the in-

plane relative motion of the electron-hole pair. Then the anisotropic exchange
splitting of the XL and X R levels is given by [5.88]

d2 = (Epn10) — E[lio])L R (5.128)
16
= 08y [ FIGE) + VaGunla)] 1 0(2) + 08, (o)) 2
= Vanal , |

where uy, g(z) and vp r(z) are the X; and X3 envelopes of an X-electron
confined, respectively, in the left- and right-hand AlAs layer. g determines
the bulk electron-hole short-range exchange interaction taken in the form

Vexch = —€0a0 6(re —T1) 0¢ - o (5.129)

where 0., 0no are the electron and hole spin Pauli matrices. Taking into ac-
count that u? (z) = u%(—2), v2(2) = vi(—2), F(z) is even and G(2), Gso(2)
are odd, one immediately obtains opposite signs of the splitting for X L and
X R states. This explains the two classes of excitons observed experimentally.
Figure 5.11 shows the calculated dependence of the anisotropic exchange
splitting of the radiative doublet in GaAs/AlAs SLs as a function the SL
period d for a fixed ratio of the GaAs layer thickness, a, and the AlAs layer
thickness, b. Experimental values of d5 measured by optically detected mag-
netic resonance and quantum beats technique are presented as well.

The Molecular-Beam-Epitaxy (MBE) grown InGaAs/GaAs-like QDs have
a shape of pyramids with the height parallel to the growth direction z || [001]
and the base oriented along the (100) directions [5.89]. In case of the square
base, QDs are characterized by the Cs, point symmetry for which if2; =
o cos Py = 0, fif2o = Josin Py # 0. In the general case of a rectangular base
the symmetry is reduced to C, and both §2; and {2, are nonzero.
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Fig. 5.11. Anisotropic exchange splitting of the radiative doublet as a function of
the period of type-II GaAs/AlAs SL. Triangles [5.80] and rhombes [5.83] show ex-
perimental results, solid and dashed curves are calculated by using slightly different
models. According to [5.87].

For free heavy-hole excitons in ideal QWs of the symmetry Dy4 the spin
Hamiltonian contains the term in (5.122) proportional to g and representing
the long-range exchange interaction as well as the terms in (5.123) propor-
tional to dg, 1 and representing the short-range exchange interaction.

In an external magnetic field the exciton spin-Hamiltonian includes, in
addition to (5.123), the Zeeman contribution

‘Hp = uB [(geusz—&—/Cgon) Bz“!‘QeL S| -BL] s (5130)

where s, = (1/2)o and J, are the z-components of the electron spin s = 1/2
and hole angular momentum J = 3/2. We neglect the Zeeman splitting of
heavy-hole states in an in-plane magnetic field. In the Faraday configuration,
B || z, the split quartet levels are given by
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0o 1
Bz =5+ 5\/53 + (gn| — 9e))* 1B B2,

1)
B3, = *50

1
= 5\/‘5% + (9n) + 9e1)*#B B2, (5.131)
where we define the hole longitudinal g factor as
9n)) = 390K (5.132)

With increasing the field, the level 2 goes downward, the level 3 goes upward
and, at a particular value of B,, they cross each other. Near the crossing
point the states 2, 3 can be strongly mixed even by a weak symmetry-breaking
potential that couples radiative and nonradiative states. Owing to the larger
population of the nonradiative state the intensity of emitted light increases.
This effect known as the level-anticrossing can lead to a remarkable non-
thermal exciton spin polarization or alignment of exciton oscillating dipole
moment under unpolarized excitation resulting in an appearance of circular
or linear PL polarization near the crossing point. Depending on the exciton
effective g factors the level 3 can also cross the level 1 at a higher value of
the magnetic field where the field-induced PL polarization is opposite to that
related with the 2-3 anticrossing [5.90,5.91].

If the anisotropic-exchange constants d1, 0o are zero then at zero magnetic
field the radiative and nonradiative levels are doubly degenerate. The trans-
verse magnetic field (Voigt configuration) mixes the excitonic state m = £1
with the state m = +2 resulting in the shift of the levels

! o+ Gemom] 5159

and retaining the double degeneracy. The degeneracy is removed in some
extent only if J; or/and d2 are nonzero.

We turn now to the fine structure of the ground-state exciton level in
cubic and hexagonal NanoCrystals (NCs) of the spherical form. Due to the
confinement of electrons and holes in all three directions, the exchange split-
ting of excitonic levels increases as R~2 with decreasing the dot radius R and
is strongly enhanced as compared with that in bulk semiconductors. Large
exchange splittings were observed in CdSe NCs embedded in glassy materials
and polymer films [5.92-5.94].

In order to make transparent the comparison between the short- and
long-range exchange contributions to the splitting of excitonic levels we first
consider optical transitions between the simple conduction band I's and the
simple valence band I in semiconductors of the crystal class Ty. In this case
the 1s-exciton level is four-fold degenerate taking into account the electron
and hole spin degeneracy. As well as in the case of bulk semiconductor, the
direct product I'g x I7 is decomposed into the I'15 and I irreducible repre-
sentations. It is also convenient to use the spin basis |I'15,v) (v = z,y, 2) and
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|I) rather than |m,n) (m,n = £1/2). The state |I5,v) is optically active
for the light polarized along the « direction while the state |I%) is inactive.
In the chosen basis non-zero components of the short- and long-range terms
can be expressed as

HE (KL K ke, Kor) = AREwad 6,00 Sxcrcr, (5.134)

on KK,
HI(/I’V &) (k;’ k;w k67 kh) = thTﬂa%T 5KK’

in terms of the bulk exciton Bohr radius ag, the singlet-triplet splitting Ag%lk
and the longitudinal-transverse splitting Awpr of the bulk exciton level. Ac-
cording to (5.134) for an exciton confined within a spherical QD of the radius
R < ap, the singlet-triplet splitting is given by [5.95]

1 ag\3
ALR) =7 C (Ag%lk +3 thT) (EB) : (5.135)

where

s

. 4
C:/Smf da ~ 0.67.
x

0

While deriving (5.135), equation (2.89) for the single-particle envelope func-
tion quantum-confined in a spherical QD is used assuming the barrier to be
infinitely high. Taking for reasonable estimations AR ~ 0.1 meV, hwpr ~ 1
meV we obtain that, among the two terms in (5.135), the long-range contribu-
tion to the splitting ASQ{? prevails. It should be mentioned that the long-range
contribution .
howi®® = 20 (2)
0 3 R LT

to ASQ{? can also be derived from equation (3.134) for the renormalized reso-
nance frequency of the exciton assuming ¢R — 0 and replacing &(r) by

(2rRr?) 1 sin? (nr/R) .

At finite values of ¢R one has to use a more general equation (3.134). More-
over, in this case the damping I'sgp defined by (3.135) becomes nonzero,
it determines the radiative decay of the 0D exciton and is connected by
I'sqp = (279) ! with the exciton radiative lifetime 75. A large long-range
contribution to the electron-hole exchange interaction in semiconductor QDs
has been also considered by using a many-body approach based on atomistic
pseudopotential wave functions [5.96].

Note that in case of different high-frequency dielectric constants 331(71) and

ael(f), respectively inside and outside the dot, the second term in (5.135) should

be multiplied by the factor [5.95,5.97]
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3 361(72) — ael(})

14 (5.136)

2nC aelgl) + 2381(72)
For Iy x I's excitons the valence band Iy is described by the 4 x 4 Lut-
tinger Hamiltonian containing the three band parameters v1,v2 and 3. The
ground state of a hole confined in a spherical QD has the symmetry I's and
is characterized by the angular momentum component n = £3/2,+1/2. In
the spherical approximation, v, = 73, the four ground-state wave functions

can be written as
S wl ) ),

n'

where |n/) (n’ = £3/2,£1/2) are the Bloch functions,

7 () = Cryrn(7),

¢ = <= { o)~ matr) (5 7)" = 5] |

Jo (@ = x,y, z) are the angular momentum matrices in the I's basis, Ry(r)
and Ry (r) are the radial functions introduced in [5.92] and reflecting the fact

that the envelopes &T/ff,b) (r) are formed by coupled S (L = 0) and D (L = 2)
states.
The short-range exchange interaction has the form [5.92]

2
Henort (K¢, Ky ke, n) = —3¢0 ag (o - J) Ok, (5.137)

where ¢ is a constant. For the long-range exchange we obtain [5.97]

Hiong (k/ev k;zv ke, kh) (5.138)
A7 ( helpes] )’ 1 (3 , 1 , 1,

= 2 () kg s K~ —(J-K)?— -K%o - J

-~ (mOEg KK g2 8 g7 K~ gl(e-J)

tg e (o) (aap - (K2 o)

_ % {(U.K)(J-K)—%KQ(U-J)H,

where pe, = (S]p;|X) is the interband matrix element of the momentum
operator.
In hexagonal crystals one has to add the crystal splitting term

. A [ 5
-2 (52-0)

to the Luttinger Hamiltonian. If a value of the crystal splitting A, is small as
compared with the characteristic confinement energy the combined electron-
hole exchange interaction in QDs of the radius R < ap is described by the
Hamiltonian [5.97]
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Heoxen = —1 (0’ : J) . (5139)
Here

7= () [8) horr + 5 ¢(8) o] |

2 (ap\®
hwrr = p (ao> €0,
B

hwrr is given by (2.204), x(3) and {(8) are coefficients dependent on the ratio
B = myp /mpp between the light- and heavy-hole effective masses. For = 0.3
one has x(8) = 0.77 and {(8) ~ 0.62. Note that AwTp is the short-range
exchange induced splitting between the bulk exciton states with n = +1 and
n = £2, and fwyr is the longitudinal-transverse splitting for a free exciton
propagating perpendicular to the hexagonal axis of the bulk wurtzite-lattice
crystal. Inset in Fig. 5.12a presents exciton level diagrams described by the
Hamiltonian

where A = A..v(83) with v(8) ~ 0.94 for 5 = 0.3. The excitonic sublevels are
labelled in accordance with the value of total angular-momentum component
on the Cg axis. The splitting, A%?(ﬁ), between the M = =£2 and lower
M = +1 states of a 0D exciton is given by

A A2
A%E(ﬁ):2ﬁ+5*\/4ﬁ2+jfﬁﬂ. (5.140)

If the long-range exchange contribution is neglected the parameter 7 in
(5.140) is replaced by

n= (%B)sx(ﬁ) hwrr

which is smaller than 7 by ~ 4. Note that this result has alternatively been
derived in [5.100] from consideration of resonant Rayleigh scattering of light
by a QD following the procedure described in Sect. 3.2.1. Figures 5.12a and
5.12b present the measured and calculated dependence of the splittings A%FD
and Aq, Ay on the nanocrystal radius.

In [5.101] the electron-hole exchange interaction is analyzed in the frame-
work of the empirical tight-binding method. It is demonstrated that inter-
atomic and intra-atomic (or intrasite) contributions to the long-range inter-
action enter in an inequivalent way. In particular case of the I'y X I'7 exciton
in a spherical dot, the long-range singlet-triplet splitting is given by

A tong = g Ch (wLT - wS}‘“a)) (%B)d : (5.141)

where wrr is the longitudinal-transverse splitting for the bulk exciton and

wg%tm) is the contribution to wprr caused by the intra-atomic transitions.
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Fig. 5.12. Dependence of the splitting AP (a) and A, Ay (b) on crystal radius
for &1 = 8.4 and @2 = 2.25 (solid) and &1 = @2 = 8.4 (dashed), taking into ac-
count both the short-range and long-range exchange contributions. The inset shows
diagram of exciton level splitting into five sublevels for a hexagonal nanocrystal.
For conveniency, the fine structure obtained neglecting crystal-field splitting is also
shown. The dotted lines present the calculation performed neglecting long-range
exchange interaction. In figure (a), the filled [5.93] and open [5.98] circles refer to
the experimental values of the splitting, and the triangles are the splitting A%?
calculated using the pseudopotential method [5.96]. In figure (b), the experimen-
tal values of the splitting are shown by the filled [5.99] and open [5.98] circles.
According to [5.97].
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Thus as compared to the envelope function approach valid for wg%ltra) =0,
the splitting (5.141) differs by a factor

. . 2
Wi — wg;tra) L Mc(ll)ntra)
WLT - Mc(ii)nter) + Mc(ii)ntra) ’

where M) a700%2) o416 the contributions to the interband optical matrix
element due to the inter- and intra-atomic transitions in the tight-binding

M(inter)

approach. For Frenkel excitons where Mgy can be ignored, ASQ{? long = 0-

5.5.2 Optical Orientation and Alignment of Free Excitons in
Quantum Wells

Similarly to free carriers, exciton spins (or angular momenta) can be optically
oriented. In the absence of an external magnetic field spin-polarized excitons
are generated under optical pumping with circularly polarized photons: due
to spin-orbit coupling of electronic states the selection rules for optical inter-
band transitions provide a conversion of photon polarization into exciton spin
orientation. This immediately follows from (5.121) for the matrix elements,

Mm = Z Mm,aea7

a=z,y

of exciton optical excitation. Indeed, under normal incidence of the o -
polarized light one has e, = 1/\/5, ey = 1/\/5 and

My xe_#0, M_; xer =0,

whereas, for the o_ photons, M; = 0, M_; # 0, in agreement with the
angular momentum conservation law Mexc = Mphot, Where Mexe and Mphot
are the z components of exciton and photon angular momenta. In accordance
with the same selection rule, mphot = Mexc, the radiative recombination of
spin-polarized excitons results in the PL circular polarization thus making
possible optical detection of the spin polarization. The optical orientation of
excitonic spins is a particular case of the more general phenomenon, namely,
the selective optical excitation of excitonic sublevels. Another example of the
selective excitation is the so-called optical alignment of excitons by linearly
polarized radiation: in contrast to the optical orientation which means just the
photoinduced difference in the populations of the exciton states |m) with the
spin m = +1, the linearly-polarized light can excite preferentially the exciton
state (]1) +¢'®| —1))/v/2 with a definite direction of oscillating electric-dipole
moment (a value of the phase @ is determined by the direction of the light
polarization plane).

Optical orientation and alignment of excitons can be described by using
the exciton spin-density matrix. The method is especially applicable to bound
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and localized excitons. It can be easily used for free 2D excitons in QWs if
the K- and spin-dependent density matrix can be presented as a product
of a matrix p depending only on the electron- and hole-spin indices and a
distribution function f(K) depending only on the exciton wave vector. This
kind of factorization is possible if the momentum relaxation time 7, is much
shorter than the exciton lifetime 79 and the spin relaxation time 7.

If the exciton state is represented by a wave function ¥ = Y ¢y,
where ¥, is one of the basis functions, then the spin-density matrix will be
Pmm’ = CmC,,. For a mixed state, the product c,,c},, is averaged over the
statistical ensemble. The diagonal components p,,,, determine the probability
to find an exciton in the state m, and the off-diagonal components, p.,m
with m # m’, the correlation between the m and m’ states. For a pure state
|omm > = pmmpPmim: - The PL polarization density matrix (3.227) and the
exciton spin-density matrix are related by

dap o< > My Mot o P - (5.142)

mm/’

For heavy-hole quartet excitons in QWs the optical matrix elements are given
by (5.121).

Similarly to the kinetic equation (5.56) for spin-polarized photoelectrons,
in the steady-state regime of photoexcitation the exciton spin-density matrix
satisfies the equation

9p dp i )
(E)Tec + (E)S.n + ﬁ [pa Hexch +HB] =+ G = O . (5143)

The terms on the left-hand side take account of the exciton recombination,
spin relaxation, exchange and Zeeman interaction in the presence of magnetic
field B, G is the generation matrix. Let |m) be the basis states |s,,.J.) of the
el-hhl(1s) exciton with the angular momentum component m = s, + J, =
2,1,—1,-2.

Generally, there are two recombination channels, a radiative and a non-
radiative (including dissociation), characterized for the state m by the times

(m) (m)

7o ~ and 7, ", respectively. This allows to write the recombination term in

(5.143) in the form
(@> = L (5.144)

8t Tmm/

where

1 1/1 n 1 1 n 1
Tom/ 2 \Tm  Tw ) Tm i m
The generation matrix G depends on the conditions of exciton formation.
In the case of resonance excitation, it is defined by

Gm 0 > My oMy 5d0s (5.145)

mm/
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where dgﬁ is the polarization density matrix of the initial radiation. As in
Chap. 3, see (3.228), the light polarization is characterized by the circular
polarization degree, P,, and the degrees of linear polarization, P, and Py,
referred to the two pairs of rectangular axes labelled here as z,y and x’, 3.
In order to make transparent the description of polarized PL we give
here a simplified description of the optical orientation and alignment of ex-
citons. For resonant excitation conditions and in the absence of exciton spin
relaxation between the pairs m = +1 and m = +2, the optically-inactive
sublevels remain unpopulated, the only nonzero components of the density
matrix pp,m are those with m, m’ = £1 and the el-hh1(1s) exciton acts as a
two-level system. Recall that any two levels can be considered as two states
of an effective 3D pseudospin with S = 1/2. The 2x2 spin density matrix
Pmm (m,m’ = £1) is expressed in terms of the average pseudospin S as

ﬁzN(%—i—S-&) 7 (5.146)

where 6, (o = z,y, z) are the Pauli matrices and N is the steady-state exciton
concentration. The pure exciton states |1) and | — 1) are equivalent to the
pseudospin polarized parallel or antiparallel to the z axis, respectively. The
exciton states

1X) = (1) +[-1)/v2, [¥)=~i(1) - | - 1))/V2,

dipole-active along the = or y axis are described by a pseudospin with S, =
1/2 or S, = —1/2 respectively. Finally, the states |X') = (|X) +|Y))/v2 or
[Y") = (|X) — |Y))/v/2 polarized in the 2’ and ¢’ directions correspond to a
pseudospin with nonzero component S, = 1/2 or Sy = —1/2. Thus, one can
rewrite (5.142) as

P =2S,, Py =25,, P.=28,. (5.147)

The generation matrix G, for m, m’ = &1 can be expanded similarly to
(5.146)

A 1
G =Gy (5 +8Y. &> : (5.148)
which allows to rewrite (5.145) in the form
1 1 1
0 _ 0 g0 _ 0 0 _ 0
Sz—iPl,Sy—iPl,,Sz—iPc. (5.149)

Here G is the total generation rate of excitons, PP, P and P? characterize
the initial light polarization, S° is the exciton pseudospin at the moment of
resonant excitation.

If the exciton is formed by binding of free electrons and holes into pairs,
then (@ is proportional to the product Pepn of single-particle spin-density
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matrices at the moment of binding. In this case one may observe only exciton
orientation.

In terms of the pseudospin Pauli matrices, the spin-dependent long-range
exchange interaction is written as

H=2 (6,020 +65,92,) | (5.150)

N | =

where
2, = CK cos2® , hf2, = CKsin29.

The longitudinal-transverse splitting of the exciton state produces a mo-
tional narrowing type of spin relaxation similar to the D’yakonov-Perel’ mech-
anism considered in Sect. 5.3.2. Indeed, the off-diagonal terms of the Hamil-
tonian (5.150) represent an effective magnetic field in the (z,y) plane. If such
a field is fixed then, in the absence of a real external magnetic field, the pseu-
dospin will process about this field which results in a spin decoherence in the
exciton ensemble. In the multi-scattering regime, the exciton wave vector K
is changed by each scattering event, the effective field is randomly oscillating
and the exciton spin decoherence is slowed down. If K changes faster than

2)

the pseudospin procession, i.e. if CK TIS <& 1, then one has for the exciton

spin relaxation times [5.102]

1 2 2
it L (5.151)
2z TT yy

where 25 = /022 + 22 = CK and T,EQ) is the momentum scattering time for

the angular harmonics cos2®, sin2@ of the free-exciton distribution func-
tion. It should be noted that the times Ts1 = 77, and T2 = 7, = 7,
describe the relaxation of exciton optical orientation and alignment, respec-
tively. The factor of 2 is easily understood by using the fact that the in-plane
pseudospin, say S, is only affected by the y component of the depolarizing
field, whereas the longitudinal polarization S, is relaxed by both z and y
components. Therefore, the theory predicts that the PL experiments with
linearly polarized light should exhibit a longer spin-relaxation rate driven by
exchange than those performed with circularly polarized light.
In terms of the pseudospin (5.143) reduces to

S oS S0
? - (E) + 8 x .Q” = T 5 (5.152)

where 7 is the exciton lifetime in the state m = +1, the spin-relaxation term
—(0S/0t)s.r. has the components

(7 o m)
T‘;Q ’ TsZ ’ Tsl ’
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T, (1 =1,2) are the longitudinal and transverse pseudospin relaxation times
including those described by (5.151). In addition, the pseudospin precession
in an external longitudinal magnetic field B || z is taken into consideration
with the exciton Larmor frequency §2) given by (0,0, g jupB./h) and the
effective exciton g factor given by g = gp|| — g - Note that in weak magnetic
fields satisfying the condition 27, < 1 one can neglect the field effect on
the pseudospin relaxation times Ty; [5.102].

At zero magnetic field, the polarizations of the secondary and primary
radiations are related by

T2 T2 _ Tl

P=—=P ,P==P,P.=—P, (5.153)
T0 T0 T
where
11 N 1
E T Tsi.

In a longitudinal magnetic field B || z, the PL circular polarization remains
unaffected while P;, P,y change to

Pi(0) — 2 2Py (0)
1+ (2)12)°

_ T2 P,(0) + Py (0)

P(B,) = 2
5 1+ (2)Tz)

» Pr(B-) , (5.154)

where P;(0), P (0) are zero-field polarizations given by (5.153). One can see
that, under linearly-polarized excitation in a longitudinal magnetic filed, the
plane of polarization of the exciton radiation is rotated around z by the
angle 0 = (1/2) arctan {2 Tz, while the degree of linear polarization, P, =
V/P? + P2, decreases by the factor [1+ (£2)T%)?]'/2.

Physically, equation (5.154) can be derived by using the following intuitive
approach. Optical pumping in the polarization ey || x excites the electric-
dipole moment dy of the exciton oscillator directed along the x axis. In a
longitudinal magnetic field this dipole will rotate around z axis with angular
frequency (2)/2. Hence, for the exciton created at ¢ = 0 the components of
the vector d exhibit the quantum beats

QHt . Q”t
d(t) =do cos -, dy(t) = do sin —-,

ot ot
dm’(t) = do [0)] <TI — g) s dy/(t) = dO sin (Tl — g) .

Taking into account the finite exciton lifetime and spin-relaxation time the
PL intensity I,(t) in the polarization « shows damped oscillations

I (t) o e /T2 d2 (1)

On the other hand, the steady-state intensity I, is related with the time-
integrated quantum beats I, (t) by
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I, ZT/Ia(t) dt o /e—t/Tzdi(t) dt .

Substituting d3 , = (d3/2)(1 £ cos Qt), d3. . = (dj/2)(1 £ sin 2t) and
integrating over ¢ we obtain the Stokes parameters (5.154) for P;(0) = 1,
P;(0) = 0.

In the absence of an anisotropic exchange interaction (41,2 = 0) and spin
relaxation (Ts; — 00), the transverse magnetic field B L z does not affect
the PL polarization but can change the PL intensity [5.103]. The latter effect
occurs because the effective lifetime of resonantly-excited excitons increases
with increasing the field in the presence of both radiative and nonradiative
recombination channels.

In this subsection we concentrated on the polarized PL of free heavy-hole
excitons. The secondary radiation of light-hole excitons can be considered in
the same way with allowance for nonzero optical matrix elements in both
polarizations e || z and e L z.

5.5.3 Optical Orientation and Alignment of Zero-
Dimensional Excitons

Neglecting, for simplicity, the exciton spin relaxation one can obtain for the
PL circular polarization under resonant circularly-polarized excitation in the
longitudinal magnetic field [5.82]

1+ QﬁTz
P.(B.)=P? ,
1+ (Qﬁ+9%+9§)72

(5.155)

where the exchange-related frequencies {2; 5 are introduced in (5.124) and
7 is the 0D-exciton lifetime in the radiative states m = =+1. If the exci-
ton lifetime 7 is long enough so that max ({21 27) > 1 then, because of the
exchange, the exciton optical orientation is quenched. With increasing the
magnetic field the PL circular polarization is restored and reaches a value of
PY as B, tends to oo. Thus, the magnetic field suppresses the depolarizing
effect of anisotropic exchange interaction and permits to observe the optical
orientation of excitons even if max (21 27) > 1.

As in the previous subsection, the behavior of exciton optical orientation
and alignment is very convenient to interpret physically in terms of the exci-
ton pseudospin. In a longitudinal magnetic field, the pseudospin Hamiltonian
is a sum of the exchange term (5.124) and the &,-dependent Zeeman term

h
H=3 (6292 + 5,02y +5.92)) . (5.156)

The pseudospin S rotates around the vector §2 = (§21, (2, §2)) with the

effective Larmor frequency 2 =, /027 + 23 + Qﬁ In the realistic case
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1
\ 123+ 023> - (5.157)

the pseudospin precession around {2 leads to a depolarization of the initial
spin component perpendicular to 2 while the component parallel to §2 re-
mains unchanged. This means that the steady-state value of S is obtained by
projecting S° onto the §2 direction, i.e., S = §2(£2-S°)/|£2|2. Therefore, the
relation between the secondary and primary polarizations can be presented
in the following form

P= AP (i,5=11lc), (5.158)

J
with the matrix A given by

1 27 10, 10
D0y 23 291 . (5.159)

2 2 2

I[Aiz]| =

One can see that, for nonzero anisotropic exchange splitting ds, the longi-
tudinal magnetic field restores the PL circular polarization and induces the
linear polarization under circularly polarized excitation. It also follows that,
under linearly polarized excitation, the magnetic field gives rise to two addi-
tional effects: suppression of the alignment and polarization conversion with
an appearance of circular polarization in the PL.

In [5.85], instead of measuring the PL polarization degrees P;, P and P,
under a fixed position of the polarizer, the modulation technique is applied
where the analyzer is in a fixed position and the sample is pumped by the
incident light changing its polarization from circular or linear to orthogonal
at a certain frequency. The measured values are then the effective polarization
degrees

_ Iélo _ IélO v I(leO _ IglO . Ing _ Igf
pa_mvpa_W7pa_ma (5.160)
where I§ designates the PL intensity in the configuration (a, B) of the po-
larizer and analyzer, and «, 3 are linear polarizations along the axes [100],
[010], [110], [110] or circular polarizations o,0_. The theory shows that,
under resonant excitation conditions and neglecting the level anticrossing ef-
fects, the set (5.160) is equivalent to the values of P, P and P2, where «
indicates the polarizer position.

Figure 5.13 displays the dependencies p¢(B.) and p!,(B.) measured on
one of the type-II GaAs/AlAs SL samples at the PL spectral maximum (A =
6684 A). It is seen from Fig. 5.13a that p5., (B-) rapidly increases and sat-
urates from 2.5% to 5% in weak magnetic fields B ~ 20 G and then grad-
ually increases up to the level of 20% at B, = 2.5 kG. Figure 5.13b clearly
demonstrates the field-induced orientation-to-alignment conversion: p§;,(B:)



272 5 Photoluminescence Spectroscopy

3 2 -1 0 1 2 3
Longitudinal magnetic field (kG)

Fig. 5.13. Effect of the longitudinal magnetic field on optical orientation and
alignment of localized excitons in a type-II GaAs/AlAs SL: (a)pg, , (b) pfio ; (c)
oo, (d) pf,+. Experimental data (T = 4.2 K) are shown as points. Solid curves
are theoretical fits. From [5.85].
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reaches a maximum value of 5% at B, =~ 0.7 kG and reverses its sign un-
der the field inversion. Moreover, p$,,(B;) differs in sign from the measured
dependence p$;,(B.). The effect of longitudinal magnetic field upon the op-
tical alignment is illustrated in Fig. 5.13c. Note that the main variation of
ph1o takes place at the same magnetic fields B, ~ 0.7 kG as for the function
P, (B:) in Fig. 5.13a. Figure 5.13d shows that the orientation-to-alignment
conversion effect is reversible: the experimental dependencies p$;,(B.) and
pf,Jr(Bz) are close to each other.

The solid curves in Fig. 5.13 are theoretical fits by using the theory tak-
ing into account the exchange splitting with 2; # 0, {22 = 0 in accordance
with the mechanism of anisotropic exchange interaction in GaAs/AlAs short-
period type-II SLs discussed in Sect. 5.5.1. The fast low-field increase of pg
in Fig. 5.13a is attributed to a spatially separated electron-hole pairs char-
acterized by small values of exchange splitting. In the analysis this contri-
bution is taken into account by adding a constant value of 5% to the theo-
retical curve p§+(BZ). Except for this narrow region the experimental data
can be described taking additionally into consideration the exciton spin re-
laxation between the radiative and nonradiative states and possible losses
in the orientation and alignment during the quasi-resonant photoexcitation
process [5.85]. Since in type-II GaAs/AlAs SLs there are two kinds of local-
ized excitons with {2y differing in sign, the calculated circular-to-linear and
linear-to-circular conversion terms have to be multiplied by the imbalance
factor

NE NG
TN NG

where N denotes the concentration of excitons localized at the AlAs-on-
GaAs and GaAs-on-AlAs interfaces, respectively. Thus, the magnetic-field-
induced conversion between the circular and linear polarizations suggests an
effective method to measure an important structural parameter, namely, the
imbalance factor f. The curves in Fig. 5.13 are calculated for do = 1.8 peV
and f = 0.9. Since in type-II GaAs/AlAs SLs the frequency 2 is zero and
277 > 1, the theory in full agreement with experiment predicts no optical
alignment in the cw excitation regime for the incident light polarized along
the [100] or [010] axis, Ay = 0, and no !’-c or ¢-l’ polarization conversion,
Agr = Ape = 0.

5.5.4 Photoluminescence of Neutral and Charged Quantum Dots

Figure 5.14 displays the effective polarization degrees of photoluminescence
oL, pg, pS, measured as a function of the longitudinal magnetic field (the
Faraday geometry) on InAlAs QDs in an AlGaAs matrix [5.104]. The PL
was recorded at the wavelength 6890 A under quasiresonant excitation with
A = 6764 A. The main experimental findings are observations of (a) the
optical alignment of excitons for any in-plane direction of linear polarization
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of the exciting light, and (b) magnetic-field-induced conversion of the (110)
alignment to orientation but no similar conversion of the (100) alignment.
The MBE-grown InGaAs/GaAs-like QDs have a shape of pyramids with the
height parallel to the growth direction z || [001] and the base oriented along
the (100) directions [5.89]. In case of the square base, QDs are characterized
by the Csy, point symmetry for which h{2; = dycos®Ps # 0 and hf)y =
dosin®y = 0. In the general case of a rectangular base the symmetry is
reduced to Cy and §2¢, {25 are both nonzero. The experimental results on
InAlAs QDs can be explained by assuming that the positive and negative
values of {25 are equally probable, the average value of {2; is nonzero, and
the mean-square values of 22 and §22 are comparable. It follows then that
the components A;; odd in {2, vanish after averaging over the ensemble of
QDs. As a result the secondary and primary polarizations are related by the

matrix (AS_)) where

1 220 2
A= ——— | 0 22 0
v A+B+% | g0, 0 03
and the angle brackets mean averaging over the distribution of (27 and (25.
While calculating the theoretical curves in Fig. 5.14 the Gaussian distribution

— 2 2
P(Ql,QQ) = %exp |:((21~<‘91>):| exp <(~22> s
27‘([2192 Q% “Qg

was assumed, allowance for nonzero average value of {2; was made and the
dispersion parameters (21, 25 were found from the fitting procedure.

The studies of spin dynamics in self-organized InAs/GaAs QDs under
pulsed photoexcitation supplement the continuous wave QD spectroscopy
experiments. The best fit of the experimental data on time-resolved optical
orientation, optical alignment and linear-to-circular polarization conversion
leads to the anisotropic exchange splitting do = 135 eV in InAs/GaAs QDs
obtained after a nominal deposition of 2.2 InAs monolayers [5.105]. These
experiments also evidence a spin relaxation quenching in semiconductor QDs
at low temperature compared to bulk or 2D structures and bring experimental
support to proposals using electron spins in QDs for quantum information
encoding and processing in a solid-state system.

Cortez et al. [5.106] have demonstrated a possibility to manipulate the
spin of the resident electron in an n-doped QD using nonresonant optical
excitation. The time dependence of the luminescence and circular polariza-
tion of the ground state emission under excitation in the wetting layer is
shown in Fig. 5.15. To interpret the set of obtained experimental results the
following scenario can be proposed providing a simplified description of the
three-particle complex (or QD trion) dynamics. Let us consider that the dots
contain ideally a single resident electron and that at most a single electron-
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Fig. 5.14. Effect of the longitudinal magnetic field on optical orientation and
alignment of excitons confined in Ing.45Alo.55As/Alo.3Gao.7As QDs: (a) plﬁo(Bz),
(b) pllloo(Bz)7 (¢) p5, (B2), (d) pf,+ (B-). Solid curves are theoretical fits taking into
account the anisotropy of generation and recombination in the axes [110] and [110].
From [5.104].

hole pair is optically injected in a dot. Moreover, the heavy holes photogen-
erated in the wetting layer or barrier are assumed to lose completely their
spin polarization.

When a photocreated pair is captured by a QD, the injected electron (say
with spin | for oy excitation) relaxes in a few ps down the first excited elec-
tron state p! while the heavy hole relaxes down to its ground state. If the
resident and photoinjected electrons have antiparallel spins the latter ther-
malize very rapidly to the ground state s., the electrons form the ground
state singlet Sy and the corresponding radiative recombination yields unpo-
larized luminescence. When both electrons have parallel spins (say |]) they
form a triplet state 7_; and cannot relax to the ground state Sy without spin
reversal. Depending on the hole spin, the trion formed with T_; electrons is
either bright (the hole in the state 32) or dark (s,ll) The bright trion can
recombine radiatively with o, polarization and leaves a p! electron which
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Fig. 5.15. Top: time-resolved photoluminescence detected at 1.15 eV under circu-
larly polarized excitation at 1.44 eV of the n-doped QD sample. The inset shows
a blowup of the fast dynamics at short times. Bottom: the corresponding circular
polarization is shown (dark line), as well as the polarization in the presence of a
counterpolarized pump pulse 10 ns earlier (grey line). From [5.106].

will further thermalize to the ground state s!. This explains the observation
of copolarized PL at the very beginning of the recombination process (see
inset in Fig. 5.15). The anisotropic electron-hole exchange interaction causes
a simultaneous spin reversal of the hole and one electron. This flip-flop is
followed by an irreversible relaxation of the electron subsystem to the Sy sin-
glet state. The radiative recombination of the resulting frozen trion produces
then counterpolarized light, due to the hole spin state. This path is much
faster than the direct recombination. It is this mechanism that is assigned to
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the reversal of PL polarization after a few tens of picoseconds in Fig. 5.15. In
the case of the dark trion 7_; with the hole S}ll the most likely process is the
single particle spin flip of an electron, maybe due to the effect of spin-orbit
interaction and dot shape anisotropy. This electron spin-flip relaxation is due
to the slow increase of counter polarization during the recombination lifetime.
Finally one can conclude that the spin of the electron remaining in the dot
after recombination of the photoinjected electron-hole pair is polarized, with
an increase of the spin | population (for o4 excitation). This allows to write
and read the spin state of the resident electron in n-doped QDs.

5.6 Interface-Induced Linear Polarization of
Photoluminescence

In Sect. 3.3.3 we considered the in-plane anisotropy of type-I heterostruc-
tures where both electrons and holes are confined within the same layers.
Now we will concentrate on type-II heterostructures with no-common atoms,
like InAs/AlSb [5.107,5.108], ZnSe/BeTe [5.109, 5.110], CdS/ZnSe [5.111],
where electrons and holes are confined in adjacent layers and the interband
optical transitions are indirect in the real space. The PL measurements in
type-II structures are preferential because, for the indirect transitions, the
oscillator strength is very small and the transmission experiments are much
less sensitive to the possible anisotropy.

Figure 5.16 demonstrates a giant in-plane optical anisotropy of BeTe/ZnSe
heterostructures. In order to detect the anisotropy signal induced by a sin-
gle interface the PL from high-quality ZnSe/BeTe double barrier struc-
ture was studied. The layer sequence is shown in Fig. 5.16c together with
current-voltage characteristics. The samples are as symmetrical as possi-
ble and comprise lattice matched BeZnSe contact layers, undoped ZnSe
spacer layers. They act as electron emitters under applied bias voltage and
BeTe/Zn; _,Mn,Se/BeTe double-barrier structure with = 0 or x = 0.1. All
the normal and inverted interfaces are grown under Zn and Te termination
and contain the Zn-Te and Te-Zn chemical bonds. PL is excited by an Ar-ion
laser. The heterostructures demonstrate pronounced resonant-tunneling fea-
tures which become less pronounced under illumination. Figures 5.16a and
5.16b present the PL spectra measured for two studied samples and detected
in the linear polarization, P, along the [110] and [110] axes. The emission
lines EL and ER originate from the spatially indirect transitions involving
electrons from the ZnSe emitters and photoholes from the BeTe layers. The
lines WL, WR observed only in the second sample are due to the quantum-
well electrons. Splitting between the EL and ER lines can be attributed to
small charge-asymmetry of the emitters.

One can see that the lines EL and ER are strongly polarized and, more-
over, polarized orthogonally. The interpretation of these lines is confirmed
by their behavior in an electric field under applied voltage. Positive electric
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Fig. 5.16. The polarized PL spectra at different bias voltages (a, b) and I-V
characteristics (c) measured at T = 1.6 K in the double-barrier resonant-tunneling
structure BeTe/Zni_,Mn,Se/BeTe shown in the inset. Solid and dotted spectra
are taken for the analyzer orientation along the z’ and 3’ axes of the (001)-grown
samples. The spectra in (a) and the curves in (c) are obtained in the 40 A/50 A /40
A structure with the Mn content x = 0.1; the spectra in (b) are obtained in the
sample with pure ZnSe middle layer. [5.109]
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fields push off electrons from the rightmost interface and form a triangular
potential near the leftmost interface pressing electrons towards this interface.
As a result the relative intensity of the EL line increases and that for the ER
line vanishes. A field reversal leads to an exchange of the role played by
the interfaces, in this case it is the line ER that survives at negative biases.
The surviving line is as strongly polarized as it was at zero bias. Thus one
concludes that the radiation contributed by indirect optical transitions at a
particular interface between BeTe and ZnSe has very high linear polarization
and this polarization is almost insensitive to the electric field. The fact of
nonzero lateral polarization is a natural consequence of the C5, point sym-
metry of a single interface in a (001)-grown heterostructure. However, giant
values of this polarization need a theoretical explanation.

The temperature- and incident-power dependencies of the PL polariza-
tion in ZnSe/BeTe MQWs was studied in [5.110]. Complete sets of data on
time-resolved and time-integrated spectra of the PL intensity and linear po-
larization P, were obtained. The aim was to clarify whether the observed
polarization is induced by localization of carriers at anisotropic defects and
interface imperfections or it is an intrinsic property of the heterostructure.
The crucial point is the stability of polarization against changes in various
external and internal conditions, namely, against an increase in the excitation
power by more than 7 orders of magnitude, against the temperature increase
from 1.7 K to 300 K, and, in addition, there are no remarkable changes in
the linear polarization with applying an external magnetic field up to 7 T.
Under such conditions the PL spectrum exhibits tremendous modifications,
its intensity changes by many orders of magnitude, the spectral maximum
moves upwards or downwards by 200400 meV and the PL band halfwidth
varies within broad limits as well. In contrast, the PL linear polarization
degree remains stable varying between the limits of 50% and 75% and is al-
most constant within the halfwidth of the spectral band. All this means that
any theoretical interpretation of the available experimental results should be
based on intrinsic microproperties of a single (001) heterojunction between
two semiconductors with a zinc-blende-like lattice.

In type-II ZnSe/BeTe systems the conduction- and valence-band offsets
are very large. The penetration depth for an electron into the BeTe layer and
for a hole into the ZnSe layer has the order of the lattice constant. Therefore
in such a system the wave functions of an electron and a hole participating in
the spatially indirect radiative recombination overlap remarkably only over
few atomic planes. For calculations of optical matrix elements in this case the
conventional envelope-function approximation is invalid. One must instead
use microscopic pseudopotential or tight-binding models.

In the following we outline a tight-binding theory suitable for the calcula-
tion of interband optical transitions on a type-II heterojunction [5.112]. Let
us consider a periodic CA/C’A’ heterostructure grown along the axis [001]
and consisting of alternating layers of binary compounds CA and C'A’ with
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different cations and anions. The electron wave function in the tight-binding
method is written in the form

Y(r) =Y C%nalr). (5.161)

n,o

Here ¢, (1) are the planar orbitals, n is the number of the atomic plane, and
« is the orbital state index. For clarity, the coefficients in expansion (5.161)
are supplied with an additional superscript b = a for the anion (n = 2I, where
[ is an integer) and b = c¢ for the cation (n = 2] + 1). For the states with
a zero lateral wave vector, i.e. for the states with £k, = k, = 0, the planar
orbitals are related to the atomic orbitals ¢% by

bna = »_ (1 — an — 101 — ny0y)

ni,n2

where 11, ng are arbitrary integers, o1 = (ao/2)(1,1,0), 02 = (ao/2)(1,—1,0),
ag is the lattice constant of the face-centered cubic lattice, a,, is the position
of any atom on the n-th atomic plane. We remind that the distance between
neighboring cation and anion planes equals ag/4.

In the tight-binding method the wave equation for an electron with the
energy E transforms into the system of linear equations for the coeflicients
Ccab

(B -E)Cit g YD Vet <o, (5.162)
n'#n,a’

Here ES? are the diagonal atomic energies, and V' Z’/o‘,b/ = fo/z,’ab
off-diagonal tight-binding parameters for the pair n,n’. 7

In the sp? tight-binding model, the atomic s- and p-orbitals are taken into
account only. Hence, the pair of superscripts «, b runs through eight values
5Q, SC, Py’ G, Py’ @y Dg' C, Py €, Poa and p.c. Taking into account the symmetry
considerations, the orbitals

are the

Pz — Dy :szpr

p%’ = \/5 b py' \/§

oriented along [110] and [110] are used instead of the orbitals p, || [100], p,, ||
[010]. Neglecting the spin-orbit interaction, the tight-binding Hamiltonian
in a homogeneous semiconductor crystal is described by nine parameters
Esa; Eca; Espa Epa7 ‘/ssv Va;wa Va:ya ‘/sa,pc = Vpe,sa and ‘/sc,pa = ‘/pa,so

For the electron states with zero lateral wave vector, eight coupled linear
equations for the coefficients C® are decoupled into three independent sets
of equations: four for s and p, orbitals, two for p,s orbitals and two for p,
orbitals.

In calculating the matrix elements for optical transitions we apply the
relation between the velocity and coordinate operators
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. 1
v = ﬁ(Hr —rH), (5.163)

where M is the Hamiltonian. Taking the latter in the form H%? (R', R) and
introducing the matrix elements of the coordinate 7,/ (R, R') we can find the
tight-binding matrix elements of the velocity vg/lfl (R,R). Here R=a+ 1,
is the position of the atom specified by the location of an elementary cell, a,
and the location 7, of the atom of sort b within the cell. Usually only intrasite
matrix elements

Foa(R,R) = (R, d|F|R,0) = (Rbwa + Taa) Or R (5.164)

are taken into account with 7, describing the inter-orbital transitions within
a single atomic site. In the tight-binding model of Lew Zan Voon and Ram-
Mohan [5.113] the inter-orbital matrix elements 7./, are ignored. Then the
velocity matrix elements contain only ¢nter-atomic contributions and can be
unambiguously expressed in terms of the tight-binding parameters as

2"? (R',R) = 7—11 (R- R)H'" (R ,R). (5.165)
It is seen that according to this theory the intra-atomic terms with R = R’
are indeed equal to zero, and the inter-atomic terms are directed along the
vector R — R/, i.e., along the chemical bond between the atoms R and R'.
In this case, the inter-atomic transitions between the planes 2[,2] — 1 and
20,21 + 1 cause the emission of photons polarized in the direction of the axes
2’ || [110] and ¢’ || [110], respectively.

The optical matrix elements corresponding to the emitted photons polar-
ized along the axes ' and y’ are written as

. 4o j
M;=ig ;Vf , (5.166)

z’ sax P! C sck Py A Dz Ak ~Py! C Dz Ck Dyl G
V¥ = VeapeCsi  C3r' S 4 Via s Coi ™1 O3 = Vi (C; 7 CH — CRE1CH)

’
Yy sa* ple scx py/a D a* py/C o Pz C* py/a
‘/l - ‘/50«117002l 2041 + Vpa75002l+102l + VIZ/ CQZ CQH—l 2l+102l :

Here, M; is the interband matrix element of the velocity operator, Vf, is
the contribution to M, from the inter-atomic transitions between the anion
plane 2/ and the cation plane 2] — 1, Vly/ is the similar contribution to M,
from transitions between the planes 2 and 21+1, C5, CP=? are the coefficients

of the s- and p,-orbitals in expansion (5.161) for the electron states in the
lowest conduction band Iy, C¥ ®is the pj-orbital coefficient for the p; hole
states in the valence band.

It is important to stress the principal difference between calculations of
optical matrix elements in type-I and type-II structures. The interband op-
tical matrix element is proportional to the overlap integrals between the



282 5 Photoluminescence Spectroscopy

electron and hole wave functions. In type-I structures, the overlap integral
is contributed by the whole QW layer, one needs to know the coefficients of
admixture of heavy- and light-hole states in the hole wave function at the
lowest hole subband hh1. In this case the detailed information about behav-
ior of the wave function near interfaces is not needed and the coefficients
of admixture can be found from the effective boundary conditions imposed
on the hole envelope functions, as it was realized in Sect. 3.3.3. In type-II
structures, the behavior of the hole wave function inside the layer, where a
hole is confined, can be calculated as well by imposing the boundary con-
ditions on the envelopes. However, in this case the calculation of interband
matrix elements requires the knowledge of microscopic behavior of the wave
functions at the interfaces and the transition oscillator strength is strongly
affected by an anisotropic orientation of interface chemical bonds. Thus one
has to go forward beyond the generalized envelope function approaches.
The results of calculation of the el-hhl PL linear polarization

Lo = fiao

P1< =
" Lo + Tho

are presented in Fig. 5.17. The tight-binding parameters for the ZnSe and
BeTe layers can be chosen from the data on band structures of the cor-
responding bulk semiconductors. Note that the constants of lattices ZnSe
and BeTe are close to each other, i.e., ZnSe/BeTe constitute a heteropair
with matched lattice constants. However, they are different from those of
the volume semiconductor ZnTe or BeSe. For this reason, the tight-binding
coefficients for interface atoms can be considered as independent parameters
of the theory. The three upper curves have been calculated for the ZnTe-like
interface, while the three lower curves correspond to the BeSe-like interface.
Each curve corresponds to a particular value of diagonal energy assumed for
the p-like atomic orbital at the interface Zn atoms either at the interface Be
atoms. From this figure we conclude that the theory allows high degrees of
the PL linear polarization in type-II heterostructures. Moreover, as a rule the
polarization follows the orientation of interface chemical bonds. Allowance for
intra-atomic transitions modifies the PL polarization but leaves unchanged a
possibility for the polarization to be very high.

The above-discussed lateral anisotropy is related to the tetrahedral orien-
tation of the chemical bonds along the (111) directions and can be described
by the reduced point-group symmetry Co,. An ideal QW structure with two
equivalent interfaces has the higher symmetry Dog4. It is uniaxially isotropic,
because the chemical bonds at the opposite interfaces lie in mutually orthog-
onal planes, (110) and (110), and their contributions to the anisotropy cancel.
Thus, in ideal QW structures the in-plane anisotropy of single interfaces is
hidden. However, under special conditions it can reveal itself through a linear
polarization of vertically emitted radiation. Such is the case in the presence
of an electric field applied normal to the plane of the well (Fig. 5.16) or in
asymmetric QWs with different profiles of nonabrupt normal and inverted
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Fig. 5.17. Linear polarization of the photoluminescence in the ZnSe/BeTe het-
erostructure as a function of the tight-binding parameter V,, at the Zn-Te in-
terface (curves 1, 2 and 3) or Be-Se interface (curves 4, 5 and 6). Curves 1,
2 and 3 are calculated, respectively, for the diagonal energy E,. = 5,6,7 eV
for the interface Zn atom and curves 4, 5 and 6 for E,. = 3,4,5 for the in-
terface Be atom. For the other interface parameters, mean values, for example,
Eq(ZnTe) = [Eqq(ZnSe) + Eqq(BeTe)]/2, etc, were used. [5.112]

interfaces, and/or for heteropairs with no common atoms and with different
kinds of chemical bonds at the abrupt interfaces (Sect. 3.3.3).

In [5.114,5.115] a method was proposed to uncover the hidden anisotropy
of ideal QWs without breaking their invariance to the mirror-rotation op-
eration S; and reducing the uniaxial symmetry. The method is based on
the analysis of the magnetic-field induced elliptical polarization of the pho-
toexcited system consisting of optically anisotropic subsystems. Indeed, the
indirect radiative recombination at a type-II (001) interface between two
zinc-blende-lattice semiconductors, like BeTe and ZnSe, can be modelled by
light-emitting 2D dipole oscillators. It suffices to assume that each oscilla-
tor can equally oscillate along the planar axes z’ and y’ and the coupling
of 2/ dipoles with the x’-polarized light differs from the 3’-3’ coupling by a
factor of A. The circular oscillations z’ 4 iy’ effectively describe the electron-
hole states | —1/2,3/2) and |1/2, —3/2) and are characterized by the optical
matrix elements for emission
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M_1/2,3/2 = MO(G;/ + IAGZ/) 5 M1/27_3/2 = MO(@Z/ - lAeZ/) 5 (5167)

where My is a constant and e is the polarization unit vector of an emitted
photon. In fact, the model uses only one (real) parameter A which is the ratio,
Pev,y’ /Pev,a’, of the interband matrix elements of the momentum operator.
According to (5.167), a photon emitted by the oscillation 2’ + iy’ or 2’ — iy’
is elliptically polarized with the principal axes of the ellipse parallel to x’, 3’
and the degrees of linear and circular polarization are given by

po_ M| )P —M(e|ly)? _1-4A° (5.168)
U M)+ M|y T T+ A2 '
po_ [MENE-ME)P _ |24
© T IMENPH M) T 1+ A2

Here the sign + coincides with the circularity of the oscillation. For each
oscillation the emitted photon is completely elliptically polarized and the total
degree of polarization P satisfies the condition

P?= (P2 +(PY)?=1. (5.169)

At zero magnetic field, the states | — 1/2,3/2) and |1/2,—3/2) are equally
populated. Due to that the emission is linearly polarized with P, = PZ0 but
lacks circular polarization, P, = 0. In the presence of a longitudinal magnetic
field the electron and hole spin states are split and, therefore, thermally
populated. At high magnetic fields the carriers are completely polarized. It
follows from (5.169) that the circular polarization under saturation differs
from +£100% and amounts to

Pt = 44/1— (P2 =PY. (5.170)

If, due to the structure asymmetry, the contributions, J;(hw) and J,, (Aw),
to the spectral intensity from the normal (n) and inverted (i) interfaces are
different then the linear polarization is given by

p_ P +n(hw) P 1 —n(hw) po
= - l>
1+ n(hw) 1+ n(hw)

(5.171)

where n(F) = J;(E)/J,(F). The degree of circular polarization at saturating
magnetic fields is determined by

V1= B +n(E),/1- P
Pt = 4 ’ — =44 /1—(P?)? 5.172
which is identical with (5.170). Due to the function n(fw) the linear polar-
ization P, has a spectral dependence. In contrast, P3¢ is spectrally indepen-
dent and determined by only one parameter, PZO, of an individual interface
in agreement with the experiment results presented in Fig. 5.18.
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Fig. 5.18. (a) Linearly polarized PL spectra of 100 A/50 A ZnSe/BeTe MQWs.
B = 0 (magnetic field of 8.5 T does not modify the spectra). (b) Spectral variation
of the PL linear and circular polarizations measured at B = 8.5 T. P;(E) is identical
at B =0 and 8.5 T. Insets: Polarization of the indirect PL detected at 1.95 eV vs.
excitation density (c) and magnetic field at W = 40 W/cm? (d). Lines are the

guide to the eye. T = 1.6 K. From [5.115].






6 Light Scattering

He loads the clouds with moisture;
he scatters his lightning through them.

Job 37: 11

Under scattering of light one understands the appearance, in the medium illu-
minated by an external source, of new electromagnetic waves with frequencies
and/or propagation directions different from those of the initial wave. Note
that neither specular reflection nor refraction on a smooth macroscopical
boundary between two media are attributed to scattering processes.

In bulk semiconductors the light can be scattered (i) by free carriers,
namely, by charge-density fluctuations (single-particle excitations and plas-
mons) and spin-density fluctuations (spin-flip transitions), (ii) by phonons,
optical (Raman scattering) or acoustic (Brillouin or Mandelshtam-Brillouin
scattering), and (iii) by static imperfections and inhomogeneities inside the
medium (Rayleigh scattering), see Sect. 6.2. In QW and QWR structures,
contributions to the scattering (i) can come not only from intrasubband tran-
sitions but also from intersubband transitions, i.e. from intersubband charge-
and spin-density excitations (Sect. 6.3). The Raman effect is enriched with
scattering by folded acoustic phonons (Sect. 6.4) as well as by confined and
interface optical phonons (Sect. 6.5). The spin-flip and double-resonance Ra-
man spectroscopy is considered in Sects. 6.6 and 6.7, respectively.

6.1 The Physics of Light Scattering

In order to elucidate elastic and inelastic scattering of light by using the sim-
plest possible model we consider a localized electric dipole with the moment
P satisfying the equation of motion for a classical oscillator

d2
<dt2 + wg) P(t) = qEo cos wt , (6.1)

where wyq is the dipole eigenfrequency, w and FEjy are the frequency and electric-
field amplitude of the incident monochromatic light wave, the coefficient ¢
characterizes the interaction between the dipole and the electric field. Let us
assume that, for any reason, this coeflicient varies periodically in time and it
can be presented as a sum of constant and alternating contributions

q = qo + g1 cos 2t (6.2)
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where g, g1 are constant coefficients and (2 is the modulation frequency, in
the following we are interested in the limiting case {2 < wg. The solution of
(6.1) with ¢ chosen in the form (6.2) consists of three harmonics

P(t) = Z P, cos (w+nf2)t (6.3)
0,+1
with the amplitudes
do a1
Ph=——Fy, Prh=—"F+—"--=EF).
0 w%_w2 0, L'£1 wg_(wi9)2 0

Thus, time variation of the dipole moment is a triple-harmonic oscillation at
the initial frequency w and two other, combinational, frequencies w 4 §2. The
forced oscillations of the dipole moment give birth to secondary light waves
at the same frequency w (Rayleigh scattering) and two new frequencies w+ {2
and w— {2 (Raman scattering). In a real system, the modulation frequency {2
can be any phonon frequency or the energy spacing between two eigenstates
of the system related to h.

It is instructive to consider a little more complicated model containing two
dipoles with the moments P(t), P’(t) that satisfy the set of two equations

d>P(t
dtQ( ) + Wi P(t) = goEg coswt ,
(6.4)
d*P'(t
PO 2Py = g (0P0).

In the case under consideration the incident light directly interacts only with
the first dipole characterized by the resonance frequency wy and the fixed
coefficient ¢ = ¢qq. Oscillation of the second dipole appears because of the
linear coupling between the dipoles with the coupling coeflicient being time
modulated, namely ¢'(t) = ¢ + ¢} cos 2t. Under stationary excitation the
first dipole oscillates with the frequency w of the primary light wave whereas
the oscillation of the second dipole is a superposition of three harmonics

P'(t) =Y P} cos(w+nf)t, (6.5)
0,4+1

(qu/1
(wW§ — w?)[wh — (w+ 2)?]

r_ Q(]QE)
(8 - w?)(wp” —w?)

It follows then that the oscillation amplitudes P}, P’ and, hence, ampli-
tudes of the scattered wave at the corresponding frequencies w + (2 should
increase enormously as the condition of the double optical resonance w = wy
and w+ 2 = w| (or w— 2 = wy}) is being approached. A real example of the
double optical resonance is presented in Sect. 6.7.

Ey, Py, = Ey .
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In what follows we will use the notations w1, q1, €1 and ws, g2, es for the
frequency, wave vector and polarization unit vector of the initial (primary)
and scattered (secondary) electromagnetic waves, respectively. If a particle,
or quasiparticle, involved in the act of scattering collides with a photon and
changes its energy and wave vector from Fy, ki to Es, ko, the conservation
laws read

hwi +FE1 =hws +FEy, g1 + k1 =q2+ ks . (6.6)

If the scattering of a photon is accompanied by emission or absorption of an
excitation characterized by the frequency 2 and wave vector @ the conser-
vation laws take the form

W1:W2+97Q1:q2+Q3 (67&)
wtP=w,q1 +Q=q2. (6.7b)

In the process a (or b) the photon frequency decreases (increases), it is the
so-called scattering in the Stokes (or anti-Stokes) spectral region. One can
also introduce the transferred wave vector and frequency

9=q —q2, Ww=w; —wsz. (6.8)

In the presence of absorption in the medium at the frequency w; or ws the
expression for g will contain the real parts of the wave vectors. For the col-
lision (6.6), one has q = ke — k1, w = (Es — Fy1)/h, and, for the scattering
described by (6.7a) or (6.7b), g = +Q, w = +2.

In terms of the Damen, Porto and Tell notation [6.1], scattering configura-
tions are usually described by four symbols, two inside a parenthesis and two
outside, for example, z(yz)y, z(zz)z or z(¢,07)z. The symbols inside are,
left to right, the polarization of the incident and of the scattered light, while
ones to the left and right of the parenthesis are the propagation directions of
the incident and scattered light, respectively. Thus, the configuration z(yz)y
means that ¢ || z, e1 || y, @2 || v, e2 || 2, i.e., it corresponds to incoming
light along the x direction with linear polarization y and the scattered light
collected on the y direction with linear polarization z. The symbol Z means
the axis reversed with respect to z so that the configuration z(c*,07)z cor-
responds to the o™ circularly-polarized incident light with the wave vector
q1 || z backscattered and detected in the o~ polarization.

QW structures lack the translational symmetry along the growth axis z.
Therefore, the requirement of conservation of the wave-vector z-components
should be excluded from (6.6, 6.7). Similarly, the restrictions imposed on the
wave vectors by these equations are lifted in two cross-sectional directions in
the case of a quantum wire and removed at all in a QD structure.

Phenomenologically, the light scattering can be described by adding to
the material relation between the dielectric polarization and electric field,
P, = X0 Eps, a contribution

Ixap(r,t) Eg
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caused by fluctuations of the dielectric susceptibility. If dx o exp (Fif2t £iQr),
then the wave equation for the total electric field E contains an inhomoge-
neous term proportional to

exp (—iwit Fi02t) exp (ig1r £iQr)

which serves as a source for secondary light waves. In the phenomenological
description the spectral intensity of the scattered light is proportional to the
squared fluctuation of the susceptibility,

I(w2,g2)  {|6x(q1 — g2, w1 — w2)|?) B3 (w1, q1) , (6.9)

where Ej is the amplitude of the initial wave, dx(q,w) is the space and
time Fourier-component of the fluctuation dx(r,t), and the angular brackets
denote the averaging over the energy and wave-vector distribution of quasi-
particles involved in the scattering.

We start the microscopical description from the simplest resonant light
scattering which is the resonant fluorescence of two-level quantum systems
(atoms, impurity centers in the crystalline matrix, localized excitons, QDs
etc.). The spectral intensity of the scattered light is given by

I(ey,wsler,wr) o< |M|*6(wy — wi) (6.10)
with the scattering matrix element being

(€5 -dif)(e1-dyi)

wOf(.L)lfiF

M x E() .

Here Ej is the amplitude of the initial wave, fuwg is the energy spacing between
the ground, |¢), and excited, |f), states; dy; is the dipole-moment matrix
element for the optical transition |i) + hw; — |f), the damping rate I" is
equal to (277)~! with 7; being the lifetime of the excited state |f) (the
ground state lifetime is assumed to be infinite). Note that for the process
under consideration the frequencies ws and w; coincide.

The expression for I can be rewritten in the equivalent form

I(es,waler,wr) o wg;m) Ty w;a;bs) , (6.11)
1 I

(abs) 2 2
wfz | 1 f1| 0 ( 0 1)2 2 )

wi§™ o |ef - dif[? §(wa — wr) -

Such a secondary-emission process can be considered as light scattering be-
cause the spectrum of the secondary radiation is tied to the initial light fre-
quency wi and shifts with shifting this frequency. On the other hand, the same
process has features of the photoluminescence because it can be described in
terms of a two-step process with a real intermediate state. Thus, the optical
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phenomenon under consideration may be interpreted as both Rayleigh reso-
nant scattering and resonant photoluminescence. Bearing this in mind they
use sometimes the general term ‘resonant secondary emission’. Note that,
under optical excitation by a non-monochromatic light with Ey(w;) being
a smooth function of w; in the vicinity of wg, we obtain for the radiation

spectrum

1 r
I(we) x =

T o w2 12 P (o). (6.12)

In most cases, however, the difference between the two phenomena can be
justified. Indeed, in light scattering defined in the traditional way the excited
states of a system are virtual, whereas in conventional photoluminescence the
emission of the secondary photon is usually preceded by multiple transitions
of the system between different real excited states.

In 1982, Hegarty et al. [6.2] reported for the first time a resonant en-
hancement of the Rayleigh scattering at the heavy-hole exciton transitions
of GaAs/AlGaAs MQW structures. A systematic study of resonant Rayleigh
scattering in semiconductor single QWs is presented in [6.3]. It is shown that,
although the participation of propagating exciton states cannot be completely
excluded, the main contribution to the resonant Rayleigh scattering comes
from excitonic states localized (or confined) by 2D growth islands formed at
the well interfaces during the growth process. A theory of steady-state scat-
tering of light via 2D-excitons from a QW with rough interfaces has been
developed in [6.4].

6.2 Light Scattering in Bulk Semiconductors

6.2.1 Scattering by Free Carriers

We define the differential light-scattering cross-section as

d20' . hWQ AW
dwdf? - J1V AWQAQQ ’

(6.13)

where V' is the emitting volume, the energy-flux density, Ji, of the primary
radiation is related with the mean number of photons Ng, through

hw _
Ji=—"L N, . (6.14)
Vee(wr)

AW is the scattering rate in the frequency region Aws and within a solid
angle Af2s inside the medium of the dielectric constant ae,. Note that the
quantity d?c/dwd(? is defined in (6.13) as the scattering cross-section per
unit volume and has the dimension cm™'s rather than cm?s. The spectral
intensity, I(ws), of the secondary radiation propagating in vacuum in a unit
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solid angle is connected with the intensity J{ incident on a semi-infinite
crystal by the relation

2
I(wy) = 7/J?e*(K1+K2>Z— dz (6.15)

0
(1-R2J &0
a(ws) (K1 + K3) dwd(?

Here, K; is the absorption coefficient for the light of frequency w; (i = 1,2),
R is the reflection coefficient, and the difference between R(w;) and R(w2) is
neglected. For the sake of simplicity, we consider the geometry of backscat-
tering under normal incidence of the primary wave. While writing (6.15), we
have taken into account that for radiation backscattered perpendicular to the
surface the ratio of the solid angles df29 /d{2; in vacuum and in the crystal is
equal to the squared refractive index ae(ws).

In the limiting case of a rarefied plasma where the Coulomb interaction
between electrons may be disregarded, one has

2 2 2 2
AW — Vg5 Aqa AS2s 2m  2mhe . 2mhc 2 (@)
(2m)3 h Vee(wr)w Vee(wa)wa m*
x ler-€5> Y frs(1 = frras) 8(Eriq — Bk —hw),  (6.16)
ks

where s is the electron spin index, ro = e2/(mgc?) is the classical electron
radius, m* is the effective mass, Ey = h%k?/(2m*) and f is the equilibrium
electron distribution function. The electron-photon interaction operator used
in deriving (6.16) and written in the second-quantization representation has
the following form

2
e
Hel-phot = chlcfm(Al - A3) ;aL s » (6.17)
S

where

21hc? 1/2 .
Ai = (m) €; (Z = 172) 5

CL, cq are the creation and annihilation operators for the photons and aLS, ks
are those for the electrons.

Substituting (6.14, 6.16) into (6.13) and neglecting the frequency depen-
dence of &, we come to

d*c o (mo\2 [wa)’ €25 2
dwdﬁ_ro(m*) (w_1 er-elhy

X > k(1= frrq)d(Briq — i — hw) (6.18)
k
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with the factor 2 accounting for spin degeneracy.
The scattering cross-section (6.18) can be expressed in terms of the elec-
tronic susceptibility

_ Je — friq
Xal(w, 2VZEk+q—Ek—h(w+iF)'

(6.19)

Indeed, using the relation

fe = frrq = (1 = firq) (1 _ e—hw/kBT>

valid for the equilibrium distribution and the identity

fm { c —1th } = 7(e)

we can rewrite (6.18) as

dwd? 0 €] - €y me? w) T, )y .

m* w1

where
N, = [exp (hw/kpT) —1]"

It follows from (6.19) that, in equilibrium and for the isotropic electron spec-
trum, the susceptibility ye(w, g) is independent of the direction of the wave
vector q. Note also that

Im {Xel(_w7q)} = —Im {Xel(w7q)} :

In Stokes scattering the transferred frequency w is positive and N, > 0,
whereas, in the anti-Stokes process, w < 0, N, < 0 and 1 + N, = —N|.
Therefore, the relation

(1 + N*W)Im {Xel(_wa Q)}
(1 + Ny)Im {xe(w, q)}

defining the intensity ratio of the anti-Stokes and Stokes scattering lines is
equal to exp (—hw/kpT).

Since the operator (6.17) is proportional to the Fourier component of the
electron-density operator

1
D T (6.21)
ks

(6.20) gives the cross-section of light scattering by charge-density fluctuations
in a rarefied plasma. With allowance made for Coulomb correlations, the
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differential cross-section of scattering by charge-density fluctuations takes on

the form
2
o _ o (m0)2 “2) ey - e3)? he
dwd 2 O\ w1 2V 4rre2
1

x (14 N,) a2 Im{ } , 6.22
( ) o x(w, q) (6.22)

with the dielectric function
%(w7 q) = Lo + %el(w7 q) ) %el(w7 q) = 47TX61(W, q) - (623)

For simplicity, the contribution of optical phonons is here neglected and will
be discussed in the next subsection. The expressions (6.18) and (6.22) differ in
the factor @2 /|®(w, q)|* accounting for the screening of the charge fluctua-
tions appearing in the system. For a low-density plasma, |eeq)| < & and this
factor is close to unity. Equation (6.22) describes the scattering both from
single-particle excitations with the transferred frequency w = (Eg+q — Ex)/h
and collective plasma oscillations, or plasmons, whose frequency satisfies the
equation

e(w,q)=0. (6.24)

Expression (6.17) for the operator Hel-phot describing light scattering by
free electrons is valid provided the photon energy Aw; is small compared to
the energy separation E? — E} from the other bands [ # c. If this condition
is not met, one has to start from a more general expression

Hel—phot =ToCq CLQAIAQ Z ,YS/SaTk+q’Saks 5 (625)
kss’
where AZ = |Az|,
Vs's = (61 : 6;) Oss (626)
+ LZI (61 . pcs’,l)(e; : pl7cs) + (63 : pcs’,l)(el : pl,cs)
mo ngElofhqu E(C)*EZO+MQ

l

In accordance with the expression of the reciprocal effective-mass tensor m;é

in terms of the k - p theory, for hw; < |E? — EY| we obtain

0
€1a€243 -
ap

Vs's = 68/8
aB

In crystals of cubic symmetry,
* mo «
Mag =M 0as , Vs's = %(el -e5)0srs

and (6.25) reduces to (6.17).
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The matrix v can be conveniently represented as a linear combination
of four 2x2 matrices I, 0, oy and o,. For zinc-blende-lattice crystals, this
decomposition has the form

vy=A(e;-e5) I —iB(e; x €3) -0, (6.27)

where

2|pes]? 2F E,+A
A=14 APl ( L+ o )

3mo \E§ — (hw1)? ~ (E; + 4)? — (hwn)?

5 _ 2pel’ - ( 1 B 1 ) -
3m0 Eg - (hw1)2 (Eg + A)Z - (hw1)2
While deriving these equations we neglected the difference between the fre-
quencies wy and wy and included into the sum over [ in (6.26) only the contri-
butions of the upper valence bands I's and I%. It was also assumed that the
energies |Eg — fw1 |, |Eq + A — hwn | exceed the mean electron kinetic energy,
the thermal energy kg7 for the nondegenerate plasma and the Fermi energy
Ep for the degenerate electron gas. Substituting (6.27) into (6.25), we obtain

Hel-phot =ToCq, cLQAlAQ[A(el . eg)pq — 21B(61 X 6;) . Sq} s (628)

where the charge-density operator p is defined according to (6.21) and s4 is
the Fourier component of the electron-spin density operator

1

ks's

As follows from (6.25), the light can be scattered not only by fluctuations
of the electron density, but also by those of the spin density as well. The
first contribution to the cross-section is described by (6.22) where the ratio
mo/m* has to be replaced by the coefficient A. For the cross-section of spin-
dependent scattering, we obtain

d20' w2 2 N 2
dwd = 05 (W—) len x e5°h; Zk:fk(l — fr+q)d(Eriq — Ex — hw)

wo 2 hq?
=riB? (w_1> ler x e§|2ﬂ_—62 (14 N,) Im{xe(w,q)}. (6.29)

Since the spin-density fluctuations are not accompanied by violation of neu-
trality, they are not screened and, therefore, the differential cross-section
(6.29) does not contain the factor &2 /|a(w,q)|?. It should be mentioned
that (6.29) includes both the contribution due to spin-flip scattering k,1/2 —
k+q,—1/20r k,—1/2 — k+q,1/2 which is proportional to |(e; x €})+|* and
|(e1 x e3)_|?, respectively, and that due to spin-dependent spin-conserving
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scattering k,s — k + q,s (s = £1/2) which is proportional to |(e; x e€}).|?

where z is the spin quantization axis and

9

(e1 x €3)r = (e1 x €3), ti(er x e3), .

In a classical magnetic field B || z, the electron spin states are split and
the transferred frequency in spin-flip scattering s — —s is given by

hw = Ek+q — Ek - ZSg,U,BBZ 5 (630)

where g is the electron g factor. In a quantizing magnetic field, contributions
to light scattering arise not only from the spin-flip processes, but also from
carrier transitions between the Landau levels.

Besides the above two light-scattering mechanisms related to charge-
and spin-density fluctuations, there exist others, in particular, scattering
by energy fluctuations taking into account the nonparabolicity of the free-
carrier spectrum, by mass fluctuations in a many-valley semiconductor with
anisotropic effective masses, by collective electron-hole plasma oscillations,
and scattering involving carrier transitions between different subbands, e.g.,
between the heavy and light-hole subbands.

6.2.2 Scattering by Phonons

The main contribution to the phonon-assisted light scattering comes from the
indirect interaction of photons with the lattice through the electron subsys-
tem rather than from the direct photon-phonon interaction. Lattice vibrations
produce in the medium a transient optical SL, and it is from the latter that
the scattering occurs. Therefore, the efficiency of scattering by acoustic or op-
tical phonons is inherently connected with the intensity of the corresponding
fluctuations, dxqag(r,t), of the medium susceptibility, see (6.9). As a result,
the differential scattering cross-section can be represented in the form

o wa 4 9 dt . : )
=\7 5 ¢ 31
dwd? ( c ) v /%e (0x"(q,t)0x(q,0)), (6.31)
where .
0x(g,1) = y7¢3ac1s / OXap(r, )V dr (6.32)

In such a semiphenomenological description, the fluctuation dx,s can be ex-
panded in the normal coordinates of lattice vibrations written in the second-
quantization representation. Consequently, dx g is an operator acting on the
wave function of the phonon subsystem, the angular brackets in (6.31) de-
noting the thermodynamic average of the operator product.

The operator dx,p involved in the calculation of the cross-section of scat-
tering by acoustic phonons is a linear combination of the deformation tensor
components u;,,, namely,
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OXa
SXap(r,t) = o A

Upm (7, 1), (6.33)

lm

where Oxqap/0um is the tensor of elasto-optical coefficients,

_l Oy n Oy,
Ym =9\ 0z 0y )

the displacement vector

u(r,t) (6.34)
1/2
_ Z h / (e—i()ut-i-iQreQ baw + 0 tIQ bE )
Qu 202,V R QiQu) >

p is the density of material, {2, = (2, and eqg, are the frequency and
polarization unit vector of the phonon of the v-th branch with the wave vector
Q, and bgu and bg, are the phonon creation and annihilation operators. In
a piezoelectric, dxqg includes, in addition to the deformation contribution,
also an electro-optical term

(aXaﬁ/agn)ulm:() En ('I", t) )

where Oxq/0E, is the electro-optical tensor and &, are the components of
the electric field E induced by acoustic oscillations (n = z,y, z). Substituting
the expression for dx g into (6.31) and averaging over the equilibrium phonon
distribution, we obtain for the Brillouin scattering

85(0‘[36* e1ge lq—m
O 2a%18Cqv, q

d’c B (ﬂ)‘l hq?
dwd2  \ ¢/ 2p0qg,
X [(Ngv + 1)0(w — wgw) + Ngud(w + wgw)] -

(6.35)

Here, Ng, are the phonon occupation numbers, the vector eq, is for simplicity
considered real, and 9Xag/0um includes both the deformation and electro-
optical contributions

af(aﬁ _ <8on[3> + <8Xa[3> agn(q)
E=0

Oy, Oy 0 ), —0 Owim(a)

Under ordinary conditions, /if2q, < kgT and Ng,, (Ng, + 1) = kT /hf2q,.
Note that in (6.35) we replaced @ by g because, due to the wave-vector
conservation law (6.7), |Q| = |q|.

Now we turn to light scattering by longitudinal optical phonons in un-
doped GaAs-like binary semiconductor crystals. In this case one uses the
expansion

aXaﬁ aXaﬂ
ou wy(r,t) + 08, &E(r,t), (6.36)

IxXap(r,t) =
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where u;, £ are the components of the displacement vector uw and the electric
field F induced by this displacement. Usually, the vector u is defined as the
relative shift of the cation and anion sublattices multiplied by +/p, where p
is the reduced-mass density

s, MaMe 11 1 -1
PP+ M)E ™ 2o \M, " M,)

p = (Mg+My)/S2 is the density, M, and M, are the anion and cation masses,
and (2 is the volume of the crystal primitive cell. In the second-quantization
representation, the operators w and E can be written as

ﬁ sza/@:QTo

X — Lo
== -
“QTOi

“ 47

,E= -V, (6.37)

L 2nh210 1/2 1/ ioiior 1t—iQr
o(r,t) =1 (T%*L) Z 0 (e 2+HQ bg —e ¢-iQ bTQ) ,  (6.38)
Q

where 2 = 210, & = ®pes /(20 — £oo), bg, bg are the creation and anni-
hilation operators for the longitudinal optical phonons. By using (6.31, 6.32,
6.36, 6.38) we come to

: (6.39)

d*o _ 2rh2r0 (ﬂ)‘l . ,
dwd(? e ¢ ) XET 0po X
X [(No +1)d(w — 2r0) + Nw)d(w + 2r0)],

where -
oo
S =

4 (@ — oo )

and

X/ _ aXaﬁe* e a X/ _ aonBe* e a
E agl 2a ﬁq » Xu aul 2a 15q :

In the Ty-class crystals one has

axaﬁ :aX:x:y|5 l| aXaﬁ _ 8Xzy|5 l|
d&, o, "B Tou T ou, Pt

where 0,4, is the unit antisymmetrical tensor of the third rank and x,y, z are
the principal axes [100], [010], [001]. If the phonon damping I” is taken into
account, the function §(w — 210) in (6.39) should be replaced by

2 1
w210 39(&)) ’

where &(w) is the dielectric function
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(220 — 3300)9%0
22, —w?—2ilw’

%(w) =& t+ ®phon 5 Ephon = (640)

In a doped semiconductor with polar optical vibrations, the dielectric
function includes both the phonon and electron contributions

33(‘*)’ q) = ®oo + Xel + Lphon - (6.41)

In the region of the variables ¢ and w satisfying the inequality qv < w, where
v is the root-mean-square electron velocity, the electron contribution can be

written in the form )

®el = — oo e . — (6.42)
w(w +17)
where the 3D plasmon frequency is
Are2 N\ M2
g . 6.43
Wpl ( g ) ( )

The equation for longitudinal waves, &(w) = 0, has two solutions, w; and
w_, that determine the frequencies of the mixed plasmon-phonon modes.
The cross-section of light scattering by each of these collective oscillations
consists of an electronic contribution determined by the interaction (6.17,
6.28) and a phonon contribution associated with the deformation and electro-
optical mechanisms of modulation of the dielectric susceptibility (6.36). These
contributions are proportional to the polarization-dependent factors

2

)

q
T =les-ei|* and Ty = ’|5a6l|€;aelﬁg

respectively.

For the sake of completeness, we present here also an expression for the
cross-section of scattering by transverse optical phonons in zinc-blende-lattice
crystals
ox ? 2
. > apilesaerseqn

21 p=1,2

X [(Ny +1)6(w — 270) + Ny |6(w + 270)] ,

Ao (w2)4 h

dwd? ~ \"¢) 2070

(6.44)

where the index v enumerates two states of a transverse phonon with the
polarization unit vectors eq, L q. The above equation is valid in the limit-
ing case ¢ > w,/ee/c realized in usual experiments on light scattering by
phonons (with the exception for small-angle scattering with ¢ < ¢12). In
this case the excitation of a transverse optical phonon is not accompanied by
an appearance of a substantial transverse electric field due to the polariton
effect, so that the electro-optical contribution in (6.36) can be disregarded.
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6.3 Scattering by Intersubband and Intrasubband
Excitations

We turn now to inelastic light scattering by intersubband electron excitations
ev — ev’ in an n-doped QW structure with the completely occupied valence-
band states and partially occupied conduction-band states. As well as for the
two-level quantum systems discussed in Sect. 6.1, the light scattering

ev + hwy — eV + hws

is a second-order process. It includes absorption of a primary photon ac-
companied by transition of an electron from the valence subband vv” into
the conduction subband ev’ followed by emission of a secondary photon and
transition of an equilibrium conduction electron ev into the empty state in
the subband vv”. We assume the photon energy fw; to lie close to the QW
band gap and, therefore, take into account only resonant contribution to the
second-order matrix element. Then, similarly to (6.10), we can write for the
spectral intensity of scattered light

I(eg,w2|el,w1) X Z |Mi’i‘2fi (1 — fi’) (S(EZ‘/ + hwo — E; — hwl) s (645)

My; o Ey Z |61 Bli" ><"’|6h;£d~ﬁ\i>.
— " — 1

il
Z
i

Here i), [i’),]i"”) are the electron states in the subbands ev, ev’ and vv”,
respectively, E; is the electron energy in the state |i), (¢/|p|i”) is the in-
terband matrix element of the momentum operator. Taking into account
(6.45) and neglecting the Coulomb interaction between the carriers and the
valence-subband mixing, the differential cross-section of Raman scattering by
intersubband excitations in a single QW can be presented as

d? hwy A
o _fw AW (6.46)
dwd(2 Jls AwQAQQ

_ < ) =3 S (a1 Ras (s vs) ?

Vl/kéé

X fl/k (]- - fu’k) ( ev'k +hw2 - Eeuk - hfwl)

with S being the QW area and R being the light-scattering tensor

e Z //7,
Rop(V's' vs) = m_% Z Eew:jiwl Wel::i o chs omPom.cs - (6.47)

ou!’!

Here the index v indicates the series of valence subbands, heavy-hole, light-
hole and spin-orbit-split, m is the hole spin index, pg; ,,, is the interband
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matrix element of the operator p, calculated between the bulk Bloch func-
tions, and %¢,’ .~ are the overlap integrals. We consider the backscattering
geometry when the incident and scattered waves propagate in opposite di-
rections, perpendicularly to the interface plane. Because of the wave-vector
conservation, see (6.6), in this case the 2D wave vector k of an electron in-
volved in the scattering process is conserved.

For the pair of conduction band Iy and valence band I in a semiconduc-
tor of T,; symmetry, the components

‘/;/5(7)) = Z(el : pcs’,'um)(e; . pvm,cs)

m
can be presented in the following matrix form

1 . "
V(s-0) = §|pcv|2[e§ ce; —io- (el xey). (6.48)

The matrices V for transitions from the heavy- and light-hole states may be
written in the simple form similar to (6.48) if the heavy-light hole mixing is
ignored. In this case, one has

1 * * . *
V(hh) = §|pw|2[e2 cep —eye1, +ios(es xer),],

1 . * . *
V(h) = 6|pcv|2[e§ -e1 +3e5,e1, + 2i0 - (e5 X e1) — 3io.(e5 x e1),].

The diagonal and off-diagonal components of the matrix V describe the scat-
tering from spin-conserving and spin-flip intersubband excitations, respec-
tively.

In symmetrical QWs, the parity of electron envelope functions is con-
served. Therefore it is conserved as well for scattering by intersubband excita-
tions, e.g., the scattering is allowed for the transitions el — e3 and forbidden
for el — e2. In real conditions, a deviation from the selection rules in parity
may be due to additional scattering of the light-excited electron-hole pairs by
static defects, and hybridization of the heavy and light hole states with k # 0.
Indeed, if hybridization is included, the combination e}, e1gRag(V's’, vs) con-
tains contributions of the type

e (k-e), e (kxer),o,, (e5xer).(k o) etc,

transforming according to the representation B (or I%) of the Doy group, see
(4.17). In asymmetrical QWs, particularly in one-side 6-doped QWs, the main
reason for scattering from e2-el intersubband transitions is asymmetrical
shape of the electron envelopes .., (%), @y (2) which allows ey v and iey ppr
to be simultaneously nonzero.

Equation (6.46) was derived in the single-particle approximation. In this
case, the transferred photon energy hw coincides with the difference between
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the single-particle energies E;;; = E; — E;. The inclusion of Coulomb in-
teraction between electrons results in renormalization of the intersubband
excitation energy. For the el — e2 transitions in a single QW, the renormal-
ized energies, Ecp and Egp, of the charge- and spin-density intersubband
excitations can be written as

Etp = E3(14 ag — fa1), (6.49)
E3p = E3 (1 - fa1) - (6.50)
The parameters a1, F21 describe the depolarization and exchange-correlation

(exciton) effects, they have been introduced in Chap. 4, see (4.12). Note that
the length Lo; in (4.13) can be also presented in the form

2

Loy = /dz /dz’ch(z')gol(z’)

Note that as soon as the dispersion of the dielectric constant & is taken into
account the constant &, in (4.13) should be replaced by the function se(w) =
®oo 1 Ephon- As a result we obtain a mixed excitation of the intersubband
plasmon and LO phonon satisfying the dispersion equation

2 2 2
wa1,pl o —w

=0 6.51
w3y — w? “Q%O - w? , ( )

where w%l,pl is defined by (4.14) with &, replaced by @&, and, for simplic-
ity, the exchange-correlation correction is neglected. Equation (6.51) has two
solutions

1

wi = 5 {w%l + w%l,pl + Q%O (652)

9 1/2
£ [+ b+ 20)’ 4 (Ao + huto)] | |-

Figure 6.1 presents spectra of light scattering by intersubband charge- and
spin-density excitations measured on a GaAs/AlGaAs SQW structure in par-
allel and crossed polarizations. The excitation-energy difference, Ecp — Fsp,
is seen to exceed 2 meV. In addition, the spectra of Fig. 6.1 show single-
particle intersubband excitations. In the normal-incidence backscattering ge-
ometry, the energy of these excitations coincides with the bare single-particle
spacing Fo1. In the oblique-incidence backscattering geometry, the scattered
wave vector equals to ¢ = 2sin8(w; /¢) (0 is the incidence angle) and the en-
ergies of single-particle intersubband excitations cover a continuum bounded
by Fs1 £ hqup, where vp is the Fermi velocity.

Raman scattering by collective and single-particle intersubband excitation
has been observed not only in QW structures [6.5-6.13] but also in quantum
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Fig. 6.1. Inelastic-light-scattering spectra of intersubband excitations of the high-
mobility 2D electron gas in a GaAs/AlGaAs QW. The peaks of spin-density ex-
citations (SDE), charge-density excitations (CDE), and single-particle excitations
(SPE) are shown. From [6.5].

wires [6.14-6.16]. Decca et al. [6.17] have studied inelastic light scattering in
GaAs/AlGaAs double QWs and observed excitations associated with transi-
tions between two lowest el subbands, symmetric and antisymmetric. They
have uncovered a new aspect of electron-electron interactions in the 2D elec-
tron gas in the studied structure when both subbands are densely populated,
i.e. when the ratio n = Agas/FEr reaches some critical value. Here Ef is the
Fermi energy and Agag is the symmetric-antisymmetric splitting which can
be easily varied by changing the thickness and Al content of the barrier. The
excitation spectra in 0D systems can be revealed in light-scattering as well.
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For example, Lockwood et al. [6.17] have probed, by inelastic light scattering,
shell structure and electronic excitations of many-electron QDs.

Not only inter- but also intrasubband excitations contribute to the light
scattering from electrons in 2D and 1D nanostructures. For 2D electrons, the
dispersion of plasma oscillations exhibits a square-root behavior

21e2Noq 1/2
wot' (q) = (T — ) : (6.53)

where q is the 2D plasmon wave vector. In a periodic MQW structure, the
plasmon frequency depends on the 3D wave vector @ and differs from (6.53)
in a structural factor [6.18]

wn™(Q) = Wil (QS*(Q),

B sinh Q) d
S(@Q) = coshQd — cos Q.d’

(6.54)

where Q) = ,/Q% + Q2 and d is the structure period. In the weak coupling

limit @d > 1 realized in thick-barrier MQWs or for plasmons with short
wavelengths, the interaction between plasmons in different wells may be ne-
glected, S(Q) — 1 and wlg/IIQW(Q) — wng (Q)- In the strong coupling limit
Q) d < 1, the plasmons are characterized by a linear dispersion law (acousti-

cal plasmons)
MQW
WplQ (Q) =v(Q:)Q
with the velocity

2me? N, 1 1/2
Eoom* 1 —cosQ,d

@) = (

Of interest is also the particular case (Q.d)* < (Q)d)* < 1, where S(Q) ~

2/(Qd),
SN (Q) ~ (Lesty/Q ,
p Eoom*d
and the plasma oscillations regain the 3D character. Interaction of plasmons
with polar optical phonons is included in (6.53,6.54) by replacing e, with
200 + Ephon-

The intrasubband plasmons in a QWR which correspond to oscillations
of the charge density in the direction of the wire exhibits an almost linear
dispersion [6.19-6.21]. For a cylindrical wire of the radius R, the dispersion
of the 1D plasmon frequency in the long-wavelength limit |¢|R < 1 can be
presented analytically

2N1pe? 2 \1*
2P (q) = | =21
pl (q) |: n |q|R |q| 3

Eepm*
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where N1 p is the 1D electron density, & is the background dielectric constant
and ¢ is the plasmon wave vector.

6.4 Scattering by Folded Acoustic Phonons

The investigation of acoustic phonons in bulk semiconductors by light scat-
tering spectroscopy is usually limited to the sub-meV range since the wave
vector conservation only allows the observation of phonons which are very
close to the Brillouin zone center, the I'-point. In contrast to a bulk crystal,
semiconductor SLs exhibit zone-folding of the bulk acoustic dispersion into
minibands or minibranches, as shown in Chap. 2. Because of the artificial
periodicity along the growth direction, each acoustic branch folds within the
new Brillouin zone, |Q.| < 7/d, into a series of minibranches with forbidden
minibands at the folding points @, = 0,+7/d. As a result, acoustic modes
with energies of several meV appear at the superstructure Brillouin-zone cen-
ter and can be easily detected in light scattering experiments.

To describe light scattering from folded acoustic phonons in terms of pho-
toelastic mechanism, we expand, similarly to (6.32), the dielectric suscepti-
bility fluctuation at frequency w; in components of the deformation tensor

5Xaﬁ(7'7t) = PagA#(Z) uku(r,t) . (655)

In contrast to (6.32) written for a homogeneous semiconductor, here the
elasto-optical, or photoelastic, coefficients Pagx, = Oxap/0ur, depend on z
changing stepwise at the SL interfaces and retaining their values within each
layer [6.22]. One can conveniently expand the tensor P in a Fourier series

=Y P = (6.56)

and the lattice displacement w in the eigenstates of folded acoustic phonons

e'@r Z ug)m elGm? (6.57)

m

where G, = 2mm/d (m = 0,£1...), and [ = 0, £1, £2... is the folded-phonon
branch index. Using (6.56, 6.57), we obtain

xap(@) = = /5Xaﬁ e dr (6.58)

— Z ﬁ/\uuqm Ay + Gmyz) -

where q is the transferred wave vector. Bearing in mind to consider the
light backscattering by longitudinal acoustic (LA) phonons in the parallel
configuration z(zx)z or z(yy)Zz, we focus on the coefficient P,,., = P2 that
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relates 0X gz, 0Xyy With u,,. Its values in the layers A and B are labelled as
Py and Pg. Then the expansion (6.56) reduces to

Pip(z) = Y P eCm=, (6.59)
m=—0o0

where 1
PO = - (aPa+bPp),

ma

P — (Py — Py)——sin ™™ (m £0).
™m

For GaAs/AlGaAs-type SLs, the modulation of photo-elastic coefficients
plays a more essential role than the mixing in (6.57) of the various space
harmonics. This allows to start the description of light scattering from the
approximation of straight-line dispersion valid for ¢ = 0, see (2.137). In this
approximation, the correlation function for fluctuations dx,g in (6.31) can
be evaluated by setting

5 1/2 .
_ iKz —iKz
us(z) = <2pQKV> (bKe +ble ) . (6.60)
Here
2
K=Q forle,K:i(WT“—HQH%) (1+0), (6.61)

Qi = 5|K]|, bx and bl are the annihilation and creation operators for a
phonon with the 3D wave vector (0,0, K). Notice that here K is the phonon
wave vector in the extended-zone scheme and @ is that in the reduced-zone
scheme. The second-order quantization allows to average correctly the square
|6x|?. We remind that

<be}}> =1+ Ng, , <b}<bK> = Noy

where N, is the phonon occupation number. Substituting the expansion
(6.59) for Py2 and equation (6.60) for u,(z) into (6.55) and taking into account
that u,, = du,/dz we obtain

5 1/2
OXaa(2) = OXyy(2) = 1K <m> x (6.62)

% (bKeiKz _ bke—iKZ> ZP(m)eisz .
m

It follows then that the intensity of the light scattered from the [-th mode
into the Stokes region of the spectrum can be written as
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2%'” +1Q| sign{l}) p)2 (6.63)

X (Nay +1)6(w1 — wa — k)04, .42+Q -

I(eg,w2|el,w1) X |6; . 61|2 (

Thus, in the scattering spectrum, one should observe doublets +|I| with an
|{|-independent splitting

S
A = Q‘” — Q_m = 2§q ~ 22(4)1\/ ae(wl) y (664)

where (2 is 2k for K related with | by (6.61).

The exact Stokes shift is obtained by changing 2k in the §-function by
the exact dispersion (2, of folded acoustic phonons, see (2.135). For small
|Q| < 27/d, the deviation from the straight-line dispersion is described by

o= Loni 4 L [ g2 (2 ]
0 = |l + e” sin a |+ (Qd) , (6.65)
d |{] SA

where 20 = 2r|l|5/d and ¢ is introduced in (2.136).

In (001)-grown SLs of the point symmetry Dqg, the folded acoustic-
phonon vibrations £|!| at @ = 0 correspond to the irreducible representations
A; and By [6.23,6.24]. For the above photoelastic mechanism, the mode A
is scattering-active whereas the mode Bs is forbidden. Therefore, in the limit
of small transferred wave vector ¢ realized in forward Raman scattering,
only one mode of the split doublet can be excited. At typical backscattering
g-values the A; and By components are mixed enough, the zone-center selec-
tion rules are relaxed, both branches +|I| have nonzero scattering intensity
well described by (6.63) and appear as doublets in the scattering spectrum.
TA modes in this geometry are forbidden. Note that the doublet center-of-
mass is independent of the excitation frequency w; or the scattering angle,
in contrast to the Brillouin scattering from the lowest branch [ = 0. Hence,
the scattering by folded acoustic phonons with [ = £1,+2... is not called
Brillouin, but Raman scattering.

The first unambiguous Raman observation of phonon folding in an ar-
tificial semiconductor SL was reported by Colvard et al. [6.25]. Figure 6.2
presents Raman scattering spectra in a GaAs/Alg3Gag7As SL (a = 42 A,
b=238 A). In the parallel polarizations, es || e1, one can see three doublets
with |I| = 1,2, 3. In accordance with the selection rules, there is no scattering
from folded LA phonons in the crossed geometry es L e;. The peak at 160
em ™! is attributed to 2TA scattering. Figure 6.3 shows Raman spectra in the
acoustic frequency range measured in the z(yy)Z configuration on hexagonal
(wurtzite-lattice) GaN/Alg 25Gag 72N SLs with three different periods [6.26].
Only the first folded doublet is observed for each sample. Here z is directed
along the hexagonal c-axis. In agreement with theory, the doublet splitting
is almost the same in all three cases while the shift of the doublet center-
of-mass increases with decreasing the SL period. Forward and backward Ra-
man scattering spectra are compared in [6.27]. Folded acoustic phonons in
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Fig. 6.2. Spectrum of light scattering by folded acoustic phonons in
GaAs/Alp.3Gag.e5As SL with a = 42 A, b =28 A. Pump wavelength A1 = 5145
A, T = 300 K. The inset sketches phonon dispersion by Rytov’s model. The arrows
specify the peak positions derived from X-ray diffraction data. From [6.25].

GaAs/AlAs SLs grown on non-(001)-oriented substrates have been studied
by means of Raman scattering by Spitzer et al. [6.28]. A strong magnetic-
field enhancement of Raman scattering on folded LA phonons in a SL has
been reported by Mirlin et al. [6.29]. Raman spectroscopy on folded acous-
tic phonons in BeTe/ZnSe SLs has been applied for determination of sound
velocity in BeTe [6.30]. Localized folded acoustic phonon modes in SLs with
structural defect layers have been analyzed in [6.31].

Raman-scattering spectroscopy of nanocrystals or QDs [6.32,6.33] allows
to reveal the vibrational characteristics of nanoparticles that are intermedi-
ate between the bulk and molecular states. A theory of Raman scattering by
acoustic vibrations in spherical nanocrystals embedded in a dielectric matrix
was developed by Goupalov and Merkulov [6.34]. Since the sound velocities
and the densities of the studied semiconductor nanocrystals and silicate-glass
matrix differ insignificantly, the acoustic phonon modes in a nanocrystal are
not completely confined, and they can transfer into continuum phonons of
the matrix. This gives rise to a substantial broadening of the correspond-
ing Raman lines. For the spheroidal fully-symmetric phonons being purely
longitudinal, the line shape is given by
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Fig. 6.3. Raman spectra of GaN/Alg.25Gao.72N SLs with different periods d = 61,
128 and 238 A. \; = 488 nm, T = 300 K. From [6.26].

1 1+1
I(w,R) x ﬁfl (ginR) I2 (gin R) (NW + 9 ) ’

where w is the transferred frequency, R is the nanocrystal radius, ¢, =
lwl]/ cgz), cg‘) is the longitudinal sound velocity in the nanocrystal, the sign
=+ corresponds to the Stokes and anti-Stokes components, and the functions
I, (z), Is(z) have been presented in [6.34]. The function I (¢inR) has a broad
peak at g, R ~ 7 with the half maximum of the same order and reflects
the fact that, in the simple model of interaction of quantum-confined carriers
with bulk phonons, the interaction is optimal for phonon wave vectors g of the
order of 7/R. The function I5(g;, R) has a series of narrow peaks contributed
by different confined-phonon modes, the peak width being determined by the
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conversion of a confined phonon into a bulk acoustic phonon propagating in
the matrix.

6.5 Scattering by Confined and Interface Optical
Phonons

In optical spectroscopy, in addition to the propagating folded acoustical
phonons, the confined optical phonons and interface phonon modes in semi-
conductor QWs and SLs have received considerable attention and are rea-
sonably well understood.

In order to provide insight into the optical phonon structure of QWs or
SLs, let us consider an isolated slab of the thickness a. Optical vibrations are
confined within the slab and are equivalent to those in the infinite crystal
whose wave vectors are given by +£mm/a, m being an integer. In a multilay-
ered structure, optical phonon modes are confined within individual layers,
provided that the optical branches of the constituent materials do not over-
lap. Particularly, this is the case of GaAs/AlAs or GaSb/AISb SLs. The series
of phonons labelled by m are termed confined phonons.

In the normal-incidence backscattering from (001)-grown heterostruc-
tures, only LO phonons with zero in-plane wave vector are involved. Then, in
the dielectric-continuum approximation, the displacement vector w and the
induced electric field E = —V @ are parallel to the growth direction z and de-
pend only on z. Three different models are usually employed for an analytical
description of the confined optical modes [6.35]. In the slab model the electric
field potential @(z) has nodes at the interfaces so that, for the A-like mode
m confined in the layer A, &@,,(z) and the LO displacement u,(z) x &,(2),
see (6.37), take the form

cos ™= m=1,3,5...
D, (2) x ,
sin ™= m = 2,4,6...
(6.66)
sin ™= om =1,3,5...
U (2)
—cos ™= m =2,4,6...

However, with such a choice of &(z), the field &£, is discontinuous at the
boundary between the layers A and B and the displacement u,(z) becomes
discontinuous as well. In the guided phonon model [6.36], the ionic displace-
ments vanish at the interfaces. Therefore, the electric potential and vibra-
tional amplitudes of the confined, or “guided”, modes are given by
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sin ™= - m =1,3,5...
P (2) ox :
cos ™= m = 2,4,6...
(6.67)
—cos ™= m =1,3,5...
U (2)
sin ™= . m = 2,4,6...

Huang and Zhu [6.37] proposed a relatively simple model (Huang-Zhu model)
for which both electric potential and displacement have nodes at the inter-
faces. In this model which is now generally accepted, the scalar electric po-
tential is given by
sin =2 + 2 m = 3,5...
b, (2) x ) (6.68)
cos IZ — (—1)™/2 | m =2,4,6...

where u,, and C,, are constants determined by the condition that &,,(z) and
its derivative both vanish at the interfaces z = +a/2. These conditions can
be presented in the form [6.37]

tanw—mzw—m, Cm:—2sinWTm.

An important point to stress is that m = 1 mode is excluded in (6.68) because
this mode is associated with the interface mode considered in Chap. 2. For
B-like confined optical modes, the thickness a is replaced by b and the point
z = 0 is taken at the mid-point of the corresponding layer B.

The confined phonon frequency can be estimated from 2, = 2r0(gm),
where 2(q) is the bulk LO dispersion and ¢,,, = mm/a is the phonon quantized
wave vector. For small values of ¢, £2(¢) can be approximated by a parabolic
function

hq?

2M "’
where M is the parameter (the phonon effective mass) describing the disper-
sion of longitudinal modes.

In the Dyy point group, the confined LO phonons have the A; or Bs
symmetry. In the following we analyze the scattering selection rules for the
phonon modes written in the form (6.67) or (6.68), which is equivalent. Ac-
cordingly, for the phonon modes with even m, the scalar electric potential
®,,(2) has the A; symmetry and the displacement envelope function ., (z)
transforms according to the representation By, whereas, for phonons with
odd m, &,,, and wu,,(z) correspond to the By and A; representations.

Microscopically, light scattering by phonons in an undoped sample is de-
scribed as a third-order process with the compound matrix element

2(q) =~ £2(0)
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MOn’ Vn’n MnO
(B — hwy & hi2 — ikl ) (Ep — hwy — ihD},) |

(6.69)

nn’

where M, is the matrix element of the one-photon transition from the ground
state of the structure, |0), to the excited state |n) which is an unbound
electron-hole pair or exciton characterized by the excitation energy F, and
the damping rate I5,, V,,/y, is the matrix element of electron-phonon interac-
tion including the interaction between a phonon with a hole, {2 is the phonon
frequency. Note that in (6.69) only resonant contribution is taken into ac-
count. Before scattering occurs, the electronic subsystem is in the ground
state |0), there are N(w) incident photons, no photons with the frequency
wy and N phonons with the frequency {2 and wave vector q. After scattering
occurs, the electronic subsystem again finds itself in the ground state, the
number of incident photons decreases by one, a photon ws is created and
the number of phonons is increased by one in the Stokes Raman scattering
or decreased by one in the anti-Stokes process. According to (6.69), in the
first step of the three-step scattering process, the incident photon excites the
electronic subsystem to the intermediate state |n). Then a phonon induces
scattering from |n) to another intermediate state |n’). Finally, the electronic
subsystem returns to the ground state with emission of the scattered photon.

Since Myo X €1 - Jno and Mo, X €5 - jons Where jpo is the matrix element
of the current-density operator, the scattered intensity is proportional to

I(ez,waler,wr) o |e5, Rage1s*[(Ng + 1)d(w — 2) + Nod(w + 2)], (6.70)

where N, is the phonon occupation number and we introduced the scattering
tensor, or Raman tensor, defined as

By =Y 36w Varn dno 671
0 L (B — hwy £ h2 =W ) (B — hwy —ihT,) (6.71)

In polar semiconductors the electron-phonon interaction V can be sep-
arated into long- and short-range parts. The long-range part, Vi, is the
Frohlich interaction induced by the macroscopic electric fields. On the other
hand, the short-range part, VDP7 is the deformation-potential interaction,
also found in nonpolar materials.

Linearly independent components of the Raman tensor R,g can be found
by the method of invariants. The principal rule here reads as follows. Let
V= > V; be the perturbation due to optical phonon modes enumerated by
the index ¢ and the operators V; transform according to the irreducible repre-
sentation D,, of the system point group. Then, in light scattering induced by
the perturbations V;, the quantities R(D,,,i) = e5,Rape1p should transform
under point-symmetry operations according to the representation D,,. In par-

ticular, for perturbations of the symmetry A;, By and F in a (001)-grown
QW or SL we have
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R(A1) = Ry |e5 610 + €5 e1y> + Ry zz€5 012 (6.72)
R(B3) = Ry(e3,e1y + €5,€12) ,
R(E,1) = Rzej ey + Raes e1. , R(E,2) = Rzes,e1, + Raey ez,

where R’s are scalar coefficients. To derive (6.72), we have to recall that as
basis functions of the above three irreducible representations one may choose
the functions 22 +y? or 22 (representation A;), vy (Bs), yz and xz (E), where
x || [100], y || [010]. According to (6.72), the Raman tensors Ras(D,,,) can
be represented in the following matrix form

Ry 0 0 0 Ry 0

R(A)=| 0 Ry 0 |,R(Bs)=|Rs00], (6.73)
0 0 Ri..| 000
00 0] 0 0Ry
R(E,1)= |00 Ry| ,R(E,2)=] 000
0R3 0 | Rs0 0

For long-wavelength optical vibrations in bulk GaAs, the displacements
have the Fy symmetry. Following the symmetry reduction Ty — Dag, this
representation of the group Ty transforms to the representations By + E of
the group Dyg, compare Tables A.2 and A.5. Therefore, for the deformation-
potential mechanism of electron-phonon interaction, the Raman tensors for
phonons of the polarization uw || z,y,z in GaAs coincide with the tensors
R(E,1), R(E,2) and R(B3), where one has to set R = R3 = Ry4. Tak-
ing into account the symmetry of confined LO modes, we conclude that the
deformation-potential-induced scattering is allowed for the modes with odd
m, i.e. with the even envelope u,,(2).

In bulk GaAs the Frohlich-interaction-induced scattering is “dipole-for-
bidden” with the matrix element V,,/,, being proportional to the phonon wave
vector ¢. In QWs and SLs, q is replaced by the much larger confinement wave
vector ¢,, = mm/a. This enhancement of the Frohlich contribution allows
to observe the Raman scattering by confined modes with even m, where
the function @,,(z) is even and the function u,,(z) is odd. Under optical
excitation far away from all interband resonances the deformation-potential
term dominates (m odd), but under resonance photoexcitation the Frohlich
term becomes stronger (m even).

Figure 6.4 shows Raman spectra for scattering by confined LO phonons
measured on GaAs/AlAs SLs made up of 400 double layers with the layer
thicknesses a = 20 A, b = 60 A. When excited under nonresonant conditions,
the cross-sections of scattering by the phonons LOg;+; and LOs; observed
in the z(xy)z and z(xx)Zz polarizations, respectively, are comparable in or-
der of magnitude. In accordance with theoretical predictions, under resonant
excitation, hwy 2 ~ Ethhl, one observes scattering by LO9; phonons. The
presence of the same LOy; lines (though of a considerably lower intensity)
in the crossed geometry z(xy)Z can be attributed to the influence of static
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Fig. 6.4. Nonresonant (a) and resonant (b) Raman scattering spectra for
GaAs/AlAs SL with a = 20 A, b = 60 A. The peak to the right of LOg phonon
frequency is due to the interface mode. From [6.38].

defects on the Frohlich interaction of carriers with optical phonons. Raman
scattering from SLs and QWs has become an attractive alternative to inelastic
neutron scattering for determining the bulk-phonon dispersion [6.39-6.42].

As compared to the confined optical phonons, observation of the interface
modes was more difficult [6.43]. Nakayama et al. [6.44] have performed the
first Raman study of the interface mode dispersion by changing the angle
of incident light. A detailed investigation of interface modes was undertaken
using micro-Raman backscattering from (010) and (110) surfaces of (001)-
grown SLs [6.45]. Then it was realized that, when finite phonon dispersion
is taken into account, the interface modes are partially mixed with nearby
confined phonon modes [6.37,6.46].

Most experiments on Raman scattering by confined and interface optical
phonons were performed on heterostructures grown on (001)-oriented sub-
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strates. However, there are many scattering studies carried out on SLs grown
on differently oriented substrates, see, e.g., [6.47].

6.6 Spin-Flip Raman Spectroscopy

In electron spin-flip Raman scattering, the spin of an electron involved in the
scattering process reverses and, in the presence of an external magnetic field
B, the incident photon energy fiw; changes to fuv; —|g|up B and fw; +|g|lus B
for the Stokes and anti-Stokes shifted waves, respectively, where g is the
electron effective g factor. Hence, spin-flip Raman scattering spectroscopy
can be used for a direct measurement of g factors of electrons as well as holes
or excitons in semiconductors and semiconductor nanostructures [6.33,6.48—
6.51].

According to (6.27), in cubic-symmetry semiconductors the spin-flip scat-
tering cross-section is proportional to

dQJSf 2

dwd{?

x |(e1 x e3) x (6.74)

B
In the backscattering geometry, this selection rule allows the scattering only
if the magnetic field has a nonzero component perpendicular to the light
propagation direction. The same rule holds for light normally incident and
backscattered from a QW structure or SL. This rule can be understood by
taking into account that, in the Faraday geometry with B || g1 || z, the
angular momentum component projected onto the z axis should be conserved

81z + My = 59, + Ms, (6.75)

where s1,, 89, is the electron spin component +1/2 in the initial and final
states and M o is the circular-photon angular momentum component +1.
In the spin-flip transition the electron changes the z component of its spin
by As, = +1 whereas, in the backscattering process, the photon angular-
momentum component either remains unchanged, M; = Ms, or changes by
AM = £2. In both cases (6.75) is not satisfied and the scattering becomes
allowed only at tilted magnetic fields when the spin quantization direction
differs from that of light incidence. The spin-flip Raman scattering described
by (6.74) is observed in crossed linear polarizations z(zy)Zz, z(yx)Zz or paral-
lel circular polarizations z(oc%,07)z, 2(67,07)z. Note that in the notation
2(0",0*)z the sign 1 or A is determined by the sign of the angular momen-
tum component of the incident or scattered photon on the same axis, in the
following the axis z. Using this nomenclature, the conventional specular re-
flection of o"-circularly polarized light from an isotropic medium occurs in
the configuration z(c",0")Zz.

To illustrate the specific features of this kind of inelastic light scattering
in heterostructures, we focus, in what follows, on resonant Raman scatter-
ing due to spin reversal transitions, or spin flips, of acceptor-bound holes in
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QWs [6.48,6.52,6.53]. Sapega et al. [6.48] reported strong spin-flip-related
Raman scattering in p-type GaAs/Al,Ga;_,As (001)-oriented MQWs in an
external magnetic field. The experiment was performed in the backscatter-
ing Faraday configuration z(o",0*)z. This scattering is shown to be related
to transitions within the magnetic-field-split ground state of the neutral ac-
ceptor into the +3/2 sublevels and involves the angular-momentum reversal
transitions +3/2 — —3/2 or —3/2 — 43/2 of a hole bound to an accep-
tor (peaks labelled H in Fig. 6.5). The effect exhibits resonance behavior
and the scattering efficiency is significant only within a narrow frequency
region between the low-energy edge of the photoluminescence spectrum and
the fundamental-absorption edge of the heterostructure. The polarization of
the Stokes and anti-Stokes components is found to depend on the excitation
energy.

LE
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L 1 1 1 L1 |L| | | 1 L1

-2 -B -4 0 4 8 12
Raman shift {cm"'}

Fig. 6.5. Raman spectra of a Be-doped 46A/110A GaAs/Al,Gai_,As MQWs
measured in (67 ,0") (upper spectrum) and (c+,07) (lower) configurations in a
magnetic field B = 10 T and for excitation energy hw = 1.628 eV. H labels the hole
spin-flip Raman peak, LF the localized-exciton angular-momentum-flip peak. [6.48]
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Two pure limiting cases observed at the edges of the scattering resonance
profile can be discriminated in experiment. When excited with circularly po-
larized light at the long-wavelength edge of the resonance profile, the backscat-
tering line, which is also completely polarized, is observed in the z(cT,07)z
or z(oc~,0")z configurations (Fig. 6.5) and is not seen in z(cT,0")z or
2(c7,07)z. Each of the (67,07), (67, 0™) spectra contains either the Stokes
or anti-Stokes component in such a way that, if the z(c™,07)z reveals a
Stokes shift, then in the opposite geometry only the anti-Stokes component
is present. Under circularly-polarized photoexcitation at the short-wavelength
edge, one observes both the Stokes and anti-Stokes scattering lines simulta-
neously. These lines are circularly polarized with the polarization as high as
80%. The sign of the backscattered-light polarization coincides with that of
specularly reflected light, thus implying that the scattering occurs predomi-
nantly in the z(c™,0%)z and z(c~,07 )z configurations. The intensity ratio
of the Stokes and anti-Stokes components can be approximated with good
precision by exp (|fw|/kpT), where w is the transferred photon frequency,
w1 — wa, proportional to the magnetic field B,. This scattering is observed
only in p-type samples which confirms its interpretation as a process accom-
panied by a +3/2 — F3/2 spin flip of the hole bound to an acceptor resulting
from its exchange interaction with the hole in a photo-excited exciton. Thus,
at least two different mechanisms are identified to contribute to the bound-
hole-related spin-flip Raman scattering denoted as processes A and B and
contributing, respectively, to the long- and short-wavelength edges of the res-
onance profile. The process B involves three-particle complexes, A°LE, which
can be considered as a localized exciton neighboring a neutral acceptor and
weakly perturbed by it. The process A is associated with excitons bound to
neutral acceptors, denoted A°X, acting as intermediate states and occurs due
to acoustic-phonon-assisted spin-flip of an electron in such a complex.

We remind that the neutral-acceptor ground state of I'y symmetry is four-
fold degenerate in a bulk GaAs crystal. Because of the confinement effect of
the barriers, this state splits into two close-lying levels E} and E; with the
hole spin components +3/2 and +£1/2. Under a magnetic field B parallel to
z each of them splits into
1
2
where the hole energy is referred to the zero-field position of the h level
and Ac¢ is the zero-field h-l splitting. In the first approximation, the values
of g factors, gp and g;, coincide. In addition to the strongest +3/2 — F3/2
Raman lines, two other acceptor-related lines are observed. Their polarization
properties and magnetic-field behavior (Fig. 6.6) indicate that they originate
from the £3/2 — F1/2 interlevel transitions.

Now we describe in greater detail the scattering process B that occurs

under resonant excitation of A°LE complexes. In this case a ¢* photon
excites an AYLE complex |s, j,m) with s + j = +1, where m = 43/2 is the

3
Ep 1372 = +5 gnitBB., By 110 = Ac + 5 qupB., (6.76)
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Fig. 6.6. Magnetic-field dependence of the Raman shifts of —3/2 — +3/2, +3/2 —
—1/2, and —3/2 — +1/2 lines for the 102A/110A (open circles) and 72A/110A
(full circles) GaAs/Al,Gai_zAs MQW structures. Ac denotes the “crystal-field”
splitting of the acceptor ground state into two Kramers doublets at zero magnetic
field. The inset shows the scheme of neutral acceptor energy levels at zero and
nonzero z component of the magnetic field. [6.53]
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initial spin of an acceptor-bound hole and s = +1/2, j = +3/2 are the spin
indices of an electron and a hole in the photoexcited localized exciton. At
the next stage the hole j in the exciton induces a flip m — —m of the bound
hole as a result of a flip-stop-like exchange interaction described as [6.54]

Vixeh = (Apno + Appo?) oL (6.77)
where Ay, is a complex coefficient and o4 = (0, £ i0y)/2. Here we use
LE _A

the Pauli matrices o, 0/ operating on the exciton or acceptor bound-hole
states £3/2 in the basis — 1 (X +iY)/v/2, | (X —iY)/V/2. At the final stage
the localized exciton (s,7) in the complex |s,j, —m) annihilates, emitting a
photon of the same circular polarization, but the neighboring bound hole has
now the reversed spin —m and the secondary photon energy fiws differs from
the initial energy hw; by +|A 4|, where A4 = 3gpupB, with the minus and
plus signs corresponding to Stokes and anti-Stokes scattering. Note that the
interaction (6.77) flips the acceptor spin while leaving s and j invariant. Such
an interaction becomes possible because the two holes in the complex A°LE
have different centers of in-plane localization, ps and prg. An existence of
the in-plane direction ps — pp g reduces the symmetry of the complex and
allows nonzero values of Apj,. It is this reduction of symmetry that lifts the
restrictions imposed by the conservation of the angular-momentum compo-
nent m + M in the backscattering process B. Indeed, in this process values
mq + My and mq + M> differ by £3 because the acceptor-bound hole changes
its angular momentum by Am = 43 and the photon angular momentum is
unchanged, AM = 0.

As mentioned above, the A° X-mediated scattering process A can be con-
sidered as a double spin flip because it includes an acoustic-phonon-induced
spin flip of an electron in the photoexcited complex A°X. The acoustic-
phonon energy equals |g.| upB.| and, therefore, the Raman-shift energy is
given by (3gn —ge| ) BB, i.e. it also depends on the electron g factor. The in-
terpretation of the process A is confirmed by measurements of Raman spectra
under tilted magnetic fields [6.53] in which case the selection rules allow the
AYX-mediated backscattering without the assistance of an acoustic phonon
and the Raman shift is given by Ay = 3grupB..

Coming back to Fig. 6.5, we note that, besides the line H related to
the spin flips of acceptor-bound holes, one can see a line with a smaller
Raman shift, denoted as LE. It is assigned to Raman scattering by flipping
the angular momentum, s + j, of a photoexcited localized exciton through
interaction with acoustic phonons. This line is observed both in doped and
undoped QWs.

The Raman shift of the interlevel scattering +3/2 — F1/2 displays a
strong dependence on the well width: Ac = 7.3, 3.5 and 2 meV for the
MQWs with the same barrier thickness b = 110 A and the QW thickness
a = 46, 72 and 102 A, respectively. A value of Ac measured on one struc-
ture increases monotonically with increasing Aw;. This can be understood
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taking into consideration that the lower-energy excitation probes neutral ac-
ceptors with higher binding energy. Their states are less affected by barrier
confinement and, hence, the splitting Ag is smaller.

Using Raman scattering in the absence of any applied magnetic field, Jus-
serand et al. [6.55-6.57] demonstrated spin splitting of the electron subbands
in QW structures due to the inversion asymmetry (Chap. 2). They observed
a double peak in the crossed-polarization scattering spectra of intrasubband
excitations in an n-type modulation doped GaAs/Al,Ga;_,As SQW. Chang-
ing the angle of the sample surface normal with respect to the incident and
scattered wave vectors allows one to study the scattering efficiency as a func-
tion of the transferred wave-vector in-plane component

9 =q — 92 -

At small temperatures and ¢ < kr, kr being the Fermi wave vector, all
involved electron states lie very close to the Fermi surface and the transferred
photon frequency is given by

2
hw = %CIHICF cos (o — ¢q) £ AE(k, ¢r)

where ¢, ¢, are the azimuth angles of k and q, AE(k,¢y) is the spin
splitting and the sign + (—) refers to the spin-down—spin-up (spin-up—
spin-down) transitions. From an analysis of the Raman-scattering signal,
Jusserand et al. obtained an overall understanding of the in-plane anisotropy
of the electron spin splitting and showed that, in the studied samples, the
Rashba contribution to the splitting induced by the asymmetric potential is
of comparable magnitude to the bulk-inversion-asymmetry term.

6.7 Double Resonance in Raman Scattering

In optical spectroscopy the double resonance is defined as enhancement in
the intensity of secondary emission under conditions where (i) the energies,
hwy and Aws, of the incident and secondary photons coincide with those of
two interband excitations and (ii) the difference h(w; — wa) equals to the
energy of one or few optical phonons. This effect which can be described in
terms of both resonant Raman scattering and resonant photoluminescence
has been observed in bulk materials as well as in QW structures. The role of
the interband excitations is typically played by excitons. The enhancement
in the Raman scattering efficiency follows from (6.5) or (6.71) if differences
wo —w, wy — (w= N2) in (6.5) or E,, — hwy, Ep — hwy £ h2 = B,y — hws in
(6.71) vanish simultaneously.

In bulk GaAs, the double Raman resonance was first realized by means
of uniaxial stress, which splits the Iy valence band into the heavy-hole
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(I's,£3/2) and light-hole (I's,+1/2) subbands [6.58]. In this case the res-
onant intermediate states n,n’ in (6.71) are the excitons formed by an elec-
tron and a heavy or light hole, respectively. In resonant magneto-Raman
scattering, a double resonance occurs if the separation of the valence Landau
levels in nonmagnetic semiconductors or Zeeman splitting between the states
|Ts,3/2), |I's, —3/2) in semimagnetic semiconductors equals the energy of an
optical phonon [6.59,6.60].

Semiconductor nanostructures open new possibilities for realization of the
double resonance conditions because resonant states for incoming and outgo-
ing beams can be excitons attached to different size-quantized subbands in
QWs or QWRs and quantum-confined levels in QDs. For example, Kleinman
et al. [6.61,6.62] observed the doubly resonant LO-phonon Raman scattering
in GaAs/Al,Ga;_,As QWs due to the following process

hwi — Xer-nn3 — Xei-nn1 + LO — hws + LO,

where X,,/-nn, denotes the exciton involving an ev’ electron and hhv hole.
In the sample containing QWs of the thickness a = 140 A separated by
193-A 2 = 0.33 alloy barriers, the excitation-energy interval between the
Xeo1-nn3 and Xe1-pp1 excitons is close to hf2ro. As the incident and scattered
photons go into resonance with these excitons, a very strong single-LO peak
is seen in emission, its intensity being comparable in amplitude to the main
photoluminescence broad peak. The scattering peak intensity as a function
of the excitation photon energy fiw; shows a sharp maximum with a width
of = 4.2 meV, in agreement with FWHM = (4+ 1) meV seen for the X i-pp1
exciton in the photoluminescence excitation spectrum.

The double-resonance conditions can be adjusted by external fields. Calle
et al. [6.63,6.64] observed the effect setting the outgoing and incoming chan-
nels on the light-hole excitons Xe1-;p3, Xe1-11 and varying the strength of the
applied magnetic field. Agull6-Rueda et al. [6.65] could induce a double reso-
nance by applying a variable electric field to a GaAs/Alg 35Gag 5 As SL with
a =30 A and b = 35 A and forming the Stark ladder (Sect. 3.3.2). The incom-
ing resonance was set on the intrawell interband transition [hl,ng — el, ng
and outgoing resonance was tuned to the transition [h1,ng — el,no—1, where
ng is the index of the Wannier-Stark localized state. According to (3.206) the
corresponding value of the electric field is determined by |e| F'd = k{20 which
gives F' ~ 56 kV/cm in very good agrement with the value F' =~ 60 kV/cm
at which a maximum of the Raman intensity is observed.

In the cited studies resonant states for incoming and outgoing photons
were 1s-excitons attached to different size-quantized subbands or to differ-
ent Landau levels. Here we discuss one more double optical resonance. It is
observed on the states el-hh1(2s) and el-hhl(1ls) belonging to the same
excitonic series and related to the lowest electron and hole subbands el
and hhl [6.66]. GaAs-based heteropairs does not suit for an observation of
the 2s-1s resonance, because in the corresponding heterostructures the exci-
ton binding energy and, hence, the 2s-1s energy separation, hwsq, is several
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times smaller than the LO phonon energy ~ 37 meV. A suitable object is
a CdTe-based QW structure because (i) in CdTe, the LO-phonon energy
is relatively low, hf2p0 = 21 meV , (ii) in QWs CdTe/Cd;_,Mn,Te (or
CdTe/Cd;_,Mg,Te) the energy spacing fuws; remarkably increases as a re-
sult of the quantum confinement effect and differs from A{2; o just by a few
meV, (iii) in the magnetic field oriented along the growth axis z, the 2s-
exciton level undergoes a strong diamagnetic blue shift and the condition
wao1 = 210 is fulfilled in a moderate field B < 10 T. The double 2s-1s res-
onance was observed in the backscattering Faraday geometry for circularly
polarized analyzer and polarizer. In both photoluminescence and photolumi-
nescence excitation spectra the intensity of the sharp 1LO-replica was found
to increase rapidly with tuning to the double resonance conditions (Fig. 6.7).
An important fact is that a strong 1LO-line has been observed not only in par-
allel circular polarizations but also in the crossed z(c+,07)z or z(6c7,07)z
configuration.
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Fig. 6.7. The magnetic field dependence (circles) of the ratio between intensi-
ties of the 1LO- and 2LO- lines under double 2s-1s resonance observed in the
CdTe/Cdo.s6Mnop.14Te 85 A/95 A MQW structure. Squares show the 2s-1s energy
spacing as a function of the magnetic field. [6.66]
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Let us consider two possible mechanisms of the doubly-resonant 2s-1s
secondary emission. For the direct doubly-resonant one-phonon Raman scat-
tering,

hwi — Xe1-nn1 (25, K = 0) — Xe1-pn1(1s, K = 0) + LO — hw, 4+ LO,

optical excitation of the 2s exciton is followed by the LO-phonon-assisted
transition to the bottom of the 1s-exciton subband and then by emission of
a photon from the 1s state. However, the analysis shows that the vertical
transition 2s — 1s 4+ LO is ineffective. Really, in a bulk semiconductor, such
a transition is forbidden in the dipole approximation, i.e. the corresponding
matrix element Vf;%s X ¢, where ¢, is the scattered wave vector (the differ-
ence between wave vectors of the incident and secondary photons). Remind
that by similar reason in resonant spectra of secondary emission of perfect
crystals the 1LO-line is much weaker than the 2L O line. On the other hand,
in the 2D approximation the exciton envelope function ¥, is factorized so
that

Ups = fns(p)@el(ze)‘phl(zh) (678)

with the same single electron and hole envelopes ¢.1, ¢p1 for 1s and 2s states.
Here f,,s(p) is the envelope function describing the relative electron-hole mo-
tion in the (z,) plane and p = [(ze — 1) + (ye — yn)?]*/?. The condition of
orthogonality between f15(p) and fa5(p) immediately makes zero the matrix
element Vf;%s since, for backscattering of normally-incident light, the exciton-
phonon interaction operator is p-independent. Thus, the value of Vf;%s can
be nonvanishing only due to the Coulomb-potential effect upon the electron
or hole confinement along the z direction. Furthermore, for the direct process
the exciton polarization cannot undergo a remarkable change which contra-
dicts to the presence of the strong 1LO-line in the spectra observed in the
crossed circular polarizations.
The more realistic mechanism

hwy — Xe1-nn1 (25, K = 0) — Xe1-pni(1s, K # 0)

— Xel-hhl(lsa K= O) + LO — hwy + LO

can be described as follows: the 2s-exciton is first scattered from the bot-
tom of the 2s branch to the “hot” 1s states characterized by large in-plane
center-of-mass wave vectors, K, then it is multi-scattered by elastic random
potential of the heterostructure and only afterwards emits a LO-phonon.
Obviously the second mechanism has more grounds to be interpreted as a
luminescence rather than Raman scattering. It should be mentioned that
similar static scattering processes with a large momentum transfer were sug-
gested by Kleinman et al. [6.62] and Gubarev et al. [6.60] in order to interpret
their results on doubly resonant LO-phonon-assisted secondary emission re-
spectively in GaAs/Al,Ga;_,As QWs and bulk semimagnetic semiconductor
Cdo.95Mmng g5 Te.
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The concept of double resonance in Raman scattering is very produc-
tive. The double-resonance spectroscopy has been used to study the light
confinement in semiconductor planar microcavities with MQWs as an active
layer [6.67]. Kipp et al. [6.68] have reported on Raman scattering by electron
charge- and spin-density excitations of a modulation-doped QW embedded
inside a microcavity. Under conditions of optical double resonance, when
both the exciting laser and the scattered light are in resonance with the cav-
ity modes which is achieved by a variation of incidence and scattering angles,
electronic excitations can be selectively enhanced. The enhancement factor
between the single-resonant case, when only the incoming light is in resonance
with the cavity, and the double-resonant case, when the outgoing light also is
in resonance with the cavity, amounts up to three orders of magnitude. Lin-
ear and nonlinear optical properties of quantum microcavities is considered
in the next chapter.
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Two are better than one,
because they have a good return for
their work;
If one falls down,
his friend can help him up...
Though one may be overpowered,
two can defend themselves.

FEcclesiastes 4: 9-12

Many nonlinear effects can be phenomenologically described by expanding
the electric polarization P in powers of the light-wave electric field

P,(r,t) = Xsﬁ)(w)Eﬁ(w, k)exp (ik - r — iwt) (7.1)

(2) (whwg)E,g(wl, kl)E,y(u)g, kz) exp [l(kl + kg) -r— i(W1 + LUQ)t]

T Xapy

+ ngg,ﬂ;(whwzyw:s)Eﬁ(wl, k1) E, (w2, ko) Es(ws, k3)
X exp [l(kl —+ kQ —+ kg) -r — i(w1 —+ (%) —+ W3)t] —+ ...

Here wj is the frequency, k; the wave vector, E(w;, k;) the amplitude of the j-
th constituent of the electromagnetic field. For single crystals or short-period
SLs, 7 is the 3D radius-vector while, in QW structures, r is a vector with
the components x, ¥y, z;, where z; is the position of the I-th well, for instance,
the coordinate of its center (the choice of point z; within a well is arbitrary
if its width a is small compared with the light wavelength). Similarly, in a
QWR directed along z, the coordinates of r in (7.1) are (zy,vy,2), where
x1, Y1 give the position of the wire in the (z,y) plane. The frequencies in (7.1)
may assume both positive and negative values, the corresponding amplitudes
being related through

E*(w,k) = E(—w,—k) .

For the sake of simplicity, we neglect in (7.1) the spatial dispersion of the
susceptibility, i.e., the dependence of x™ on k, k1, ks...

The first-order susceptibility y(!) describes the conventional linear re-
sponse. The second-order susceptibility y(?) describes the generation of op-
tical harmonics at the sum or difference frequency (three-wave mixing),
in particular, at w; = wsy, second-harmonic generation. The special case
w1 = —ws is considered in the next chapter devoted to photogalvanic effects.
The third-order susceptibility x(3) describes a variety of phenomena, namely,
third-harmonic generation (at w3 = we = ws), two-photon absorption of a
monochromatic light wave ( two of the three values of w; coincide, the third
one differing from them in sign, e.g., wy = w3 = —w;) or two monochromatic
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waves (two of the three frequencies differ in sign and do not coincide with the
third, e.g., w1 = —ws # Fws), a photoinduced change in the absorption or
reflection of a probe beam linear in pump-beam intensity (photoabsorption or
photoreflection), photoinduced gyrotropy or birefringence, four-wave mixing
of three light waves w;, k; (j = 1,2, 3) accompanied by generation of a new
harmonic at the frequency w; +ws — w3 and the wave vector ki + ko — k3. De-
generate four-wave mixing is a particular case of the latter where two beams
with the coinciding frequencies and different propagation directions, k1 # ko,
interact and induce a new spatial harmonic 2k, — ko or 2ks — k.

In this chapter we discuss, one after another, the two-photon absorption
(Sect. 7.1), biexciton optical spectroscopy (Sect. 7.2), resonant four-wave mix-
ing (Sect. 7.3) and second-harmonic generation (Sect. 7.4) in nanostructures.
Linear and nonlinear optical properties of quantum microcavities are consid-
ered in Sect. 7.5.

7.1 Two-Photon Absorption

Two-photon absorption is an elementary excitation process in which two
photons simultaneously give their energies to the medium. The two quanta
are chosen such that the system under study cannot absorb either quantum
separately. Conservation of energy then demands that the sum of the energies
of the two photons be the energy of the electronic transition.

Two-photon spectroscopy has properties that distinguish it from one-
photon spectroscopy, and therefore it represents an alternative spectroscopic
technique that provides valuable complementary information on the band
structure of solids. Indeed, because the selection rules for two-photon tran-
sitions are different from those ruling linear absorption, the excited states
which are not accessible in conventional linear optics can be observed. Also,
the added opportunity in varying the relative polarization and the frequencies
of the absorbed photons increases the flexibility of the two-photon technique.

For a monochromatic light wave A = e~'“* Ae+c.c. propagating in a bulk
intrinsic semiconductor, the second-order perturbation theory yields the two-
photon transition rate in the form

WO (e,w) = 2T (cmo) ZZ‘ (2w k)| (B — B —2h). (7.2)

Here, A, e,w are the scalar vector-potential amplitude, polarization unit vec-
tor and frequency of the light wave, respectively, ¢ and v are the conduction
and valence band indices for which the argument of the §-function can vanish.
The second-order (composite) matrix element of the two-photon transition is
defined as

€ Pck,rk)\€ * Prk,vk
M@ (e,w; k) = Z( Ek—fzi(k—hw ), (7.3)

T
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Prk,vk 1S the matrix element of the momentum operator taken between the
Bloch states (r, k) and (v, k), and the index 7 stands for all possible interme-
diate states, both filled and unoccupied. Note that we take into consideration
only dipole-allowed transitions and assume the photon wave vector to be zero.

In the two-quantum process described by (7.2, 7.3), the first photon is
absorbed creating a virtual electron-hole pair. The absorption of the second
photon then leads to the virtual state being taken into the final pair state.
Here, for simplicity, we ignore the Coulomb interaction modifying the free-
pair excited states into the discrete and continuum excitonic states.

The two-photon absorption coefficient K () is related to W2 through

AW ) w®
a =T

and with the nonlinear susceptibility, through the expression

K® = hw (7.4)

K®  Im {ngﬂyé(—w,w,w)e;egevetg} I.

Dual-beam two-photon spectroscopy employs two light sources of high
and low power densities [7.1]. Usually, the pump beam is fixed and the other,
the probe, is allowed to vary its frequency. The frequencies w1, wo of the pump
and probe beams are chosen to satisfy the conditions

hw1<Eg/2,hw2<Eg<hw1+hw2.

The first condition prevents the absorption of two photons from the intense
beam, i.e., W (ey,w;) = 0. Due to low intensity of the second beam, its
two-photon absorption can be ignored and, therefore, the main contribution
to the interband optical transitions comes from simultaneous absorption of
two photons from different beams. For the biharmonic vector potential

A=ec¢"“14 e + e 92 Ases + coc.

the two-photon probability rate is given by

2m e \*
W(2)(€17W1;627w2) = % <c7’n0> A%A% (75)

2
X ZZ ‘Mc(’g)(elawl;e%w%k)‘ 5(Eck —Ey — hwy — hUJQ) s
k cv

M (e1,wr; €2, wa; k) (7.6)
_ Z (62 : pck,rk)(el : prk,vk) + (61 : pck,rk)(eQ : prk,vk)
- Erk - Evk - hwl Erk - Evk — huJQ ’

It is worth to mention that, if the light wave is quasimonochromatic, the
probability rate (7.2) derived for a single laser source should be multiplied by
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the correlation factor go = (I?)/I?, where the angular brackets denote aver-
aging over the intensity distribution (with (I) = I'). For multimode radiation
with a random phase distribution, go = 2, and for a biharmonic wave with
close frequencies, wy &~ wsy, one has

go=1+201/1%,

where I; and Iy are intensities of the biharmonic components, the total in-
tensity being I = I1 + I5.

Several methods are used to study two-photon absorption including mea-
surements of the light transmission through the sample, the two-photon-
absorption-induced photoluminescence and the change in the conductivity
under two-photon excitation.

Transitions v — ¢ which occur in real semiconductors can reach the final
state by using any path through every intermediate state  which is available.
In typical direct-gap semiconductors with electric-dipole-allowed interband
optical transitions at the extremum point I, the two-photon absorption in
the frequency region near the fundamental edge is mainly contributed by the
intermediate states r in the initial and final bands, v and ¢, respectively.
Therefore, in (7.3), both interband and intraband matrix elements of the
momentum operator appear. At small values of the electron wave vector k,
the former matrix elements are constant whereas the latter are proportional
to k. In other words, for allowed one-photon interband transitions, the two-
photon transitions are “allowed-forbidden”. For interband transitions near
the fundamental edge E,, the frequency dependence of the one- and two-
photon transitions rates (or absorption coefficients K WK (2)) is given by

WO (w) o (hw — E))?, WP (w) o (hwy + hwy — E,)%/?. (7.7)

It is worth to mention that, in noncentrosymmetric crystals, the allowance for
linear-k spin-dependent terms in the intraband electron Hamiltonians as well
as the intermediate states r in the third bands different from v and c leads
to an “allowed-allowed” contribution to Még) However, this contribution
practically plays no essential role and can be neglected. Now, if the Coulomb
interaction is taken into account and the final excited state is an exciton, then
s-excitons are observed in one-photon spectra while the two-photon spectra
reveal p-exciton states not accessible in linear optics.

Equations (7.2, 7.3) or (7.5, 7.6) can be used to describe two-photon
absorption in nanostructures as well, while bearing in mind that the indices
¢, and v should include the numbering of minibands in SLs, subbands in
QWs [7.2-7.5] or QWRs [7.6,7.7] and discrete levels in QDs [7.8,7.9]. A
unified theory for two-photon absorption spectra of Wannier—-Mott excitons
in a low-dimensional semiconductor of an arbitrary dimension d = 0,1,2,3 is
presented in [7.10].

In the case of a single QW, the summation in (7.2) is performed over
the 2D electron wave vector k). Note that the two-photon absorption rate,
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Wégw, in a QW is the number of 2D electrons created per unit area per unit
time. In MQWs, similarly to (4.6), the two-photon absorption coefficient is

connected with Wé%w by

W(Q) (W)

) _ SQW

R )

If the quantum-confinement energy is small compared to the band gap E,
then the calculation of the composite matrix element M, e(i?s’w (k) for a QW
does not require a special summation over virtual states. For instance, for
two-photon transitions between simple bands v, I; and ¢, I in a GaAs-based
QW, one has

M), i) = /‘peu’(Z)Més,)vj(kW]%Z)@hl” (2)dz, (7.8)
where k, = —i0/dz and Mc(f?vj(k|‘,kz) = Mc(f)w(k) is the matrix element

entering (7.2). Optical transitions between the valence and conduction sub-
bands with coinciding index v belong to allowed-forbidden type and, at small
ky, M(i(?/)s,vuj(kﬂ) oc k. The optical transitions with Av = v/ —v = £1 are
forbidden for one-photon absorption and allowed-allowed for two-photon ab-
sorption. Bearing this in mind, we come to conclusion that, in a 2D nanostruc-
ture, the exponents 1/2 and 3/2 in the frequency dependence of the transition
rates (7.7) are changed, namely

Wil (a,w) x (hw — E,)° = const , W3 (a-f,w) o hwy + hws — E,  (7.9)
for band-to-band optical transitions with Av = 0, and
WQ(B (fw) x hw — By, Wz(%) (a-a,w) o< (hwy + hws — E,)? = const  (7.10)

for transitions with Av = +£1. Here the abbreviations “a”, “f”, “a-f” and
“a-a” stand for “allowed”, “forbidden”, “allowed-forbidden” and “allowed-
allowed”, respectively.

Figure 7.1 presents one-beam two-photon excitation spectra of the photo-
luminescence due to recombination of the exciton el-hh1(1s) in GaAs/AlGaAs
MQWs for two polarizations e L z (a), and e || z (b). At the same time, one
of the curves in Fig. 7.1a shows the frequency dependence of one-photon
photocurrent with a clearly pronounced feature at the resonance frequency
of the exciton el-hhl(1s), or H1-C1(1ls) in notation of [7.11]. In accordance
with the selection rules for allowed-forbidden two-photon excitation of exci-
tons, the strongly one-photon-allowed 1s state of the el-hhl exciton is absent
in the two-photon spectrum. The onset of two-photon absorption occurs at
the 2p-exciton feature shown as the shaded area in Fig. 7.1a. The 2p assign-
ment is confirmed by the weak 2s-exciton feature seen in the linear spectrum.
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Fig. 7.1. (a) Single-photon (right scale) and two-photon (left scale) light absorp-
tion spectra in GaAs/Alp.35Gaog.e5As MQW structure. Single-photon spectrum was
measured at normal incidence (e L z). The dotted line below shows that for the
sample with a = 40 A there is no two-photon absorption in e || z polarization
within the wavelength range studied. Vertical lines indicate the predicted positions
of exciton resonances. The vertical arrow indicates the threshold of hhl — el inter-
subband transitions. (b) Two-photon light absorption spectra for a similar struc-
ture but with wider QWs (a = 110 A). The solid and dotted lines were measured
in e || z and e L z polarizations, respectively. The solid and dotted vertical lines
indicate predicted positions of exciton resonances which are active, accordingly, in
two-photon allowed-forbidden and one-photon allowed transitions. From [7.11].

The linear increase of two-photon absorption at higher energy as well as the
plateau seen in linear absorption is in agreement with (7.9) for d = 2.

In the polarization e || z, other properties specific to the quantum con-
finement become apparent. In this case the two-photon transitions between
subbands with the same index v are not allowed, see (4.3). The 1s-hh2 tran-
sition is also suppressed because of the selection rules for optical transitions
from heavy-hole-subbands (Table 2.2). Therefore, for e || z, the onset of two-
photon absorption occurs at the el-lh2 transition. The next allowed transition
is from Ih1 to e2. The excitonic peaks el-lh2(1s) and e2-lh1(1s) are followed
by plateaus due to allowed-allowed two-photon transitions into the corre-
sponding continuum states, in contrast to the linear frequency dependence
for the el-hh1 allowed-forbidden transitions.

The above selection rules are valid for symmetrical QWs. Shimizu [7.3]
discussed what changes are expected in the two-photon spectra if one applies
a static electric field F' normal to the interface plane. In addition to the red
shift due to the quantum-confined Stark effect (Sect. 3.4.1), selection rules
for v/ — v are removed, since F' causes parity mixing in subband envelope
functions. An experimental study of electric-field-induced changes in the two-
photon absorption spectra is performed by Fujii et al. [7.12]. Particularly, in
agreement with theory, they observed growth and redshift of the exciton peak
le-lh1(1s) which vanishes at zero bias.
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Frohlich et al. [7.13] performed two-photon magnetoabsorption measure-
ments in GaAs/AlGaAs QW structures using as an intense radiation source a
COg, laser with the photon energy hw; = 0.117 eV that is much smaller than
the band gap F,. In these conditions, the transitions playing the dominant
role in two-photon absorption are v + hAws — ¢+ hw; — ¢ in which case the
photon Aws is absorbed at the first step, and v + Aiw; — v + Aiws — ¢, where
the interband transition is also induced by the photon Aws, and the interme-
diate states lie in the valence band. As a result, the principal contribution
to the composite matrix element M, c(i)v (K k.) in (7.8) comes from the term
proportional to (e; -k )ez. Therefore, one has the following selection rules for
the transitions hh1l — el for circularly polarized CO4 radiation: N, — N, =1
for o polarization, and N. — N,, = —1 for o_ polarization, where N, , are
the Landau-level indices in the conduction and valence subbands. The two-
photon selection rules for inter-Landau-level transitions allowed Frohlich et
al. to determine the electron and hole cyclotron frequencies separately and,
therefore, the effective masses m, and myy,.

Cingolani et al. [7.6] studied two-photon absorption in GaAs/AlGaAs
quantum well wires of the 100A x600A cross-section along the z and 3 con-
fined directions. In the studied sample, the wire width, L,, along y is roughly
4 times longer than the 2D-exciton Bohr radius. Therefore, 1s-excitons be-
have almost like 2D particles quantized as a whole along y while 2p-excitons,
having a larger extent of the relative motion, exhibit almost 1D character. The
experiment [7.6] provides evidence for the strongly anisotropic selection rules
in the in-plane polarizations e || y and e || z L y. In particular, in the e || z
geometry the matrix elements of the two-photon process (hh1,n,) — (el,n;)
do not vanish only for transitions with n; = n,, where n, is the index of lat-
eral confinement, and are proportional to k, (allowed-forbidden transition).
Conversely, for e || y only allowed-allowed transitions with An,, = nj —n, # 0
are possible. In terms of the el-hh1(1s) and el-hh1(2p) excitonic final states,
this means that 1s-excitons are excited in the e || y geometry for An, # 0
two-photon transitions whereas 2p-excitons are accessible for An, = 0 two-
photon transitions in the polarization e || z.

For an array of spherical QDs randomly distributed in the 3D medium,
one can introduce the effective absorption coefficient K (2) which is related to

the two-photon transition rate, Wg[),, in a single dot by
N
K®(w) = 2hw— / dRf(RYWSH(w) .

Here N is the concentration of QDs, R is the dot radius and f(R) is the
size distribution function. Analytical expressions for the absorpion coefficient
K@) (w) are derived by Fedorov et al. [7.9] for the strong confinement regime
and the Lifshits-Slezov distribution

34 R2 exp[l—(1—27?,/3)’1] if R <
J(R) = { )

2578 Ro (R+3)7/3(3/2—R)11/3
if R>

N N[
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where R = R/Ry and Ry is the average QD radius.

7.2 Biexcitonic Nonlinearity

In nonlinear optics, there are two fundamentally different mechanisms of
biexciton photogeneration. The first mechanism that dominates in studies
of biexcitons in long-time scale measurements, e.g., photoluminescence mea-
surements, is the binding of two incoherent excitons from a population of
excitons. It is described by using the kinetic theory and calculating the ex-
citon distribution function and the generation rate of biexcitons. It should
be mentioned that generation of two spatially separated uncorrelated exci-
tons and subsequent biexcitonic binding is possible only in systems with at
least one direction of free motion, in bulk semiconductors and QW or QWR
structures, but not in QDs. In the other mechanism, biexcitons are gener-
ated through a coherent two-photon excitation. Here we consider the latter
mechanism on the basis of a three-level model including the ground state
|0), the excitonic state | X) and the biexciton state | X X) [7.14,7.15]. Taking
into account the biexcitonic nonlinearity, the linear equation (3.44) for the
exciton averaged polarization P = Px in a QW is extended to

(wo—w—if)PX :§F0E+'ybiBE* s (711)

where I') €, Iy are the same parameters as in (3.44), B is the amplitude of
the biexcitonic wave function, and p; is proportional to the matrix element
of the photon-induced exciton-biexciton transition. In addition to (7.11), an
independent equation for B should be written. It has the form

[2(&)0 — w) — 6bi — ini] B = 'YbiPXE ; (712)

where hdn; = €pi, [bi are the biexciton binding energy and damping rate.
Moreover, the relation (3.40) between E and Px must be generalized to

E=FEy+ % (Px + Pxx), (7.13)

where Pxx = (vi/§10)BP% is the dielectric polarization due to the biexciton-
exciton optical transition.

Assuming Iy <« I' we can consider E as an external electric field. Then,
in the lowest nonvanishing approximation, the biexciton amplitude under
single-beam optical excitation is given by

o E?

B =~
(wo—w—if) [Q(wo—w)—ébi—i[‘bi]

and, therefore,
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o B2 ?

B|? = 271m; A(2wg — Opi — 2w) .
18] b wowif‘ (2w b w)
Here we introduced the biexciton relaxation time 7,; = (2I};)~! and the
smoothed J-function LT
A() = — bt
(£2) 22+ I

The same result can be obtained by using the equation for the rate of two-
photon excitation of biexcitons

(XX|VIX) (X |V]0)

2
(5(2&)0 — (Sbi — 2w) 5
Wy — W

W (w) x ’

changing the real denominator wy — w into wyg — w — iI" and smoothing the
S-function. Here V is the light-matter interaction operator, (X|V|0) and
(X X|V|X) are the vacuum-exciton and exciton-biexciton optical matrix ele-
ments proportional to the electric field F.

Under normal incidence upon QWs of the Doy symmetry, the polariza-
tion dependence of the two-photon probability rate is characterized by three
coefficients

Wi (e,w) = I? [a1(w) + az(w)le - ef? + az(w)(le|* + ey V)] . (7.14)

This expression is derived taking into account that W) should be an in-
variant of the Dyy point group and, for e L z, linearly-independent invari-
ant combinations of the products e eje es are [e - e|? =1, le - e|? and
lex|* + |ey|*. Note that any complex unit vector A satisfies the identity
|[A- A2 +]A x A*|2 = (A - A*)2. Therefore, |e x e*|? equals 1 — |e - e|?
and is expressed is terms of the chosen set of invariants. We remind that one-
photon absorption for e L z is independent of the light polarization state.
In the uniaxial approximation, the coefficient a3 vanish and ng)v is insen-
sitive to the in-plane polarization of the linearly polarized light. However,
even in this case two-photon absorption is different for the linear and circular

polarizations
W( ) (lin) = (a1 + a )12 W( ) (circ) = a I? (7.15)
QW 1 2 ) QW 1 . .

For allowed-forbidden two-photon transitions into the continuum electron-
hole pair states, the ratio A(?) = Wé@v(lin)/Wg\;‘,(circ) characterizing the
linear-circular dichroism differs from unity by few tens percent. The observed
biexciton state is a singlet with the electron spins (as well as the hole angular
momenta) being antiparallel. Hence, the two photons of the same circular
polarization cannot excite biexcitons, the coefficient a1 in (7.15) vanish and
A?) = 0.
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In 1970s, two-photon absorption measurements brought new experimen-
tal evidence for the existence of biexcitons, or excitonic molecules, in bulk
semiconductors [7.16]. The two-photon PhotoLuminescence Excitation (PLE)
spectrum reached a maximum at a frequency separation equal fi(wg — dpi/2)
in agreement with the energy conservation law 2wy — dp; = 2w. The sim-
ilar effect was observed on QW structures, ZnSe/ZnMnSe MQWs [7.17]
and GaAs/AlGaAs SQWs [7.18,7.19]. Using a micron-sized photolumines-
cence probe Brunner et al. [7.18] studied excitons and biexcitons bound to
a single island-like defect, a 4 A deep protrusion of the GaAs QW into the
Aly 35Gag g5 As barrier layer with the lateral size of about 400 A. The PLE
spectrum detected at the biexciton emission line wy — dp; shows the resonant
behavior at w = wg — dpi /2. In the studied structure, the excitation energy of
the el-hhl ground-state exciton equals hwy = 1.6544 eV and the biexciton
binding energy Adp; = 4.2 meV. The full width at half maximum of the two-
photon resonance at Aiw = 1.6565 eV is extremely narrow and even limited
by the linewidth of the exciting laser beam, which is characteristic for the 0D
excitations.

7.3 Degenerate Four-Wave Mixing

Time-resolved degenerate four-wave mixing has proven to be a powerful tool
to provide much information on the exciton dynamics and loss of coherence
as well as on nonlinear mechanisms of exciton-photon interaction in bulk
semiconductors and QW structures. In a typical two-pulse self-diffraction
setup (see inset in Fig. 7.2), a sequence of two coherent pulses 1 and 2 with the
wave vectors k1, ko are tuned to the exciton resonance, interfere and produce
an excitonic grating. One of the two pulses, say, the pulse 2, is diffracted by
this grating into the direction k3 = 2ks — k1. The magnitude of the diffracted
signal is then recorded as a function of the time delay T' = t5 — t; between
the pulses.

Let us consider the four-wave mixing in a single QW sandwiched between
semiinfinite barrier layers. We present the electric field of the incident two-
pulse radiation in the form

E(r,t) = e B (t)eikrm +E§2>(t)eik2-r} + cc., (7.16)

where @ is the current frequency of the coherent light pulses and E(()j )(t)
(j = 1,2) are the slowly varying amplitudes. For example, for Lorentzian
pulses one can write the electric field inside the QW in the form

E(x,t) — it |:E07167|t7t1|/‘rpelklww + E072€7\t7t2\/7pelk2ma: + coc.,

where Ejy ; are time-independent vectors. We assume (x,2) to be the plane
of incidence in which case k; = (kjz,0,k;.). Usually in four-wave mixing
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Fig. 7.2. Degenerate four-wave mixing signals in GaAs/AlGaAs MQWs vs. time
delay for different temperatures and low excitation intensity. Inset: experimental
configuration. From [7.20].

experiments the ki and ks vectors make small angles with the sample normal
z. Thus, one may ignore an effect of the z component of the electric field
and neglect angular dependence of the reflection and transmission. In the
following we omit the exponential functions exp (ik; ;) bearing in mind that
Eél), E(SQ) and ESS) describe amplitudes of the three waves ki, ko and k3 =
2ky — k1 independently detected.

For simplicity, we first assume the configuration of collinear polarized
incident pulses, Eél) I E~62), which allows us to use the scalar amplitudes
E instead of the vectors EW). The basic equations describing the exciton
dynamics in the QW are written as
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% +i(wo — @)+ '+ Iy | P(t) = i€l Eo(t) +iFng(t), (7.17)

E(t) = Eo(t) + = P(t). (7.18)

They can be derived by extending equations (3.40) and (3.44) from mono- to
quasimonochromatic waves, i.e., by changing

—iw into — —iw,

and adding nonlinear term Fy, that gives rise to the third-order polarization.
We consider the following two contributions to the nonlinearity

Fni(t) = [P(t)]* |B1P(t) + BE(t)| (7.19)

the first of them (proportional to the coefficient 5;) describing an excitation-
induced shift of the exciton resonant frequency and the second (proportional
to B2) being due to the optical-transition saturation. In the interpretation
of [7.20], the corresponding contributions are called anharmonic-oscillator-
and two-level-like nonlinear terms. According to (7.19) the polarization P®)
of the wave propagating in the direction 2k — k7 is induced by

Fyi(t) = PO* (1) PO (1) [51150) (t) + B B (t)} . (7.20)

For the biexcitonic mechanism of nonlinearity, the term Fxp in (7.17) is
given by 1, BE* and the polarization Pxx x BP)*( should be added to the
exciton polarization P = Px in (7.18), see (7.11) and (7.13).

Equations (7.17)-(7.19) form a complete set allowing to calculate the four-
wave mixing signal. The calculation procedure consists of solving (i) the linear
equations (7.17, 7.18) for the polarization PM and the field EM induced by
the initial pulse E(()l), (ii) the same linear equations for the response P@ E®
to the pulse Eéz), and (iii) the linear equation (7.17) for the polarization
P®) of the diffracted wave with the inhomogeneous term in the form of
(7.20). Since E(()?’) = 0, the amplitude E®) of the outgoing wave 3 is given by
(/9P (1),

For short-pulse beams, we can approximate the time-dependence of E(()]
by delta-functions

)

N;o(t—t;), where Nj= /th(j)(t).

Particularly, for a Lorentzian pulse, Nj = 27,E ;. In this approximation the
polarizations P() and P®) are easily found
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o 1
P(j)(t) = i§F0.A/j0(t — tj) exp l:(—? + 1(5) (t— tj):| , (7.21)
2

where Ty = (I' 4+ I5) ! is the polarization dephasing time and § = @ — wy is
the laser detuning. Substituting the solutions (7.21) into (7.20) we obtain

FNL(t) = (£F0)2Nf./\/’229(t — t1)9(t — 752)(37i5Tei(2t7t17t2)/T2
x |iB1€Lpe e Tt/ Te 4 By 5(t — 1) |

where 3, = (1 + (i/€)F2. We will not write the full solution for P®)(t) but
present only its dependence on the time delay T

e T/T2e=0TY(t — 1y )y (t — t3) for T >0,
PO(t) = NYNZ
e AT/ T2e=20Tg(t — ) )F_(t—t;) for T <0,
(7.22)
where the functions F1 are independent of T'. It follows then that the time-
integrated four-wave mixing signal

ST = / dt |[ED)(t))? (7.23)

— 00

as a function of T is given by

§Pe=20/T:if T >0,
SONT) = (7.24)
§We TV i T <0,
where S(f) are coefficients proportional to |[N7|?|NVa|*. One can see that the
slope of the function In $®)(T') is independent of the detuning § and, hence,
the measured signal is controlled by the homogeneous dephasing time T5 but
not by the inhomogeneous broadening of the excitonic transition.

Figure 7.2 shows the time-integrated diffracted signals versus the time
delay taken from a 170-A GaAs/AlGaAs MQW structure. The signals are
asymmetric in time delay and consist of exponentially rising (7' < 0) and
decaying (T > 0) wings. In accordance with (7.24) the rise time, Tg, is about a
factor of 2 smaller than the decay time, 7. Particularly, at low temperatures
Tr ~ 650 fs and 7 ~ 1150 fs. With increasing lattice temperature, both the
decay and rise times get shorter keeping the ratio ~ 2.

According to (3.48, 3.49), in a QW structure with a top layer of finite
thickness, the dephasing rate 17, ! is modified to

1
= I'+ I with I = To(1+ rigcos2¢oq) , (7.25)
2
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where the notations are the same as in (3.49).

In Chap. 3 we have shown that the dynamics of optical excitations in
MQWs differs considerably from that in a nominally identical single QW
and depends strongly on the number of QWs, N, and the interwell sepa-
ration, d. A special situation arises in a resonant Bragg MQWs structure,
where the period equals an integer multiple of half light wavelength at the
exciton resonance frequency. In such a structure there exists a superradiant
mode which is characterized by an N times enhanced radiative decay rate,
see (3.92, 3.98). In Sect. 3.2.5 we discussed linear optical properties of the
resonant Bragg structures. Hiibner et al. [7.21] used femtosecond degener-
ate four-wave mixing to study light-induced collective effects in MQWs and
clearly demonstrated efficient radiative coupling of excitons in high-quality
Bragg MQW samples. The single QW displays an exponential signal yielding
the decay time 7p = 4.3 ps. In agreement with the theoretical prediction, the
MQWs exhibit an initial-stage decay which is remarkably faster as compared
to the signal from the single QW. The experimentally observed two-stage de-
cay of the Bragg structures indicates slight deviation of the periodicity from
A wp)/2. Note that the four-wave mixing in semiconductor microcavities is
separately considered in Sect. 7.5.

Recently, Shackelette and Cundiff [7.22] have reexamined different non-
linear contributions to the optical Bloch equations in the density-matrix ap-
proach, including the saturation, local-field effect, excitation-induced shift
of wg and excitation-induced dephasing. They ignored the biexciton non-
linearity because, in the studied MQW structures containing 83-A-thick
Ing 14Gag ggAs wells and 80-A-thick GaAsg.71Pg.29 barriers, the same spectrally-
resolved four-wave mixing signals were obtained for collinearly and cocircu-
larly polarized pulses. However in many other heterostructures there exists
strong biexcitonic contribution to four-wave mixing in the direction 2ks — k1
[7.23-7.26]. The first indication of this contribution in GaAs-based MQWs
was discovered for negative delays by Feuerbacher et al. [7.23]. In their ex-
periment the nonlinear interaction can be explained as a two-step process. In
the first step, two photons of pulse 2 create a biexciton which then, in the sec-
ond step, interacts coherently with pulse 1 and gives the measured four-wave
mixing signal. Breunig et al. [7.26] have clearly demonstrated the coherent
control of the biexcitonic polarization in measurements of the time-integrated
spectrally-resolved four-wave mixing on a ZnSe/ZnS,Se;_, single QW. The
maximum energy of the laser pulses was set to the biexcitonic resonance and
the narrow spectral width of the pulses allowed for exclusive excitation of
the heavy-hole exciton-biexciton system. In the spectrally-resolved four-wave
mixing signal, both the excitonic and biexcitonic resonances are observed for
cross-linearly polarized pulses while the biexcitonic resonance is strongly sup-
pressed in the case of cocircular excitation in agreement with spin selection
rules for the formation of a bound biexcitonic state.
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In addition to four-wave mixing, one can observe six-wave mixing in the
direction 3ky — 2k; or 3k; — 2ko due to the second-order diffraction of the
pulse pair [7.27,7.28]. To describe this nonlinear signal one needs to start
in the expansion (7.1) from the fifth-order susceptibility x(*) and consider
participation of six waves in the buildup of a polarization in the corresponding
direction. A microscopic theory based on the dynamics controlled truncation
scheme, see for details [7.27], is able to reproduce the experimental results.

7.4 Second-Harmonic Generation

The second-harmonic generation is described in (7.1) by the third-rank tensor
x?) (w1, wsz) with wy = ws = w. Tt is an elementary process of the annihilation
of two light quanta Aw and the creation of one new quantum with twice the
energy. Obviously, the second-harmonic power is quadratic in the incident-
pump power, as experimentally checked, e.g., by Seto et al. [7.29]. Neglecting

the spatial dispersion of x(?(w,w) we conclude that the components Xgﬂ)v
are symmetrical with respect to interchange of the two last indices,
2 2

X (@ w) = x P g0, w) (7.26)
Therefore, neglecting the spatial dispersion, the second-harmonic generation
occurs only in piezoelectric crystals and nanostructures of the point symmetry
belonging to the piezoelectric classes. For bulk crystals of the tetrahedral
point group T, the symmetry reduces the number of linearly independent
elements of x(?) (w,w) to one and, in a frame of references with the axes x,y, z
along the basic crystallographic directions [100], [010] and [001], one has

X i a#B#7,
@ _
Xapy =

0 otherwise .

It is also useful to present the nonzero components of x (%) (w,w) in the co-
ordinate system 2’ || [110],% || [110], 2 || [001] rotated as compared to z,y, 2
around z by the angle —45°

(2) (2) _1 (2)

— — — ) —
Xarw'z = Xarza' = Xza'zr — X y'z _Xy’zy’ - _Xzy’y’ - 2 X:byz :

(2) (2) (2) (2

y/

In a (001)-grown QW of the symmetry Dag4, there are two independent com-
ponents

2 2 2 2 2 2
Xi/)zlz - X:(E’)Zm/ - 7X:(L/’Z)/Z - 7X3(/’,)zy’ ?é Xim)/m/ - 7Xiy)/y/ . (727)

The point-group Cy, of an asymmetrical QW allows five linearly independent

(2) (2) . (2 (2 (2)

components X, o, = Xurzp Xyryrz = Xoyrzys Xagrars Xagry a0d Xzzz. Except
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Xg)z that is zero in bulk and originates from the superstructure potential
asymmetry, other components are nonzero also in a bulk semiconductor, they
originate from both the bulk and structure inversion asymmetry. The sym-
metry increases from Cs,, to Cy4,, when one uses the parabolic Hamiltonian for
electrons in the conduction band, the Luttinger Hamiltonian for the valence
band neglecting odd-k terms and the Bastard boundary conditions (2.34). In

(2) (2) (2) (2

this case x,;/, and x, vz O Xogra and Xzyry' equalize and the constitutive

equations take the form [7.30]
Po(2w) = 242, B (W)E.(w), Py(2w) =22, By (w)E.(w), (7.28)

P.(2w) = XD, [E2(w) + B2 (w)] + xZ.E2(w) .

Within the independent-particle approximation the second-harmonic sus-
ceptibility can be expressed as (see, e.g., [7.31,7.32])

X5 (@, w) = X0, (@) (7.29)
o L > (i1lpaliz){{i2|pglis) (islpyli1) }s fivis — Jfigia
V. Ei,i, — 2hw iy, —hw By, — hw '

i1,12,13

Here V; is the volume of the d-dimensional sample, i1,i9, i3 denote quan-
tum numbers labelling the electron states |i) and the eigen energies E;
Eii,=E,—E;, fiii. = fi, — fis, and f; is the Fermi-Dirac distribution, the
curly brackets {...}s mean a symmetrized form, e.g., {Rg,}s = (Rgy+R-3)/2.
In general, the existing theoretical and experimental studies of the second-
harmonic generation in nanostructures can be divided into two groups, de-
pending on the light frequency w: those dealing with energies hw in the region
of valence-to-conduction interband transitions (see, e.g., [7.30,7.33,7.34] and
references therein) and the second group using the photon energy in the
region of intraband intersubband transitions [7.35-7.37]. In all cases, an en-
hancement of the nonlinear susceptibility as compared to the susceptibility
of bulk materials was reported.

Atanasov et al. [7.30] addressed the problem of second-harmonic gener-
ation in asymmetrical QWs in the region of interband transitions includ-
ing exciton effects. In the excitonic contribution to x(?), the energy differ-
ences Fj,;,, etc., in the denominators of (7.29) are replaced by the excitation
energies of excitons attached to a pair of the corresponding subbands. As
shown in [7.30], for step-like and double asymmetrical QWs, the inclusion of
exciton states leads, particularly, to the sharp half-band-gap resonances at
fw = Eeyr pp:1s/2 for Xg(f,l/z(w), Xi?z (w) and to the near-band-gap resonances
at hw = B pas for X2, (). Note that the resonant peaks of |x 2. (w)| are
related with light-hole excitons only because the interband transitions from
heavy-hole subbands are forbidden in the e || z polarization. The theory pre-
dicts values of second-harmonic-generation susceptibility larger than in the
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bulk. Jiang et al. [7.34] investigated second-order nonlinear optical proper-
ties of Zn;_,Cd,Se/ZnSe asymmetric coupled QWs by using the reflective
second-harmonic generation technique. The photon energy, hw = 1.17 eV,
of Nd:YAG (Yttrium Aluminum Garnet) laser was close to the half band
gap of the studied structures and, therefore, conditions for the half-band-
gap resonance were realized. Compared with the second-harmonic generation
intensities in ZnSe bulk material, a significant enhancement of the signals
(at least one order of magnitude) was observed due to the structure inver-
sion asymmetry. Note also that the p-in/p-out intensity was two orders of
magnitude larger than the s-in/s-out one.

The second-order susceptibility due to the intraband intersubband tran-
sitions can be greatly enhanced due to a possibility to realize the conditions
of double resonance for three subbands 1, 2 and 3

Ey—Ey = E3— By = hw. (7.30)

Replacing 41,142,435 by 1, 3, 2, respectively, we obtain from (7.29) for the
double-resonant contribution to the second-order susceptibility of a QW [7.36,
7.38,7.39]

X((x2[;7(w) (7.31)

<Ly P (k) {93, (k)p3, (k)3
S % (Egk —_ Elk — hw - thQl)(E3k - Elk — Qhw — ihfgl) ’

where the dephasing constants I7/; are introduced into the energy denomina-
tors and, for simplicity, we omit the summation over the spin indices of the
electron (or hole) states |ik). The tuning to the double-resonance conditions
can be achieved by varying parameters of an asymmetrically stepped QW or
asymmetrical double QWs and/or applying an external electric field.
Enhancements as big as three orders of magnitude in x(?) were observed in
doubly resonant experiments on n-doped QW structures with equal e2-el and
e3-€2 transition energies [7.40,7.41]. In these experiments, the only element
of the susceptibility tensor that exhibits a strong double-resonant enhance-
ment is ng)z Thus, the exciting and generated electric fields have to possess
nonzero z-components which limits the usefulness of the element ngz)z for
device applications. In contrast to the conduction subbands, the hole energy
dispersion is different for each valence subband, leading to a relatively low
reduced density of states for intersubband transitions in p-doped QWs. There-
fore, the double-resonance enhancements which can be obtained in the latter

structures are expected to be lower. However, the presence of elements X(()?B)’y
(2)

different from ;.. provides more functionality of the p-doped structures,
since the incident and outgoing (second-harmonic) waves can have various
polarizations. Bitz et al. [7.39] demonstrated second-harmonic generation in
p-doped GaAs/Al,Gaj_,As asymmetrically stepped MQW structures using
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the emission of a free-electron laser in the wavelength interval between 13
and 18 pm. In their samples the double-resonance conditions were realized
for the transitions between the first heavy-hole, first light-hole and second
heavy-hole subbands. The measured maximum enhancement by a factor of
16 in the second-harmonic susceptibility of the QWs with respect to that of
bulk GaAs agrees with the theoretical expectations taking into account the
quality of investigated samples.

For centrosymmetric materials, such as single Si or Ge crystals of the point
group Oy, the second-harmonic generation is forbidden within the electric-
dipole approximation. However, QW structures grown from these materials
can lack such a center and allow the second-harmonic generation. Indeed, de-
pending on the properties of an (001)-interface between the alloy Sij_,Ge,
and Si, its symmetry on average can be Cag, or Cy, [7.42]. The former point
group describes the symmetry of an ideal heterointerface with the interfa-
cial chemical bonds lying in the same plane. A nonideal interface containing
monoatomic fluctuations has two kinds of flat areas with interfacial planes
shifted with respect to each other by a quarter of the lattice constant ag.
The local symmetry of each area is Cs, as well. However if the both kinds
are equally distributed, the interface overall symmetry increases up to Cly,,.
The both symmetries, Co,, and Cy,, allow the second-harmonic generation at
a single interface. The symmetry of a Si;_,Ge,/Si QW structure containing
two interfaces is described by one of five point groups: Doy or Dy, in case of
two ideal interfaces with odd or even number of monolayers between them;
Cy, for a pair of ideal and rough interfaces; Cy, or Dy for two non-ideal
interfaces of the overall symmetry Cjy, each. For QWs of the symmetry Doy,
Cs, and CYy, the contributions from the left- and right-hand-side interfaces to
the second-harmonic generation do not compensate each other. Ghahramani
et al. [7.32] performed a full-band-structure calculation of the components
Xgﬁl,z and X,(jv)'z' for short-period Si,Ge,, SLs grown on the Si(001) sub-
strates. They obtained that the bulk value of x(?) for SLs with odd n = 1,3, 5
(point-group Dag) is of the same order as that of bulk GaAs, one of the most
commonly employed electro-optic semiconductor materials. Unfortunately,
the presence of atomic height steps on the substrate and the incapability
of precise control of layer thickness in SLs in the present molecular-beam
epitaxy prevents up to now the realization of a macroscopic x(® compa-
rable to that of GaAs [7.43]. In addition, weak second-harmonic generation
from GeSi nanostructures can arise from inhomogeneous strain, miscutting of
the substrate, bulk quadruple mechanism. Zhang et al. [7.44] systematically
analyzed contributions from different sources to the second-order suscepti-
bility ¥ in two kinds of p-doped asymmetrical GeSi structures, namely,
in Sig.75Geg.25/Si0.57Geg.q3 step asymmetric QWs and electric-field biased
Si5Ges SLs. The largest evaluated value of x(2) was found in the biased SL,
under the electric field F' > 100 kV/cm the main source of the nonlinear sus-
ceptibility arose due to the electric-field-induced asymmetry. In addition to
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the second-harmonic generation, the linear and circular photogalvanic effects
discussed in Chap. 8 can be used to question an existence of the inversion
center in GeSe QW structures.

The further enhancement of x(? has been demonstrated, both theoret-
ically and experimentally, for intraband transitions in n- and p-doped QD
structures [7.45,7.46]. In the study [7.46], the n-doped sample consisted of 30
layers of InAs/GaAs self-assembled QDs separated by 500-A thick GaAs bar-
riers and grown on the GaAs substrate. Second-harmonic power as a function
of the pump photon energy shows a narrow peak at iw = 61 meV superim-
posed on a background signal corresponding to the contribution of bulk GaAs.
The peak is an enhancement due to the double resonance for the intersubband
e100-€ooo (or p-s) and ej19-e100 (or d-p) transitions.

In [7.47], a quantum cascade laser is employed to demonstrate that inter-
subband optical transitions in stacked semiconductor QWs can function as a
simultaneous source of fundamental pump and second-harmonic light.

7.5 Nonlinear Optical Phenomena in Quantum
Microcavities

A natural way to enhance the light-matter interaction is to exploit band-edge
resonances by tuning the incident-light frequency to the exciton-resonant
spectral region. The quantum confinement of excitons in semiconductor
nanostructures leads to the further increase in the resonant optical response.
The photon confinement in quantum microcavities, i.e., in microcavities with
embedded QW’s shown schematically in Fig. 7.3, has opened a way for ad-
ditional considerable enhancement of exciton-photon coupling [7.48]. Among
reasons for the interest in these multi-layered structures, we mention the
following three. First, the microcavities have potential applications in the
development of low-threshold vertical-emitting lasers. Second, fundamental
aspects of the interaction of confined photon modes (2D photons) with matter
have opened a new field in quantum electrodynamics. And, finally, the quan-
tum microcavities can be particularly interesting for nonlinear optics since a
nonlinear response has a stronger dependence upon the coupling constant.
In the next subsection we introduce the two-oscillatory model of quan-
tum microcavities and present the dispersion of 2D exciton-cavity polaritons.
Other subsections are devoted to nonlinear optics of the microcavities.

7.5.1 Exciton Polaritons in a Quantum Microcavity

Semiconductor microcavity is a multilayer heterostructure consisting of an
active layer B of the thickness L; sandwiched between N; pairs of the Cy/Cy
mirror, or Distributed Bragg Reflector (DBR), and N, pairs of C;/Cy DBR
grown on the substrate D. If one or few QWs (material A) are embedded
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(vacuum) N pairs C/C;  Active layer N pairs C//C, (substrate)

with a QW

Fig. 7.3. Schematic representation of a quantum macrocavity.

inside the active layer the structure is called Quantum Microcavity (Fig. 7.3).
As a rule we will consider the quantum microcavity with a single embedded
QW.

The thickness L, and the thicknesses a; and as of the C; and Cy layers
in DBR’s are assumed to satisfy the conditions

nbng = Nbﬂ', nlgal = 77,28(12 = E s (732)
c c c 2
where Nj is an integer that expresses the cavity length in half-wavelengths, n;
(1 =b,1,2) is the refractive index of the corresponding material, and @ is an
arbitrarily chosen frequency which turns out to be the resonance frequency
of the microcavity, see below. In quantum microcavities, it is usually taken
to lie close to the QW exciton resonance frequency wy.

Exciton-polariton modes in quantum microcavities can be modelled by a
pair of two coupled classical oscillators, one of them representing an exciton
in the QW and another representing the photon mode. Taking the averaged
dielectric polarization P(t) defined according to (3.41) and the electric field,
E(t), inside the QW as two variables for the two-oscillatory model we can
write for them a standard set of equations

%P(t) +wiP(t) + 2F%P(t) =qE(t), (7.33)
%E(t) + @ B(t) + 27%E(t) = @2P(t).

Here I', 4 are the nonradiative damping rate of a bare 2D exciton and the
damping rate of the bare-photon mode. The solution of (7.33) is sought in the
exponential form P(t) = Pe™“! E(t) = Fe™“! If the damping constants
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I',% and the difference, wy — @, of the bare resonance frequencies are small
compared to these frequencies, (7.33) reduces to

(wo—w—1MNP=mEF, (7.34a)
(0 —w—19)E =P, (7.34b)

where, instead of ¢; and ¢o, we introduced other parameters v; = ¢;/(2w).
One of them is easily found from a comparison of (7.34a) with (3.44), namely,

1 =¢&lh. (7.35)

The expressions for 74 and 7, are given below, see (7.51, 7.52, 7.55). From
(7.34) we obtain the following complex eigenfrequencies of the mixed modes

wi = % [w0+®—i(11+’_7)}:|:\/71’72+i wo —@ —i(I'=H)]*.  (7.36)

Let us analyze the structure with @ tuned exactly to wy. In the weak-
coupling regime defined by the condition (I" — %)% > 47172, one has for the
eigenfrequencies

A r-7\?
we =w—1 5 +iv, y= —2 -7z,

i.e., their real parts coincide but the imaginary parts are different. In the
strong-coupling regime where (I" — 7)? < 47172, the frequencies w4 differ in
the real part

. I+75 - I —75\2
wy=w+N-1i +7,Q:\/’7172—<—Py> . (7.37)

2 2

In the latter case the difference wy —w_ = 202 is called the Rabi splitting.

It is worth to mention that, as follows from Chap. 3, the conventional
single-QW structures are open systems where the 2D electronic excitations
(2D-excitons) interact with 3D photons, the renormalization of exciton res-
onance frequency, see (3.18), is small and the exciton-photon coupling leads
mainly to the exciton radiative damping. In a quantum microcavity with thick
DBR’s of high quality, both excitonic and photonic states are size-quantized
in the growth direction. As a result, the bare resonance frequencies wq,®
can be strongly renormalized. In real semiconductor microcavities the Rabi
splitting amounts few meV and in some cases it can even exceed 10 meV.
Now we turn to establishing the relation between ~5,% and parameters of the
quantum microcavity.

The optical properties of the DBR’s, or mirrors, are characterized by the
amplitude reflection coeflicients ry,;, r;nj from the left, j = I, or right, j = r,
mirror for the light incident, respectively, from the active layer and from the
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external medium, vacuum or substrate, and the transmission coefficients ¢,
t;nj through the mirror j defined in the similar way. In the following we ignore
the difference between the refractive indices of the active layer and the QW.
Then the amplitude reflection and transmission coefficients, rqw and tqw,
of a QW are given by (3.21).

Assuming the monochromatic light to be incident from the vacuum side
under the angle 6y, we can present the amplitude reflection and transmission
coefficients for the whole quantum microcavity as

t:nl’):tml exp (l’l/)b)
1 — 7rop, exp (igy)
; _ t;nltNexp (ivp/2)

QM = 1 Ty exp (ivy)

TQM = Ty + (7.38)

where the transmission tgas refers to the light field at the boundary between
the second DBR and the substrate, the phase 1 is defined by

p = nb%Lb cos by , (7.39)

the value L; includes the QW thickness, the angle 6, and incidence angle in
vacuum are connected by the Snellius relation sin 8y = n; sin 6, and

téwrmr exp (ivp)
1 — rQWTmr exp (it0p)
tQwtmr exp (iYha/2)
1 — rQwTmr exp (1)g)

T =rqw + (7.40)

f:

Substituting (7.40) into (7.38) we can present rgar, toar as fractions with the
denominator

Dye = Pt (tyw — royw) €XP (20806) + (Fmi + T )rexp (ithy) — 1. (7.41)

The dispersion equation for the exciton polaritons in the structure of Fig. 7.3
is given by
Duyc(w,q)) =0, (7.42)
where g is the exciton-polariton in-plane wave vector (w/c)sin 6. The dis-
persion equation for the photon mode in a semiconductor microcavity with-
out embedded QWs (or empty cavity) is expressed by (7.41, 7.42) with
rqw = 0,tqw =1, i.e,,
P T2 %% —1=0. (7.43)

Let us denote by _
T = /Ry V™ (7.44)

the reflection coefficient under light incidence from the left upon the Bragg
mirror
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C3(C1/C2)...(C1/C9)Ca

containing N pairs C;/Ca placed between the semi-infinite media C3 and
C4 with the refractive indices ng and ny4. For a large number of pairs in the
mirror, w lying in the vicinity of @ and ns > n; one can use the following
approximate expressions [7.49-7.51,7.53]

na {na \ 2N
Rp~1-4-2 <—1) 7 (7.45)
ns %)
o T ning w — P
m ng Ng — Ny w ’
where
o cos? 07 cos? 0, g= n1 cos 01 + no cos 02 (7.46)
cos 03 cos 01 cos Bz (ny + no)

and the angles 6; are related to the photon in-plane vector by
q = v n; sin 6;. (7.47)
c

The further development is performed for zero g where v, 1, reduce to

y Um R — — (7.48)

ng ng — Ny w

wb_ch(l_’_w—(D) T NNy W—®@

but the final result for the polariton frequencies will then be rewritten in the
general case of nonzero gj.

Taking into account that, for large numbers N; and N,., the reflectivity
Ry,j = |rmj|? (j =1,7) is close to unity we can approximate the square root
/Rmj by 1 — (1 — Ry,;)/2 and obtain

1 1 L+ 1L,
c

P Tmr€2 V0 &2 1 — §(1 —Ry) — §(1 — Ryy) 4 2i

(w—0), (7.49)

where L represents a mirror penetration length,

= ye ning
L = —_ 2 B
wnb No — Ny

and R,,; is given by (7.45) with ny equal to 1 for j = and to the refractive
index of the substrate for ;7 = r. Substituting (7.49) into (7.43) we arrive at
the equation for the photon eigenfrequency

w—w-—1y=0. (7.50)

Here
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and 7, is the photon-mode damping due to the photon escape through the
left or right mirror,

1 2c

Vi==1—=Rnp)[, [ = ———. .52
’YJ ( R ]) nb(L+Lb) (75 )

-8
As for the real part of the eigenfrequency, it indeed coincides with the
frequency @ introduced while choosing the layer thicknesses a1, as accord-
ing to (7.32). Important parameters of a microcavity are the cavity finesse
F =7m/(1 — R,,) and quality factor Q = @T, where T~! = 27 is the rate at
which the photon escape from the cavity.

When a QW is put in the cavity, optimal coupling of the electric field
to the exciton is obtained when the electric field is maximum at the QW
position. This is achieved at the cavity center in a A-cavity with N, = 2 in
(7.32), and at the positions Ly/3,2L;/3 in the active layer for a 3A\/2 cavity.
The eigenfrequencies of exciton polaritons in a quantum microcavity can be
found if we substitute (3.21, 7.45, 7.48) into (7.41, 7.42). For the particular
case of a single QW placed in the center of the active layer and even Nj in
order to have an antinode of the electric field in the center, the result reads

(Ww—@+iy)(w—wo+ilN) =V?, (7.53)
where 9l
Cl =
Vie 70 Ty, 7.54
nb(L + Lb) 0 ( )

Note that 2V determines the Rabi splitting in the strong-coupling regime.
Equations (7.34) can be also presented in the similar form

(w—o+1¥)(w—wo+il) =772 .

Therefore, v1v2 = V2 and, since v, = I, we have

v: T
== (7.55)
In terms of I, ¢ and I' equations (7.34) are written in the form
(wo —w —iP = ENLE (7.56a)
(w—w—1y)E=T (%P—it/%lE()) . (7.56b)

Here we included the field E; from the external light source placed in the left
semi-space. The amplitudes, E;, of the reflected and transmitted light waves
can be calculated by solving (7.56) and using the following equations for the
outgoing waves

tmi
E;j=-""E. (7.57)
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The eigenfrequencies of exciton polaritons with ¢ # 0 can be similarly
derived taking into account that, at oblique incidence, the reflection and
transmission coeflicients rqw,tqw are given by (3.51) and (3.53) for the
s- and p-polarized light, respectively. On the other hand, the empty-cavity
photon mode has the dispersion

Wphot (1) = 4/@* + (cq /m0)? ,
which follows from the photon dispersion w = (¢/ny)g = (¢/np),/q2 + qﬁ

in the active layer and the quantization of ¢, in the microcavity. For small
enough values of the in-plane wave vector, ¢ < ¢ = (@/c)np, one has

_ haj
Wohot (q)) = @ + 5— (7.58)
with the 2D-photon effective mass being equal to
_ nihw
m= ”6—2 ) (7.59)

In a quantum microcavity the exciton and photon modes are mixed to lead
to the following dispersion of the upper and lower TE-polarized exciton-
polariton branches

_ 2 _ 2\ 2
wo+w th wp — W th
= — 4+, V2 _—+ — 7.60
w(q)) 5 T 1 + 5 T | (7.60)

where the exciton and photon-mode decay rates are ignored. Moreover, the
exciton effective mass is set to infinity because the photon-mode mass m is
extremely light and usually amounts 10~°-10~* my. For a quantum microcav-
ity with wp and wphet coinciding at some particular value IQH, the dispersion
(7.60) can be conveniently rewritten in the form

2 _ =2 2 _ Z2)\ 2
Wi(‘ﬂ):WO‘f‘wi V2+<h(q'7mq')> : (7.61)

The dispersion of TM-polarized exciton polaritons in quantum microcavities
was discussed in [7.53].

In the strong-coupling regime, the split frequencies wy reveal themselves
as dips in the reflection spectra and peaks in the transmission or absorption
spectra. For illustration of the strong-coupling regime, Fig. 7.4 shows the mea-
sured normal-incidence reflectivity of a A cavity with quarter-wave pairs of
AlAs (np = 2.95) and GaAs (ny = 3.61) and with a single QW Ing g4 Gag ggAs
embedded in a GaAs active layer. The cavity-photon resonance was tuned to
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Fig. 7.4. Reflection spectrum from a quantum microcavity with a single QW em-
bedded in the center of 1\ active layer. From [7.52].

the exciton resonance, @ = wp. One can see two well-resolved reflectivity
dips with a high splitting-to-linewidth ratio. The dip positions determine the
energies, hwy, of the 2D-exciton-2D-photon coupled modes. The difference
Mwy —w_) = 3.5 meV gives the Rabi splitting. The coherent interaction
between the single-mode optical field and excitons in a QW leading to the
Rabi splitting w; —w_ can also be studied as quantum beats in the transient
reflection or transmission spectra. It is worth to note that the Rabi splitting
can be enhanced by inserting few QWs near the electric-field antinode of a
A-cavity or in different antinodes of a macrocavity with the thicker active
layer [7.52,7.53].

It is instructive to survey the existing variety of exciton-polariton quasi-
particles focusing attention at the dimensionalities of bare exciton and pho-
ton states. In bulk semiconductors an exciton polariton is formed by a 3D
exciton and a 3D photon. Heterostructures with QWs, quantum wires and
quantum dots allow one to study coupling between 3D photons and 2D,
1D or 0D excitons, respectively. In a planar quantum microcavity, coupling
of a 2D exciton in the embedded QW with a 2D photon confined in the
cavity is realized. The 2D-1D and 2D-0D exciton-polariton states can be en-
gineered in 2D microcavities with embedded quantum wires [7.54-7.57] and
QDs or QD SLs [7.58,7.59]. Gérard et al. [7.60] and Reithmaier et al. [7.61]
have succeeded in further reducing the dimensionality of bare-photonic quan-
tum states and fabricated laterally structured semiconductor microcavities
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with three-dimensionally confined photons. In a cavity with the Bragg mirror
stacks in the vertical direction and optical square-shaped lateral confinement,
the optical mode spectrum splits into 0D levels given by

2
Wphot = w + i, (%) (Vz + Vg) ;

where L is the lateral width and v, , = 1,2, ... are the lateral quantum num-
bers. Tridimensional light confinement was reported in an in-plane micro-
cavity surrounded by a circular Bragg reflector [7.62]. The structure consists
of deep concentric trenches etched in a GaAs/Al, Gaj_,As waveguiding het-
erostructure. In a wire-shaped microcavity with the lateral confinement along
one direction, say along the x axis, the photon dispersion is described by a
set of 1D modes

2
wphot(‘]y) =w+ % |:(7TZ$) + Qri:l )
where ¢, is the photon wave vector along the optical-wire axis. Exciton-light
coupling in cylindrical microcavities containing quantum wires was theoreti-
cally analyzed in [7.63].

Confined optical modes in semiconductor microcavities has opened a
way for studies of mixing between 0D and 1D photons and ND excitons
(N =2,1,0) [7.64-7.69]. Recently Constantin et al. [7.70] have investigated
in one study the coupling between 1D excitons and 3D, 2D, 1D and 0D pho-
ton states in high-finesse photon-well, photon-wire and photon-dot Bragg-air
microcavites with embedded V-groove quantum wires. The interaction of
electromagnetic waves and excitons is enhanced with decreasing the dimen-
sionality of the states involved in the mixing.

7.5.2 Four-Wave Mixing in Microcavities

Turning to the nonlinear optical response of a QW microcavity in pump-probe
experiments we first of all mention the exciton bleaching in the presence of
free carriers generated under optical pumping, see, e.g., the review [7.52]
and references therein. Physically, the pumping can lead to broadening of
the exciton resonances, due to scattering of excitons by the photocarriers,
and/or to a reduction in the exciton oscillator strength (described by the
parameter Iy), due to the phase-filling and screening effects. If the former
mechanism dominates then, with increased excitation, the transmission peaks
at wy widen and reduce in height without a remarkable reduction in the
splitting wy — w_ [7.71]. Houdré et al. [7.72] studied a transition from the
strong- to the weak-coupling regime due to the photoinduced loss of exciton
oscillator strength. From carrier-density-dependent photoluminescence data,
they conclude that the oscillator strength saturates as (14 N/Nyq )~ /2 with
Nyt = 4.3 x 10" ecm™2 at 100 K, where N is the density of electron-hole
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pairs. Saba et al. [7.73] realized biexcitonic mechanism of the nonlinear opti-
cal response in a semiconductor microcavity. In pump-probe measurements
they observed a crossover from exciton to biexciton polaritons: with increas-
ing pump intensity the linear exciton-polariton doublet (7.61) evolves into a
triplet polariton structure and finally into a shifted biexciton-polariton dou-
blet.

The dynamics of exciton polaritons and the interplay between the coher-
ent and incoherent processes in quantum microcavities has been revealed in
a number of experiments on four-wave mixing carried out in cavities con-
taining I1I-V or II-VI QWs [7.74-7.76]. Combining (7.17) with (7.56) we can
switch the theoretical consideration of four-wave mixing from a single QW
to a A-cavity with a QW in its center and write the basic equations [7.77]

[jt—i—l(wo—w)—l—f} P(t) =i€ILE(t) +iFnL(t), (7.62a)
[% +i(@—a)+ a] E(t)=T Eﬁ(t) + %Eo(t) (7.62b)

describing the nonlinear dynamics of exciton polaritons in the cavity.

We will analyze the degenerate four-wave mixing in a particular case
where all three frequencies wy,@ and @ coincide and the incident pulses are
short enough to overlap spectrally both resonance frequencies wy in (7.60).
In this case the responses P (t) and E((t) to the pulses n = 1, 2 in the
four-wave-mixing setup can be presented as

Pult) = i, ls TNt — ) exp (e — )] sin (20— )] (7.63)

En(t) = %FNnG(t —tn) exp [—(t — tn)]
x {cos [Q(t —t,,)] — ssin [2(t — t,)]},

where v = (I'+7)/2, s = (7 — I') /(22) and 242 is the Rabi splitting. For the
two-level-like nonlinearity, the nonlinear source in (7.62a) can be transformed
to

Fyp(t) =i0(t)F ) e T3 sin [Q(t + T)] sin 2t (cos 2t —ssin 2t), (7.64)

_ I\ 2
F](VOL —ﬁz (t sz)S (f%) NING.

Here we assume pulse 1 to arrive before pulse 2, t5 > t;, and put t2 = 0 in
which case the interpulse time delay T'= —t; = |¢;|. According to (7.64) the
electric field of the self-diffracted wave 2ks — k1 can be presented as

Es(t) = e "T[f1(t) cos QT + fa(t)sin 277, (7.65)
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where the functions fi(t), f2(t) are independent of T', and the time-integrated
signal has the form [7.77]

SENT) = Se™T[1 + asin (22T + ¢o)] - (7.66)

Thus, the signal S®)(T) is a sum of monotonous and oscillating terms. The
three parameters S, a, ¢ entering (7.66) determine, respectively, the value of
the monotonous term at zero delay, and the relative amplitude and initial
phase of the oscillating term. A simple analytical form for these parameters
follows if we assume « to be small as compared with the Rabi splitting which
implies the strong-coupling regime. Neglecting terms of the second and higher
orders in v/ 2 we obtain for the parameters of the time-integrated signal

_ 2
1 1 [(rF® 5+ 50
S =— NLL) =TT =0, 7.67
L ( L) T, (7.67)

Figure 7.5 illustrates the calculated evolution of time-dependent self-
diffracted signal, |[E®)(t)|?, with increasing the interpulse delay for the case
w = wp = w. The parameters used in the computation correspond to those
of Aly2GaggAs A-cavity with the distributed Bragg reflectors comprising
24 Aly.4GaggAs/AlAs stacks on the cavity front side (air interface) and 33
stacks on the substrate side. The refractive indices are as follows: n¢gt; = 1,
Negt,r = 3.63, N1 = 3.17, ng = 3.45, ny, = 3.54. The calculated values of ¥ and
I' are 0.51 ps~—! and 117 ps~!. A single QW was assumed to be embedded in
the center of the active layer and values of I' = 1.0 ps—! and I = 0.05 ps~!
were chosen for the exciton nonradiative and radiative damping rates. In this
case the Rabi splitting 202 equals to 4.8 ps~!. The signal in Fig. 7.5 exhibits
quantum beats between the exciton and cavity modes, and a significant beat-
like modulation is exposed in the dependencies on both t and 7.

The analysis shows that, for the biexcitonic mechanism of nonlinear-
ity with £2 > &y, the time-resolved four-wave-mixing signal exhibits 2/2-
oscillations modulated by the second period Ty; = 27/dp; corresponding to
the biexciton binding energy hdy;. For comparable but incommensurable 2
and Jp;, the nonlinear signal reveals damped irregular oscillatory behavior.

Kelkar et al. [7.76] spectrally resolved four-wave mixing signal as a func-
tion of time delay and observed well-defined temporal oscillations at both the
cavitylike and heavy-hole-excitonlike resonances. The period of oscillations is
measured to be 440 fs and matches well with the splitting of 9.5 meV between
the two exciton-polariton modes.

7.5.3 Angle-Resonant Stimulated Polariton-Polariton Scattering

The further progress in the understanding of nonlinear optical properties of
microcavities was stimulated by an observation of the previously overlooked
scattering process shown in Fig. 7.6 [7.78-7.80]. In this process, two polaritons
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Fig. 7.5. The calculated time-resolved 2ks — ki signal for different time delays
between the light pulses. The real time t is referred to the peak of pulse 2. The
pattern reveals the damped oscillatory behavior in both 7- and t¢-dependencies.
From [7.77].

from the lower branch w_ with the same in-plane wave vector g, injected by
the oblique-incidence pump are scattered within the branch w_ into one “sig-
nal” polariton with g = 0 and one “idler” polariton with g = 2q,. Energy
and momentum conservation restricts the range of g, to those satisfying

2w_ (qH) =w_(0) + w_ (QQH) . (7.68)

For particles with a parabolic dispersion this scattering process is forbidden.
As discussed in Sect. 7.5.1 the strong coupling between the excitons and
photons in a micricavity produces two new dispersion branches of mixed
quasiparticles. The lower branch w_ (g ) has radically nonparabolic shape and
allows extra scatterings to take part, in particular the process in Fig. 7.6.
Substituting w_(g;) from (7.60) into (7.68) and considering a microcavity
with the photon resonance @ tuned to wg, we can come to the transcendental
equation

V1442 —VA+a224+1—-2=0,
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for the dimensionless variable x = hqﬁ /(2mV). This equation has two solu-
tions, 1 = 0 and z9 = 1. Therefore, the above polariton-polariton scattering
occurs for ¢, = y/2Vm/h and the critical, or “magic”, angle of incidence is

given by
6, = arcsin (cg,/wo) = arcsin (nb\/ 2(~Z/w0> , (7.69)

because, if the detuning & — wp is zero and the damping rates are ignored,
the Rabi splitting 2(2 equals 2V.

20 20 0 20 40 CA Probe

0 (deg) Pump

Fig. 7.6. (a) Polariton dispersion relation vs. incident angle 6y at zero detuning.
Microcavity (exciton) frequencies wphot (wo) shown dashed. Probe polariton (open
circle) stimulates the scattering of pump polaritons (filled circles). (b) Sample struc-
ture and experimental geometry probed at normal incidence and time delay 7, while
changing the pump angle 6. From [7.78].

The scattering under consideration was first observed by Savvidis et
al. [7.78] in pump-probe experimental set-up shown in Fig. 7.6. The pump
pulse excites resonantly the polaritons w_(g,) at the magic angle 6,,. With a
controlled delay a normally-incident probe pulse follows the pump one and
the spectrally-resolved reflected signal is measured as a function of the pump
intensity. The probe polaritons with g = 0 stimulate the scattering of pump
polaritons. Fig. 7.7 shows the reflected probe spectra when a broad-band
100 fs probe pulse (< 0.3 mW) is focused along the growth axis to a 50
pm spot on the sample. The no-pump spectrum has two dips revealing the
exciton-polariton modes with the Rabi splitting 202 ~ 7 meV. This spec-
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trum is radically modified when the pump pulse arrives, provoking narrow-
band gains around the lower polariton of up to 70. These enormous gains for
the injected pulses are observed when the pump is tuned to the vicinity of
the lower-branch inflexion point and its incident angle is 16.5°. To confirm
the gain is real, a narrow bandwidth probe centered at the lower polariton
was used, producing the amplified spectrum shown in inset in Fig. 7.7. The
observed angle-resolved stimulated amplification is a clear and impressive
demonstration of the bosonic nature of cavity exciton polaritons.
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Fig. 7.7. Reflected probe spectra at 7 = 0 for pump off, co-, and cross-circularly
polarized to the probe. Spectral oscillations are caused by interference between
reflections from front and back of the sample. Pump spectrum on lower trace. Inset:
Reflected narrow-band probe spectra at 7 = 0, with pump pulse on/off, together
with pump PL without probe pulse (filled circles). From [7.78].
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In the absence of the probe pulse, the pump luminescence collected in
the same direction is over 2 orders of magnitude weaker. In [7.79,7.80], the
pump photoluminescence was studied in more detail under conditions of cw
excitation of the similar QW microcavities. At low input powers I,,, the § = 0°
“signal” output is a linear function of Ij,. The linear output-input regime
is followed by a dramatic superlinear increase above the threshold pump
density I, ~ 15 W/cm?. The bottom of the lower branch w_ forms a “trap”
for exciton polaritons. When driven by a cw laser at the magic angle, the
polaritons are sucked into the trap, condensing into a macroscopic quantum
state which efficiently emits light. Also clearly apparent in spectra is the
“idler” mode (with the wave vector 2g,) observed at the angle ¢ = 35°. It
is more than an order of magnitude weaker than the signal.

A theory of the angle-resolved polariton amplifier has been proposed by
Ciuti et al. [7.81]. They consider the excitation configuration of Fig. 7.6 with
the probe and pump producing the polaritons with the wave vectors ¢ = 0
and g = gqp, respectively. Ciuti et al. present a close set of equations of
motion for the polarizations Py = P(q = 0), P, = P(q,) and P, = P(2q,)
of the probe, pump and idler polaritons. For the steady-state regime with the
probe electric field Eppope(t) = Eprobe exp (—iwt) and the pump electric field
Epump(t) = Epump €xp (—iwyt), one has

PO _ Poefiwt , P = Ifylefiwpt , Py = pgefi(prfw)t

)

where w, = w_(gp), and the equations for the polarization amplitudes read

{ilw=w_(0)]+7} Py = 2 PEP5 + Forope,  (7.70a)
VP, = Qi PoPy Py + Fpump » (7.70b)
{il2w_(qp) — w — w_(2gp)] + 7} P2 = 2 G PY . (7.70c)

Here Fyrobes Fpump are the probe and pump driving terms proportional to the
amplitudes Eprobe and Epump, h i is the coupling energy of the polariton-
polariton interaction and, for simplicity, the damping rate is taken the same
for the three modes. Note that the frequencies wy, w—(g,) and w_(2¢g,) are
slightly blueshifted with respect to the unperturbed lower polariton branch.
The blueshift occurs due to the polariton-polariton interaction and is pro-
portional to | Py |2,

Taking (7.70a) and complex conjugate of equation (7.70c) we have the
linear inhomogeneous system that determines the quantities Py and 132* as a
function of P;. With simple algebra, one finds that the probe polarization as
function of w has two complex poles

fprobe
@ @)@ —w)’

poO(

W) = = | (0) + 2w (gy) — w- (20) £ VO] + i,
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with R
O = [w_(0) + w-(24p) — 20— (qy)]" — 4(2me| P1 )

The nonlinear response of the probe becomes singular when one of the poles
is real. Such a condition is fulfilled when the energy conservation law (7.68)
is satisfied and the threshold density given by Qint|151|2 = ~ is reached. In
this case w(™) becomes real and equal w_(0) while w™) = w_(0) + 2iy. If
the energy conservation is not satisfied, particularly if the pump incidence
angle differs from the magic angle, the threshold density is higher and the
amplification smaller. The singularity of the probe polarization at w = w_(0)
is only formal and becomes finite if (7.70b) for the pump is consistently
solved [7.81].

Similar angular-resolved probe-pump experiments have been performed
as well in wire-shaped microcavities [7.82]. The experiments show that again,
due to polariton-polariton scattering, a high optical gain is observed at ¢ = 0
and at the idler state 2g,, but for photonic wires the polariton energies can
be located on different subbranches from the pump.

7.5.4 Stimulated Spin Dynamics of Polaritons

According to Fig. 7.7, the scattering process introduced in [7.78] is highly po-
larization dependent. It is strong for co-circularly polarized pump and probe
beams and completely suppressed for their opposite circular polarizations. It
thus seemed possible to describe all the intermediate situations where both
pump and probe are elliptically polarized by simply decomposing them into
o4+ and o_ components and considering these components independently.
However, this picture has been ruled out by the experiment of Lagoudakis
et al. [7.83] who have reported unusual polarization properties of a micro-
cavity excited resonantly at the magic angle. For example, in the case of a
linearly-polarized pump pulse and circularly polarized probe pulse the ob-
served signal was linearly polarized but in the polarization plane rotated by
45° with respect to the pump polarization. Figures 7.8a, b and c plot the
intensity of polarization components of the emitted signal versus the helicity,
Poump,c, of the elliptically polarized pump. The main axis of the pump polar-
ization ellipse is parallel to the incidence plane and the probe polarization is
kept circular 0. The detected components are I, I_ (circular polarization),
I, I> (linear polarization in the axes 1, 2 being parallel and perpendicular
to the plane of pump incidence) and I/, Iy (linear polarization in the axes
1/, 2"), see (3.228). The polarization of the idler emission shows a similar
behavior but differs in details from that of the signal. Kavokin et al. [7.84]
have presented two models, phenomenological and pseudospin ones, in or-
der to interpret the behavior of the polarized emission of resonantly excited
microcavities. The intensities of the six polarization components calculated
in the phenomenological model by using two fitting complex parameters are
shown in Figs. 7.8d, e and f. The pseudospin model in [7.84] is based on rep-
resenting the polariton polarized states in terms of the psedospin component
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Fig. 7.8. Intensity of signal emission, decomposed into (a),(d) circular, (b),(e)
linear, and (c),(f) linear diagonal polarizations, as a function of the pump circular
polarization degree, where (a)-(c) show the experimental data and (d)-(f) show the
theoretical predictions. The probe is o4 polarized. From [7.84].
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S, for circular polarization and Sy, Sy for linear polarization in the axes 1, 2
and 1/, 2/, in the same way as it is done in Sect. 5.5.2 for heavy-hole excitons.
It is assumed that, due to exchange interaction, the pump pulse induces the
splitting of the probe polaritons described by the Hamiltonian

H="1 G0 v (7.71)
similar to the Hamiltonian (5.150) or (5.156). Here 65, &, are pseudo Pauli
matrices, hf2, is the pump-induced splitting proportional to the degree of
pump linear polarization in the axes 1, 2 and h{2, is proportional to Ppuymp,c-
The probe psedospin rotates around the vector (£2,,0, {2,) with the angular
velocity 2 = /22 + 22 which leads to the observed polarization phenomena.
Concluding this chapter, we underline that spin dynamics of polaritons in
photon-well, photon-wire and photon-dot microcavities can be an area rich
on new effects and deserves the further study.



8 Photogalvanic Effects

And after the fire came a gentle whisper.

1 Kings 19: 12

Light propagating through a semiconductor and acting upon mobile carriers
can generate a dc electric current, under short-circuit condition, or a volt-
age, in case of open-circuit samples. In this chapter we consider only the
PhotoGalvanic Effects (PGE) which, by definition, appear not due to inho-
mogeneity of optical excitation of electron-hole pairs, as in the Dember and
photoelectromagnetic effects, and not due to inhomogeneity of the sample, as
in the conventional photovoltaic effect in p-n junctions. Phenomenologically,
the PGE under consideration are described by the following equation

eyer +epe’
j/\ =1 '7)\,ui(e X e*)u + X)\/u/% + TAuunQMeue; (81)
which relates the dc current density with the light intensity I, polarization e
and wave vector q. In a bulk semiconductor or superlattice the index A runs
over all three Cartesian coordinates x,y, z. In QW structures the free-carrier
motion along the growth direction is quantized and the index A enumerates
two interface coordinates. In quantum wires and nanotubes the free move-
ment is allowed only along one axis, the principal axis of the structure, and
the coordinate A is parallel to this axis. On the other hand, the light po-
larization unit vector e can be arbitrarily oriented in space and, therefore,
w,v = x,y, z. Note that, for linearly polarized light, the complex conjugate
vector e* is parallel to e and the vector product e x e* vanishes. However,
for elliptically polarized electromagnetic wave, this product is nonzero, it is
purely imaginary and proportional to the degree of circular polarization P..
Note that, for a transverse wave, the vector i(e x e*) can be presented as a
product P,0, 0 being a unit vector in the direction of light propagation.

The tensor 4 in (8.1) relates components of the polar vector j and the
axial vector e x e*, it is nonzero for point groups which allow optical activity
or gyrotropy. The effect described by this tensor is called the circular PGE. It
appears only under illumination with circularly polarized light and reverses
direction when the sign of circular polarization is changed.

The effect described by the second term in (8.1) is called the linear PGE.
The reason is that it is independent of the sign of circular polarization and
usually measured under linearly polarized photoexcitation. The third-rank
tensor x in (8.1) is invariant under interchange of indices p and v. There-
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fore, the linear PGE can be observed in noncentrosymmetric media of the
piezoelectric classes.

The third term on the right-hand side of (8.1) represents the photon drag
effect. It is due to momentum transfer from photons to charge carriers and
can be induced in both noncentrosymmetric and centrosymmetric systems.

We begin our study of the photocurrents from the circular PGE (Sect. 8.1).
Then we consider its counterpart, the spin-galvanic effect (Sect. 8.2). In
Sects. 8.3 and 8.4 we give an overview of the photon drag effect and the
linear PGE. Next we discuss the saturation of the circular and linear PGE
with increasing the light intensity (Sect. 8.5). The final section 8.6 is devoted
to the circular PGE and other chirality effects in carbon nanotubes.

8.1 Circular Photogalvanic Effect in Quantum Well
Structures

Physically, the circular PGE can be considered as a transformation of the
photon angular momenta into a translational motion of free charge carriers. It
is an electronic analog of mechanical systems which transmit rotatory motion
to linear one like a screw thread or a plane with propeller. The effect was
independently predicted by Ivchenko and Pikus [8.1], and Belinicher [8.2]. It
was studied both theoretically and experimentally in bulk gyrotropic crystals
(see the review article [8.3] and the book [8.4]), particularly in tellurium
[8.5,8.6], and recently in zinc-blende- and diamond-based QW structures [8.7—
8.10]. In this section we perform the symmetry analysis of the circular PGE
in (001)- and (113)-grown QWs, present experimental data for demonstration
and outline the microscopic theory of the effect under interband, intersubband
and intrasubband optical transitions in QWs.

The three point groups Doy, Co, and Cj are particularly relevant in con-
nection with the photogalvanic experiments on zinc-blende-based QW struc-
tures. Hereafter the Schonflies notation is used to label the point groups.
In the international notation they are labelled as 42m, mm?2 and m, respec-
tively. A (001)-grown QW with equivalent normal and inverted interfaces has
the Dyg4 point-group symmetry. The point group reduces from Dyy to Cy, in
symmetrical QWs with built-in electric fields or asymmetrical QWs, say com-
positionally stepped QWs, QWs with different profiles of the left and right
interfaces, etc. If QWs are grown along the low-symmetry axis [hhl] # [001],
[111] and [110], the point group becomes Cs and contains only two elements,
the identity and one mirror reflection plane o(;7¢). In the cases h =1 =1
and h = 1,1 = 0, the QW point symmetry increases up to C3, and Cly,,
respectively.

For the point group Cs, in the coordinate system z || [110], y || [[{(2h)],
z || [hhl] the y- and z-components of a polar vector and z-component of
an axial vector are invariants (the representation A", see Table A.1), the
x-component of a polar vector and y- and z-components of an axial vector
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transform according to the representation A~. As a result, the first term in
(8.1) can be rewritten as

Jo = ('Va:yoy + 'Ya:zoz)IPc 5 jy = 'Yyasoa:IPc . (82>

For the point group Cs,, in the coordinate system z || [110], y || [110], z || [001]
the component 7, is zero and (8.2) reduces to

Jo = 'nyOyIPc y Jy = Vyxoxlpc . (8-3)

Finally, for the point group Dsg4, in the above coordinate system the same
equations are also valid but the higher symmetry imposes the condition v, =
Yyz = 7y on the v tensor. One has

Jz = Yoyl P, , jy =v0o,1P, . (8.4)

It follows from (8.2)-(8.4) that, in QWs of the Cs symmetry, the circular PGE
can be observed even under normal incidence of irradiation while, in QWs of
the Cq, or Doy symmetry, the circular photocurrent can be generated only
under oblique incidence.

Figure 8.1 shows results of measurements carried out at room tempera-
ture on (113)-grown p-GaAs/AlGaAs MQWs under normal incidence (upper
panel) and (001)-grown n-InAs/AlGaSb SQW structure under oblique inci-
dence with an angle of incidence in vacuum 6y = —30° (lower panel). Optical
excitation was performed by a high-power far-infrared pulsed NHj3 laser which
yields strong linearly polarized emission at wavelengths A between 35 and 280
pm corresponding to photon energies from 35 to 4.4 meV with power up to
100 kW. The linearly polarized light could be modified to an elliptically po-
larized radiation by applying a crystalline quartz A/4 plate and changing the
angle ¢ between the optical axis of the plate and the polarization plane of
the laser radiation. Thus the helicity P, of the incident light varies from —1
(left handed, o_) to +1 (right handed, o4) according to

P.=sin2¢p. (8.5)

One can see from Fig. 8.1 that the photocurrent direction is reversed when
the polarization switches from right-handed circular, ¢ = 45°, to left-handed,
@ = 135°. Moreover, the experimental points are well fitted by the equation

Jalp) = j}sin2¢ (8.6)

with one scaling parameter.

In Fig. 8.2 closer look is taken at the dependence of the photocurrent on
the angle of incidence fy in configuration with the incidence plane normal
to the axis z. According to (8.2) the photocurrent induced along z in (113)-
oriented QWs is given by

Jo = (Vaysind + v, cos 0)tpts Iy Pe (8.7)
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Fig. 8.1. Photocurrent in QWs normalized by the light power P as a function of
the phase angle ¢ defining helicity. Measurements are presented for T = 300 K and
A =76 pm. The insets show the geometry of the experiment. Upper panel: normal
incidence of radiation on p-type (113) A-grown GaAs/AlGaAs QWs (symmetry class
C5). The current j, flows along the [110] direction perpendicular to the mirror plane.
Lower panel: oblique incidence of radiation with an angle of incidence 6y = —30°
on n-type (001)-grown InAs/AlGaSb QWs (symmetry class Dag or Cay). Full lines
are fitted using one parameter according to (8.6). [8.8]

where Ij is the light intensity in vacuum, ¢, and ¢, are transmission coeffi-
cients after Fresnel’s formula for linear p and s polarizations, 6 is the refrac-
tion angle defined by sin @ = sin 6y /n, and n is the index of refraction. In this
case the circular PGE is observed at normal incidence. The fact that j, is
an even function of 8y means that in the sample under study the component
vzz of the v tensor is much larger as compared with ~,,. In (001)-oriented
samples where 7,, = 0, a signal proportional to sin 2¢ is observed only under
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Fig. 8.2. Photocurrent in QWs normalized by the light power P as a function
of the incidence angle 6y for right-circularly polarized radiation o4 measured per-
pendicularly to light propagation (T = 300 K, A = 76 um). Upper panel: n-type
(001)-grown InAs/AlGaSb QWs. Lower panel: p-type (113) A-grown GaAs/AlGaAs
QWs. Full lines are fitted using (8.7). From [8.8].

oblique incidence, and a variation of fy in the plane of incidence changes the
sign of the current j, exactly at the point 8y = 0.

Microscopically, a conversion of photon helicity into a current can be
related to k-linear terms in the effective Hamiltonian H(1) = Bimoikm. The
coefficients 3, form a pseudotensor subjected to the same symmetry restric-
tion as the pseudotensor . The coupling between the spin Pauli matrices o;
and the wave vector components k,,, as well as spin-dependent selection rules
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Fig. 8.3. (a) Microscopic picture describing the origin of spin polarized photocur-
rents. The essential ingredient is the spin splitting of the electron and/or hole states
due to linear-k terms. (b) Calculated spectrum of the interband circular photocur-
rent due to SIA (solid) and BIA (dashed) electron spin splittings in a 100-A wide
QW. The arrows indicate the absorption edges for the four optical transitions. [8.11]

for electron optical transitions yield a net current sensitive to circularly po-
larized optical excitation. The circular PGE is most easily conceivable for
direct optical transitions between the heavy-hole valence subband hhl and
conduction subband el in QWs of the Cy symmetry. For the sake of simplic-
ity, we take the linear-k terms into account only in the conduction subband
assuming the following parabolic dispersion in the el and hhl subbands
h2k? h2k?

Eet k12 = E.c?w + 2 + Beka s Epp sz = C2my,

p— , (8.8)
where E@" is the bandgap renormalized because of the quantum confinement
of electrons and holes. In Fig. 8.3a the allowed optical transitions are from
j=—3/2to s = —1/2 for the o4 polarization and from j = 3/2 to s = 1/2
for the o_ polarization. Under circularly polarized radiation with a photon
energy hw and for a fixed value of &k, the energy and momentum conservation
allow transitions only from two values of k,. For the o, polarization these
particular k, values of photogenerated electrons are

1/2
+_ M 2p QW 2 I 2
where 1 is the reduced electron-hole mass memy, /(m. +mp). The correspond-
ing transitions are shown in Fig. 8.3a by the solid vertical arrows with their
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“center-of-mass” shifted from the point k, = 0 by B.u/h?. Thus the average
electron velocity in the excited state,

oo kI R) Be _ p P

e,x 2me B )
is nonzero and the contribution of kI photoelectrons to the current do not
cancel as in the case 8. = 0. Consequently, a spin polarized net current in
the x direction results. Changing the photon helicity from +1 to —1 inverts
the current because the “center-of-mass” for this transitions is now shifted
to —fB.u/h?. The asymmetric distribution of photoelectrons in the k space
decays within the momentum relaxation time 7;. However, under steady-
state optical excitation new photocarriers are generated resulting in a dc
photocurrent. The photohole contribution in considered in a similar way.
Since the average hole velocity vy, , coincides with @, ;, the final result for
the interband circular photocurrent can be presented as

Nevl _ e h Be K Mool
hw Pc——e(Tp—Tp)Em—h ﬁ(,u ng

jz = eT)e,z(Tg - ’7—;:)

where 17, is the fraction of the energy flux absorbed in the QW due to the
hhl — el transitions, different signs of the electron and hole contributions
reflect opposite signs of the electron and hole charges. Note that the ratio
I/(hw) is the flux of photons. If we add the term +03,k; to the electron
dispersion Eﬁhl’k’ +3/2 in the valence band we obtain

be y &) W] (8.10)

. h
Je = —e(1, —1,) (mh el

h hw  °°
It should be mentioned that allowance for the energy dependence of the
momentum relaxation times, 7¢(E.) and 7/'(E}), results in multiplication of
the electron and hole contributions respectively by factors

ding(Ee) 4 E dint)'(Ep,)

1+ E _—
+ € dEe ) € dEh )

(8.11)
where E. j, is the electron or hole energy. In the following these additional
factors are as a rule disregarded.

Above we considered a particular mechanism of the circular PGE. Actu-
ally one can use the following general estimation for this effect

. 1
JCPCGE = eTp%%Pc ; (8.12)

where 7 is the relative absorbance for the considered optical transitions, 3 is
a coefficient in the linear-k spin-dependent Hamiltonian and 7, is a typical
momentum relaxation time.
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For more complicated band structures the previous simple consideration
is invalid. Then one needs to use a sophisticated kinetic theory operating with
the electron single-particle density matrix p,.,(k) and the following general
equation of the electron current

j =e€ Z vnn’(k) pn’n(k) . (813)

knn’

Here, the indices n,n’ enumerate the electronic states with a given value of k
and vy, is the matrix element of the velocity operator. If the states |1, —k)
and |n, k) are related by the time inversion operation then one can write

’Uﬁﬁ/(—k) = —Unpn’/ (k}) .

This means that the current (8.13) is contributed only by the antisymmetrical
component of the density matrix

P8 = Slonen(k) = pua(—)]. (8.14)

For photoelectrons excited into the conduction subband el in a (001)-
oriented QW and described by the effective 2x2 Hamiltonian

h2k2
H=FE + S T+ BeyOaky + Byzoyks (8.15)

(8.13) reduces to
j=ed> T {f;(k)p(e)(kz)} , (8.16)
k

and similar equation can be written for the photohole contribution. Here
p') (k) is the spin-density matrix and the velocity operator @(k) = h~*0H /0k
has the components

(k) = hkg

O o) = My Do (5.17)

m* h T om* h

In the momentum-relaxation time approximation, one has
j=ed T {ﬁ(k)p(e)(k)} : (8.18)
k
where components of the spin-density generation matrix p(¢) are given by
.(€e U *
Puak) = £ 37 Mot s ()M () (8.19)
v,

X [5 (Eel,k,s’ - ESk:j - hw) +4 (Eel,k,s - E¢

i — w)]

M1 s.0,5(k) is the matrix element of the interband optical transition (vkj) —
(el,k,s). As soon as linear-k spin-dependent terms are taken into account
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in the electron Hamiltonian and the light is circularly polarized, the an-
tisymmetrical component of the generation matrix pifz, (k) is nonzero. The
photohole contribution to the photocurrent is considered in a similar way.

The spectral behavior of the interband circular PGE calculated for (001)-
grown QWs is presented in Fig. 8.3b. The four band edges jv — el are
indicated by arrows. As the photon energy approaches the bandgap el-hhl
the photocurrent tends to zero. This can be understood taking into account
that, for QWs of the Cs, or Doy symmetry, the circular photocurrent appears
only under oblique incidence, the optical transitions have to be allowed both
in the in-plane and normal-to-plane polarizations, but for purely heavy hole
states the interband transitions in the polarization e || z are forbidden. The
circular photocurrent due to the hhl — el becomes nonzero because of an
admixture of light-hole states in the heavy-hole subband hhl at k # 0. At
small values of Fuung?W the photocurrent is proportional to (hwaggW)Q for
the BIA linear-k term (2.113) in the electron Hamiltonian (8, = By,) and
to the first order of hw — E@W for the SIA linear-k term (8., = —8,,) [8.11].
One can see from Fig. 8.3b that the spectral variations of the BIA and STA
contributions to the photocurrent differ dramatically in the whole frequency
region studied.

Since the characteristic spin splitting is usually small as compared with
the inhomogeneous broadening and kinetic energy of free carriers the pho-
tocurrents generated under interband, intersubband or intrasubband optical
excitation are mainly contributed by terms linear in the coefficients 3. In this
case one can write the following general relation between the photogalvanic
tensor 4 and tensor (") describing the linear-k terms in the v-th conduction
or valence subband v

a0 B (8.20)

In particular, the BIA and STA terms give rise to independent contributions
to the circular PGE and one has

Jo X T P( J(BVIA 551,4)03/ y Jy < TP, (ﬁBIA + BSIA)OJ« ) (8.21)

where

Gia = (B%) + 8D /2, By = (BY) - BD) /2.
Note that in Chap. 2 the Coefﬁ(:lents Bpra and Bsra are introduced as —f3;
and fa, see (2.113) and (2.114). It is instructive to rewrite equations (8.21)

in terms of the current components in the principal axes x1 || [100], z2 || [010]
and obtain

Ji o< TPL(BY) 01 — B57402) | Jo o TP~ 402 + BS)401)  (8.22)

where 01,02 are the components of the unit vector 6 along x; and zs. It is
worth to mention that the BIA and SIA linear-k terms give rise to many spin-
dependent phenomena in QWs such as an existence of beats in the Shubnikov-
de Haas oscillations, spin relaxation, splitting in polarized Raman scattering
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spectra, and positive anomalous magnetoresistence. However, in (001)-grown
QWs, the BIA and SIA spin-orbit splittings cannot be distinguished in these
experiments, particularly if one of the splitting mechanisms is dominating and
the electron energy dispersion is uniaxially invariant. On the other hand, the
circular PGE suggests a clear and effective way to identify the spin-splitting
mechanism in (001)-oriented QWs: under oblique optical excitation by the
circularly polarized light with the plane of incidence containing the principal
axis 1 or 2, the BIA- and STA-related circular photocurrents are respectively
parallel and perpendicular to the incidence plane.

Next we turn to a more detailed discussion of the circular PGE for the
el — e2 intersubband transitions. The circular photocurrent is a sum of two
contributions

3 =3+ (8.23)

—¢ +(2) 52 (k) 5(e2) ) 5D (k) 5leD) ,
> [ {5 P D )} + 701 {6 () ) ]

respectively, due to the asymmetry of distribution in k-space of electrons
excited to the subband e2 and electrons that stay in the subband el. Here 71(,'/)
is the electron momentum relaxation time in the subband v. The generation
matrix /(¢ (k) for incoming electrons is similar to (8.19). Therefore, it will

suffice to present here the expression for the generation matrix in the el
subband

(el ™ *
pud (k) = =2 >~ Moz jier s (k)M 1 o0 (K) (8.24)
J

X [fO(E‘elA,k:s)(S (Ee2,k:j - Eel,ks - hu}) + fo(Eel,kzs/)5 (EEZ,kj - Eel,ks’ - hw)}

where the indices j, s, s’ enumerate the spin-split eigenstates and the factor
—1 means that the electrons are outgoing from the el subband. Note that
the order of indices s, s’ in the product M827j;5175(k)M:2,j;61,s/(k:) differs from
that for incoming electrons, see (8.19).

In order to make the physics more transparent we will first consider the in-
tersubband circular photocurrent generated under normal incidence in QWs
of the Cs symmetry, say in (113)-grown QWSs, and use the appropriate co-
ordinate system x,y, z with z || [113]. The electron energy spectrum is given
by 27.2

Eey ks = By + % + Ouka (8.25)
where (6, = ﬁ%) and, for the sake of simplicity, we neglect nonparabolicity
effects assuming the effective mass m* to be the same in both subbands. For
the direct e2-el transitions, the energy and momentum conservation laws
read

E21 + 2(5/52 — Sﬁl)k = hw.

where Es; is the I'-point gap EY — EY and s’,s = £1/2. In Chap. 4 we
showed that, in the polarization e L z, the direct intersubband absorption is
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weakly allowed only for the spin-flip transitions, (el,—1/2) — (e2,1/2) for
o+ photons and (el,1/2) — (e2,—1/2) for o_ photons. Particularly, under
the o photoexcitation the electrons involved in the transitions have the fixed
x-component of the wave vector

hw — Eo;

koy = ————— 8.26
o B2 + 1 ( )
and velocity
hk 16}
() — 221 4 2V 8.27
o) =T (827
It follows then that the circular photocurrent can be written as
(el e2) (2 e1) (1) M2l
jlel) — ¢ (vg(c )TIS ) — o )ng )) EPC, (8.28)

where 721 is the absorbance or the fraction of the energy flux absorbed in
the QW due to the transitions in consideration, v;ge”) is given by (8.27) and
minus in the right-hand side means that the el-electrons are removed in the
optical transitions.

As indicated in Sect. 4.1.1, in available QW structures the inhomogeneous
broadening As; of the gap Fa; exceeds the width o1 of absorption spectrum
in an ideal QW. The inhomogeneous broadening is taken into consideration
by multiplying the photocurrent j as a function of E5; by the distribution
function F(FEs;) of the gaps FEo; and integrating over Fa;. Since dg1 < Agy
the function F' can be expanded in powers of F5; — fiw and it is enough to
keep the first two terms

dF (hw)
d hw

F(E2) ~ F(hw) + (E21 — Tw) . (8:29)

The convolution of the current (8.28) with the inhomogeneous distribution
function (8.29) leads to

. _d h IP,
]m:%(62+/81) 727721(%)+(71—T2)E% ho

(8.30)

where 797 « F(hw) is the absorbance calculated, neglecting the linear-k
terms but taking into account the inhomogeneous broadening. E is the mean
value of the 2D electron energy, namely half of the Fermi energy Er for a
degenerate 2D electron gas and kg7 for a nondegenerate gas.
In case of the e2-el transitions in (001)-grown QWs one should start from
the spin Hamiltonian
0 h2k2
Hy = B+ 5 + B ouky + B0y k (8.31)

and the intersubband matrix elements of the velocity operator (Chap. 4)
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h

m*

52D ez Alea —iey) (8.32)

He'vs'zszH = 7A(ex+iey) e, s

B ExAQRE, + A)
2E,(E, + A)(3E, +24)

written in the basis of spin states with s, = 41/2. In order to perform a
calculation taking into account all powers of 3),, one needs to use (8.23) and
(8.24) in a straightforward way. As soon as we are interested in contributions
to photocurrents linear in § we can set all 3’s to zero except for one and
proceed similarly to the Cs-symmetry case. For example, we retain the term
ﬂ@(,';)aykx in (8.31) and disregard the term proportional to ﬂg(cz). The corre-
sponding current is induced in the z-direction perpendicularly to the plane
(y, z) of oblique incidence:

Js xi(e x e*), =i(ee) —ezer) = Peoy, . (8.33)

Then the eigenstates have a fixed spin component on the y axis and the spin
split energies are determined by (8.25) where §, = Bg;) is changed by 63(,;)
and + means spin states with s, = £1/2. Since the component e, is present
in (8.33) and the spin under z-polarized transitions is conserved, see (8.32),
only spin-conserving processes (el, s,) — (€2, s,) contribute to the circular
photocurrent j,. From (8.32) one can find the corresponding matrix elements
of the velocity operator

(€2,5yle - vy, lel, s5,) = var (e, + 2idsye;)
and, hence,
(€2 8,le - Bus.lel )P = [om (el — 245, Pooy), (8:3)

where the term quadratic in A is neglected. The second consequence of the
spin conservation is that, instead of (8.26), the wave vector component k, of
electrons involved in the transitions is expressed not via the sum but via the
difference of 3 coefficients

hw — Eay
2 1) -
o)

The final result for the circular photocurrent reads

. e 2 1 — dngl(hw) IPC
Jz = _Aﬁ(ﬁg(jw) - ﬁg(/z)) T2 N1 (lw) + (11 — 72) B “diho | o

k21 =

0y, (8.35)

where 721 is the absorbance in the polarization e || 2.

An important conclusion is that the photocurrents (8.30) and (8.35)
change their signs within the resonance absorption spectrum. If the inho-
mogeneous broadening has a Gaussian character, i.e., if
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=2
1 E> — Ey
F(Ey) = —— — | 8.36
() = e |- (BB (5.36)
the inversion point lies at the photon energy
— T2 A%l
hwiny = E —. 8.37
2t T — T2 2F ( )

Usually 71 > 75 and the inversion point should be blue-shift relative to the
resonance energy Eo; determined from light transmission spectral measure-
ments. However, for 7y > 79 this blue shift is negligible. The sign inversion
of the circular photocurrent in the resonant e2-el transition region has been
recently observed in n-type GaAs/AlGaAs QW samples [8.12].

In contrast to electrons in the conduction band, the energy dispersion of
holes in the valence band of QWs is essentially nonparabolic and intersub-
band absorption can involve simultaneously different pairs of subbands hhv
and hhv'. However, with some modifications of the theory and complications
in calculations the intersubband circular CPE in p-doped samples can be
considered in a way similar to that in n-QWs.

Now we turn to intrasubband optical transitions

(el,k,s) + hw — (el, k', s")

in the lowest electron subband el. They are indirect in the k space, occur
due to additional scattering by phonons or static imperfections and involve
virtual intermediate states. This situation is realized in n-doped QWs for
photon energies to be not high enough in order to excite direct intersubband
transitions. The intrasubband photocurrent is given by the general equation
(8.18) where the generation matrix is a sum of contributions due to the
ingoing and outgoing electrons. The corresponding generation matrices have
the form

p((/)ut) __ Z ]\4151;1’%g md,lt,s/ (838)

s's

X [(fosr = frrj) 0 (B j — Erysr — hw) + (fre — forj) 6 (Brrj — Eges — hw)]

PO (k') = 5 Z M, e Mind e (8.39)

X [(fos — far;) 6 (B j — Erys — hw) + (fas — frrjr) 6 (Brrjr — Bs — hw)] .

Here Eg s = Fei ks, [o, is the electron distribution function in the el sub-
band and M;;;-"iks is the matrix element of the indirect optical transition. In
the second order of the perturbation theory it is given by

Mir/l;‘iks _ Z (Vel,k/,j;nank;el,k,s + Mel,k’,j;nk’vnk’;€1k5> , (8.40)
’ n Enk - E617k75 — hw Enk’ - Eel,k,s =+ hf2
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where the index n enumerates the intermediate states, My ki and Vi nk
are the matrix elements of the electron-photon and electron-phonon or
electron-defect interaction, {2 is the phonon frequency, the sign + corresponds
to emission and absorption of phonons. For the scattering by static defects {2
is set to zero. An important point is that indirect transitions via intermediate
states in the same subband do not contribute to the circular PGE. The ef-
fect appears if virtual processes involve intermediate states in other bands or
subbands, n # el. The same takes place for intrasubband optical orientation
of electronic spins in the conduction band. The latter is discussed in more
detail in the next subsection in connection with the spin-galvanic effect.

8.2 Spin-Galvanic Effect

The mechanisms of the circular PGE discussed so far are linked with the
asymmetry in the momentum distribution of carriers excited in optical tran-
sitions which are sensitive to the light’s circular polarization due to selection
rules. Now we discuss an additional possibility to generate a photocurrent
sensitive to the photon helicity [8.13,8.14]. In a system of free carriers with
non-equilibrium spin-state occupation but equilibrium energy distribution
within each spin branch, the spin relaxation or Larmor precession in an exter-
nal magnetic field can be accompanied by generation of an electric current.
Phenomenologically, this linkage between an electric current and the total
electronic spin s is described by

= Quusp- (8.41)
n

The symmetry of the second-order pseudotensor @ coincides with that of the
tensor v describing the circular PGE, see (8.1). Similarly, its non-vanishing
components can exist in non-centrosymmetric systems belonging to one of
the gyrotropic classes. In (001)-oriented QWs of the Cy, symmetry equa-
tion (8.41) reads

Jo = szsy 5 ]y = Qywsx . (842)

If the non-equilibrium spin is produced by optical orientation and the
spin s, is proportional to the degree of light circular polarization P the
current generation can be reputed just as another mechanism of the circular
PGE. However the non-equilibrium spin s can be achieved both by optical
and non-optical methods, e.g., by electrical spin injection, and, in fact, (8.41)
presents an independent effect called the spin-galvanic effect. Here we bear in
mind spin-induced electric currents that appear under uniform distribution
of the spin polarization in the 3D-, 2D- or 1D space, respectively, in a bulk
semiconductor, a QW and a quantum wire. In this sense the spin-galvanic
effect differs from surface currents induced by inhomogeneous spin orienta-
tion [8.15] and other phenomena where the spin current is caused by gradients
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of potentials, concentrations, etc., like spin-voltaic effect which occurs in in-
homogeneous samples, e.g., the ‘paramagnetic metal-ferromagnetic’ junction
or p-n junction.

0.2 t+
0.1+
n-GaAs/AlGaAs
~ Z 11[001]
< L
e
e X
T 01t %
®Q St /O/
-0.2 ¢ I D
1 Ool 1
-4 -2 0 2 4

Fig. 8.4. Current j, as a function of the magnetic field B for normally incident
right-handed (open circles) and left-handed (filled circles) circularly polarized ra-
diation at A = 148 pum and radiation power 20 kW. Measurements are presented
for an n-GaAs/AlGaAs single heterojunction at T = 4.2 K. Curves are fitted from
(8.43) using the same value of the spin relaxation time 75 and scaling of the j, value
for both the solid and dashed curves. From [8.14].

Usually the circular photogalvanic and spin-galvanic effects are observed
simultaneously under illumination by circularly polarized light and do not al-
low experimental separation. However, they can be separated in time-resolved
measurements. Indeed, after removal of light or under pulsed photoexcita-
tion the circular photocurrent decays within the momentum relaxation time
Tp whereas the spin-galvanic current decays with the spin relaxation time.
Next we consider a geometry of experiment under steady-state photoexcita-
tion which allows to observe the spin-galvanic effect and exclude the circular
PGE [8.14]. The geometry is depicted in inset in Fiq. 8.4. The circularly po-
larized light is incident normally to the interface plane (001) of a QW, the
light absorption yields a steady-state spin orientation sg, in the z direction
proportional to the spin-generation rate $,. The symmetry of (001)-grown
QWs forbids generation of a current proportional to the normal component
of s. To obtain an in-plane component of the spins, necessary for the spin-
galvanic effect, a magnetic field B || = is applied. Due to Larmor precession
a non-equilibrium spin polarization s, is induced,
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21761
- S0,
1 + (QLTS)Q 0

Sy = (8.43)
where 7, = Vs TsLs Ts||, Tsl are the longitudinal and transverse electron
spin relaxation times, {2 is the Larmor frequency. The photocurrent mea-
sured in the = direction is depicted in Fig. 8.4 as a function of the magnetic
field for two opposite circular polarizations of the light. In accordance with
the phenomenological equations (8.42) and (8.43) the current j, exhibits non-
monotonous variation with the magnetic field. Comparison with theory allows
to find a product g7 and the spin relaxation time if the electron g-factor is
known.

There are two different microscopical mechanisms of the spin-galvanic ef-
fect, namely, kinetic and relaxational [8.13]. The experimental data of Fig. 8.4
can be understood in terms of the kinetic mechanism. It is inherently con-
nected with the spin dependency of matrix elements, My ps, of electron
scattering by impurities, other static defects and phonons. It is convenient to
represent the 2x2 matrix Mk/k as a linear combination of the unit matrix [
and Pauli matrices as follows

My = Al + 0 - By, (8.44)

where Af,, = Agr, B, = Brir due to hermiticity of the interaction and
A_w -k = Agkr, B_p/— = —Bpi due to the symmetry under time in-
version. For the conduction subband el in a (001)-grown QW the electron-
phonon deformation-potential Hamiltonian has the form

Hpp(K k) =Zc Y i (8.45)

i=1,2,3

+Ecchv {Ulg [Ul(ké + kz) - Ug(kll + kl)] + 03 [U31(k/1 + kl) - U32(k/2 + kz)]} .

Here k', k are the electron final and initial wave vectors, u;; are the strain
tensor components induced by acoustic vibrations, =. and =, are the
conduction-band and interband deformation potential constants, the indices
1,2,3 represent the principal axes [100], [010], [001],

PA

ch = o = AN
3E4(E, + A)

h
P=—-i—(S|p.|Z) .
P =i (S]p.|2)
One can readily find the scalar A/ and pseudovector By for this particular
scattering mechanism. In the axes z || [110], y || [110], 2 || [001] the first term
in (8.45) remains invariant while the expression in braces in the second term
of (8.45) becomes

1
5(“1’1’_“%) [Ux(k; +ky) — oy (K, + kz)} to. [uzz(kly +ky) 4 uzy (K, + kx)] :
The spin-galvanic current observed in the geometry of Fig. 8.4 is caused by

the asymmetric spin-flip scattering of spin-polarized electrons in the systems
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Fig. 8.5. Microscopic origin of the spin-galvanic current in the presence of k-linear
terms in the electron Hamiltonian. The oyk, term in the Hamiltonian splits the
conduction band into two parabolas with the spin £1/2 in the y direction. If one
spin subband is preferentially occupied, asymmetric spin-flip scattering results in
a current in the x direction. The rate of spin-flip scattering depends on the value
of the initial and final k-vectors. There are four distinct spin-flip scattering events
possible, indicated by the arrows. The transitions sketched by dashed arrows yield
an asymmetric occupation of both subbands and hence a current flow. If, instead of
the spin-down subband, the spin-up subband is preferentially occupied the current
direction is reversed.

with k-linear contributions to the effective Hamiltonian. Figure 8.5 illustrates
the electron energy spectrum with the 3,04k, term included. Spin orienta-
tion in the y direction causes an unbalanced population in the spin-down
and spin-up branches. Spins oriented in the y direction are scattered along
ky from the higher filled branch, say the spin-up or |1/2), branch, to the
less filled branch | — 1/2),. The matrix elements for these spin-flip processes
are proportional to the components By . and By . of the vector By in
(8.44).

Four different spin-flip scattering events are schematically sketched in
Fig. 8.5 by arrows. Their probability rates depend on the values of the wave
vectors of the initial and final states. Spin-flip transitions shown by solid ar-
rows have the same rate. They preserve the symmetric distribution of carriers
in the branches and, thus, do not yield a current. The two processes indicated
by broken arrows are not equivalent and generate an asymmetric carrier dis-
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tribution around the branch minima in each spin branch. This asymmetric
distribution results in a current flow along the z direction.

In considering the relaxational mechanism of the spin-galvanic effect we
can ignore spin-dependence of the scattering matrix elements but should
retain quantum corrections of the order of H(l)/ E, where E is the average
electron kinetic energy. We apply the spin density matrix formalism used in
Chap. 5 while describing the electron spin relaxation and, in the same way,
assume the following hierarchy of relaxation times to be fulfilled

Tp L7 L Ts, 70 5 (846)

where 7,, 7., 7, are, respectively, the electron momentum, energy and spin
relaxation times, 7y is the electron lifetime in case of the interband optical
photoexcitation.

The conditions (8.46) allow a straightforward solution of the kinetic equa-
tion for the electron spin density matrix

9k, pr, (OPk L _

S.7.

where Gy, is the generation matrix, Q. {p} is the collision integral, (Opg/0t)s .
is the spin relaxation term, 'H;cl) and Hp are the linear-k and Zeeman Hamil-
tonians. The current is given by the standard equation (8.16). In what follows
we derive a contribution to the current linear in the coefficients 3, govern-
ing H,(cl). It means that we retain only terms linear in H(l)/ E and neglect
quantum corrections of the order Hp/E. In this approximation, in the state
of thermal equilibrium the matrix pg for electrons with non-equilibrium spin
polarization S per particle can be written as

pp={f'(Hp),1+20-S}_, (8.48)

where f°(E) is the Fermi-Dirac distribution function, {MN}, = (MN +
NM)/2, H}, is the electron effective Hamiltonian at zero magnetic field, i.e.,
the sum E,ngH,(:) with EY being h?k?/(2m*). Note that the total spin density
s in (8.41) is a product of S and the electron density N.. Practically, one
should keep only zero- and first-order terms and replace (8.48) by
0 0
ph=f1+20-8)+ %H,&” + ‘ZLE h (n,<;> : s) 7 (8.49)
where the angular frequency .Q,il) is defined according to (2.116).
First of all we demonstrate that the distribution (8.49) leads to no electric
current and the collision integral vanishes upon substitution of the matrix pg.
In order to demonstrate the absence of current we notice that the sum

j= eZTr {'f)(k)pg}
k
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after finding the trace reduces to three terms, namely

262—]”0 Ek ,

ik dfo (EY
Qezk:fo (BR) Vi (2 8)  and 26%: (2-s) = %}2’“).

The first term vanishes because of the odd parity of k f° (Ep) while the
second and third sums may be transferred into

3 [fo (EQ) Vi (n,g” : s) + (Q,(j) : s) Vi f° (E,S)}
=S (a-8) ()]

and also vanish. The second property, Qi {p°} = 0, can be checked if we write
the collision integral for any particular mechanism of electron scattering. Say,
for elastic scattering with spin-independent scattering matrix elements Vi/g
one has

Qrip} = 2% ZNz' Viere|” (8.50)
k

x {5 (E,S +HY — EY, +H,(j,)) Pk — pk/} .

Here the curly brackets with the subscript s mean the antisymmetrization
of matrices, N; is the concentration of static defects and the d-function is
understood as

0

5 (B - BR) + () — 1)) 35T

5(EQ— EY,) .

Substituting (8.49) into (8.50) and retaining zero- and first-order terms we
obtain zero by using the identity

0
dEY

0

[F(ER) — F(Ep,)] 9E0

o500 (B — Br) = =0 (B — By)) 5 F(Ey)
for any analytical function F(E).

We demonstrate the relaxational mechanism under conditions of inter-
band optical orientation by circularly polarized light and then briefly discuss
the intraband excitation. Since 7. < 79 it is not necessary to study the re-
laxation of the energy of hot photoelectrons to the bottom of the conduction
band, and the generation matrix G, in (8.47) can be written in the form

k= (g/n) {f* (Hk),1+ 20 So}, (8.51)
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where ¢ is the rate of optical excitation of electrons in the conduction band, n
is their density and Sy is the average spin of a photocreated electron relaxing
to the conduction-band bottom. As in the case with p°, one needs to expand
(8.51) up to the first-order terms

_9 [0 . %(1)@((1%)
Gk—n f(1+20' So)+aEHk +6Eh Qk SO .
We use the simple momentum-relaxation model and present the collision
integral in the form
Pk — Pg
Qript=—". (8.52)

Tp

While solving the kinetic equation (8.47) we write the spin density matrix as
P = P+ Opr (8.53)

and assume dpg to be a small correction. It is an odd function of k.

Under steady-state photoexcitation pg is time-independent, and the first
term in the left-hand side of (8.47) vanishes. After averaging the terms of
this equation over the vector k we obtain

1 1 1 1
2:—,<_+_>S+SXQL:_‘5’07 (8.54)
n 70

70 Ts

where £2, is the Larmor vector frequency, and 7, ! is the spin relaxation rate
including the contribution due to the Dyakonov-Perel’” mechanism related to

the term (i/h) [H,(cl), Pk in (8.47). These are the balance equations discussed
in Chap. 5. Now we derive, from (8.47), an equation for §f = Tr{dp/2}. Tt
has the form

1 0f° (1) 6f, 1 0f° (1)
~on M '5)+Tp*ga—Eh(9k 50)

and, therefore, the correction 6 fy is given by

of’ 7

W (g _
E (5= 9). (8.55)

0fk =h

One can see that it is smaller than the last term in (8.49) by a factor of
Tp/To. However, this is the correction contributing to the current and for a
nondegenerate gas of photoelectrons one obtains

. hk
j=2eY % 8fu = —egr, Vi (Q,(j), S — S) (8.56)
k

or, according to (8.54),
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. S
j=—egr0m, Vi (9,9), 2 4 8x QL> . (8.57)
Ts
If S is varying in time and the characteristic time of variation is long as
compared to 7, 7. then (8.56) is generalized to

as
J = —eg7pVi (O,S), So— 8- TOE) ; (8.58)
which can be just as well converted into (8.57).
In order to consider the relaxational mechanism under intraband optical
orientation of electronic spins in n-doped QWs the lifetime 79 in (8.47) should
be set to infinity. The intraband generation matrix has the form

G =2 {fo (HL), o - S} , (8.59)

S

where S is the spin generation rate per particle. Then we obtain for the
correction § f, contributing to the current

of° .

3 = haiETp 2b.§

and for the current '
j=—eN., Vi (n,g” : s) . (8.60)

Under normal incidence of the light on a (001)-grown QW the vector S is
directed along z and the current is zero. Thus, the relaxational mechanism
makes no contribution to the spin-galvanic current in the set-up of Fig. 8.4
and the latter is completely related to the kinetic mechanism.

The radiation of the COs laser causes direct e2-el optical transitions
in GaAs/AlGaAs MQWs. It can induce the resonant spin-galvanic current
at normal incidence of radiation in the presence of an in-plane magnetic
field, as this effect was observed under intrasubband transitions (Fig. 8.4).
Since the spin generation rate S, x K| o K., where K|, K, are defined
in (4.21) the spectral behavior of the spin-galvanic current must coincide
with the absorption spectrum. One can see from Fig. 4.5 that the wavelength
dependence of the spin-galvanic effect obtained between 9.2 pm and 10.6 um,
indeed, repeats the spectrum of the intersubband absorption.

8.3 Photon Drag Effect

In the calculation of the circular PGE, the photon momentum hq was ne-
glected. The photon drag effect described by the tensor T in (8.1) is entirely
owing to the existence of a photon momentum. Classically, the momentum
carried by electromagnetic waves can manifest itself through a radiation pres-
sure on a surface as described already by Maxwell. Light pressure effects are
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found in several fields of physics, namely, astrophysics, atomic and molecular
physics, solid-state physics, including metals and semiconductors, bulk mate-
rials and nanostructures. If the absorption in a solid is caused by free-carrier
optical transitions, intraband, interband, bound-to-continuum etc., these car-
riers acquire a directed motion due to momentum transfer from photons to the
particles. In bulk crystals the photon drag current was first observed experi-
mentally in the microwave region [8.16] and in quantum transitions between
the valence subbands in Ge excited by a CO5 laser [8.17,8.18]. New features
of the photon drag effect in a 2D electron gas were predicted by Vasko [8.19],
Luryi [8.20], Grinberg and Luryi [8.21] and observed experimentally by Wieck
et al. [8.22]

A reasonable estimation of the light-induced drift of quantum-confined
carriers can be obtained on the basis of the following simple argument applied
for example to a QW. If 7 is the relative absorbance and ¢ is the photon
in-plane wave vector component then the rate of momentum transfer per
particle per unit area is given by

nl
hwN,

F = hq”

This is nothing but the drag force acting upon each electron. It gives rise to
a drift velocity vq = (1,/m*)F and a current density

hay I
m* hw

The same estimation follows from the momentum and energy conservation
laws

Jjpp = eNevg = €Tp (861)

EeZ,k—i—qH - Eel,k = h"d (862)

for the direct interband optical transition (el,k) — (e2, k + q|). The kinetic
energy h%(k + q)?/(2m*) has a linear-k term, h%(k - g¢)/m*, which is rem-
iniscent of the linear-k spin-dependent term in (8.8). One can see that the
current (8.61) is obtained from the estimation (8.12) for the circular PGE
as soon as the velocity, §/h, related to the electron linear-k dispersion is
substituted by the velocity, hg/m*, of an electron with the momentum hgj.
Continuing this analogy we can use (8.10), change 3. by h*gq)/me, set 3, to
zero and P, to —1, use the identity memy/u = me + my = M and finally
come to the interband photon drag current induced under normal incidence

hq I
. e h | Mev

The photon drag effect induced by the e2-el resonant transitions can be found
from (8.30) by performing the replacement Gy + 81 — (hzqu/m*), P, — +1,
no1(e L 2) — ma1(e || 2) le.|* which leads to

_ dnor(hw)] I

. hq
]:em—ll|ez|2 727721(77360)+(T1—7'2)E d hw %, (864)
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where for the sake of brevity 721 stands for 721 (e || 2). It is worth to note that
q) le-|> = gsin® 0. In Fig. 8.6 the spectral response of the photon drag effect
in a modulation-doped GaAs/Alj 35GagesAs MQW structure is presented
[8.23]. A Lorentzian absorption is taken for the fit using (8.64). The spectral
line shape of the photon drag current yields a relaxation time ratio 7 /79 =
1.6.

0-1_" r— T T T

Sample A
T=290K
1:1/'52 = 1.6

Photon drag signal (Vus)

_04|||\|
600 700 800 900 1000 1100 1200

Wavenumber (cm’ l)

Fig. 8.6. Photon drag spectrum at room temperature of the modulation-doped
GaAs/Al,Gai—-As MQW sample, measured at a micropulse intensity of 2.5
MW /cm?. For a better signal to noise ratio, an integration is made over the en-
tire macropulse of FELIX (5.6 us). Solid line is the best fit according to (8.64).
From [8.23].

It is instructive to compare equations (8.63, 8.64) derived for particular
mechanisms with the general symmetry considerations. For QWs of the sym-
metry Cy,, the phenomenological description (8.1) gives for the photon drag
effect

jPD,:v = sz Z Ta::r;L/_L|€;L|2 + quszxy (exe;; + eyez) 9 (865)
H=x,Y,2

JpPDy = ayl Z Tyyw|€u|2 + 4ol Tyzya (eweZ + eye;) .
n=z,y,z
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In symmetrical QWs characterized by the symmetry Dsy some of the above
coeflicients T,y are interrelated, namely

The photon drag current (8.63) corresponds to equal Ty, and Ty, while
the photocurrent (8.64) is described by the coefficients Ty, = Tyys». For
more complicated band structures these relations can be violated and, more-
over, all other coefficients in (8.65) become nonzero.

8.4 Linear Photogalvanic Effect

For the linear PGE, the phenomenological equation (8.1) in QWs of the Co,
symmetry reduces to

JLPGE,x = Xaxz (€x€s +ezel) ], JLPGE .y = Xyy= (eyez + 626;) I. (8.67)

In symmetrical QWs of the point-group Dsg4, the pair of coefficients are lin-
early dependent, Xzz. = —Xyy=-

(113)-grown
p-SiGe QWs
T= 293K

i /P (10° A/W)

X

09 459 90° 1350 180° 2259 270° 3159 360°
()

Fig. 8.7. Photogalvanic current in a (113)-grown Sip.75Geo.25(5 nm)/Si single QW
normalized by the light power P as a function of the phase angle . The results are
obtained under normal-incidence irradiation at A = 280 pm at room temperature.
The full line is fitted according to (8.70). Broken and dotted lines show j, o sin2¢
and j, o sin 2¢ cos 2¢p, respectively. From [8.9].
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The Cs symmetry allows both circular and linear PGEs for normal inci-
dence because in this case the tensors v and x have the additional nonzero
components vz, see (8.2), Xozy = Xayws Xyze a0d Xyyy- As a result, under
normal incidence one has

Jo = [’szPc + Xaay (G:ce?} + eye;)] I,jy= (Xym|6m|2 + nyy|€y|2) I. (8.68)

In particular, for linearly polarized light

jLPGE,a: = IXz:cy sin 2av jLPGE,y =1 (X+ + X - cos 20‘) ) (869)

where x+ = (Xyzz £ Xyyy)/2 and « is the angle between the plane of polar-
ization and x. Figure 8.7 presents the measured dependence of j, and j, as
a function of the angle « and the fit to (8.69) for a p-type SiGe (113)-grown
asymmetrical QW structure. In the experimental setup, where the laser light
is linearly polarized along z and a A/4 plate is placed between the laser and
the sample, (8.68) takes the form

Jz =1 (Vaz + Xaazy c0s2¢)sin2¢, j, = I (x4 + x— cos2¢p) , (8.70)

where ¢ is the angle between the initial plane of linear polarization and
the optical axis of the polarizer. The circular and linear polarizations of the
incident light vary with ¢ in accordance to P. = cos g, see (8.5), and P, =
sin . In Fig. 8.7 experimental data and a fit to these functions are presented
for the same p-type SiGe (113)-grown QW structure.

The linear PGE was observed in some insulators as early as the 1950s, and
possibly even earlier, but was correctly identified as a novel phenomenon only
in 1974-75 [8.24,8.25]. In semiconductors, the linear PGE was first observed
on tellurium [8.26,8.27] and then studied in detail on p-GaAs [8.28].

Microscopically, a current of the linear PGE consists of the so-called bal-
listic and shift contributions [8.29-8.32]. The first of them is described by the
conventional equation

j=ce Z Wn/n(vnm}g" ) — ’Unngn)) . (8.71)

nn’

Here the index n describes all quantum numbers characterizing the electron
eigenstates, namely the band and subband labels, spin sublevel and wave
vector k; the probability transition rate from the state n to n’ is given by
Fermi’s golden rule

27
Wn’n — E |J\4n/n|2 (fn - fn’)(S(En’ - En) 5 (872)

M., is the transition matrix element, v, and T,E") are the electron velocity

and momentum relaxation time in the state n, f, is the distribution func-
tion, or the occupation, of the state n. The energy FE,, includes the photon or
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phonon energy in the initial or final state. Equation (8.71) is a contribution
to the general expression for the current (8.13) of diagonal components of
the electron density matrix, p,, = f., and of the velocity v,, = v,. The
ballistic current is nonzero only if one simultaneously includes in M,,/,, carrier
interaction both with a photon and with another particle, a phonon, impu-
rity or static defect, another electron or hole, including a geminate partner
photocreated in the same photoabsorption process. In other words one needs
to go beyond the Born approximation in calculating M,,,,.

The second contribution to the linear PGE current comes from inclusion
in (8.13) of the nondiagonal components p,, and v, with n’ # n. This
current was shown [8.31] to originate from the shift of the wave packet’s
center-of-mass in quantum transitions and can be written as

For the shift in the real space we have
R,y =— (vk + vk’) Dprn + 20 — (2 ) (874>

where &,,,, is the phase of the transition matrix element, k and k' are the
wave vectors in the states n and n’, £2,, is the diagonal matrix element of the
coordinate

02, = i/uflvkun dr

and w, (r) is the Bloch periodical amplitude. In a steady-state regime, when
the processes of generation, scattering and recombination are taken altogether
into consideration, the contributions associated with §2,, vanish since they
describe the static charge redistribution. The first term in the right-hand
side of (8.74) can be rewritten as

I {M}, (Vi + Vie) My}

R, = FYNE

(8.75)

This form is useful for practical calculations. It is worthy of note that a shift
of an electron under the quantum transition has a physical tie to the well-
known Goos-Hénchen effect in classical optics [8.33]. In the latter, the totally
reflected beam is spatially displaced with respect to a ray reflected by the
geometrical interface between the two media. The physical connection be-
comes apparent when considering the totally reflected beam a superposition
of plane waves and taking into account that the phase shift under reflection
is a function of the angle of incidence [8.34,8.35].

To illustrate, we estimate the linear PGE under the hhl — el interband
transitions induced by linearly polarized light normally incident on a [hhl]-
grown QW (h # 0). The shifts (8.75) become nonzero if both even and odd
terms in k are included into the interband matrix elements. For transitions
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from the heavy-hole subband the optical matrix elements can be presented
by

Moo (k) = Mot s1y2,m1,23/2 (k) = FiMo(eq £ ie,) + Q5 kae] . (8.76)

The first term on the right-hand side is the main contribution described by
Table 2.2 while the complex coefficients Qgi) describe linear-k corrections.
They satisfy the conditions

- +)* + +
QL) =ay) . Q) = e
From (8.75) we obtain
Rewx(k,£) = My (%Re {Q<+>}A +e,Tm {c,2<+>}A > ..  (8.77)
I "
Now we can start from the interband matrix elements written in the principal

axes Tg, Yo, zo and rewrite them in terms of x,y, z components. As a result,
the ratios QE\Z)/MO can be presented as

= =sinf—,
My My Q
me o . P ny . . P
=isinf—, = —3isinf— ,
My Q° M, Q

where the parameters P and @ are introduced in (3.210), and 6 is the angle
between the axes [hhl] and [001]. Then from (8.73) and (8.77) we come to
the shift contribution to the interband photocurrent

Jz = esin G%g%wey , jy =esin Gnc—hffg (€2 —3cos’fer) . (8.78)
Particularly, for QWs grown along [111] and characterized by the C3, symme-
try, we have 3 cos? # = 1 and obtain the polarization dependence j, o 2ezey,
Jy X e2 — ei which follows as well from the general symmetry considerations
for the Cj3, point group (Table A.4).

For the estimation of the ballistic photocurrent we should consider indirect
interband transitions. Similarly to (8.40) the compound matrix element of the
transition has the form

Mérllfiil/2;hh1,i3/2(k/’ k) (8.79)
ch,kov(k) Mcv(k')V,:,k
Eak—Eppie —hw—1y  Eppier — Eppae £ 02 — iy’

where v — +0 and Vj;/, are the scattering matrix elements in the conduction
and valence bands. While calculating the square modulus of M4, the energy
denominators are transformed using the identity
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1

~y—+0

1
Only the terms containing the product of the real part for one of the denomi-
nators in (8.79) and the imaginary term for the other denominator contribute
to the current. Therefore, the effect is due to the transitions where the en-
ergy conservation law holds not only between the initial and final states but
also for one of the intermediate states as well. Formally it means that the

following part
mIm { Ve Ve M, (k) Meo (K')

o (_5(Ee1,k — Epni e — hw) L 0(Enrni k' — Ennik) )
Evpi ke — Evnik Eeik — Enni g — Iw

of |[M™4|2 contains a contribution antisymmetrical in k. Substituting this
expression into (8.71) and taking into account the k-dependent correction
to M.,(k') one can complete the calculation. The ballistic contribution to
the photocurrent has the same order of magnitude as the shift contribution.
Really, the antisymmetric part of |M14|2 is proportional to the product V¢V
while the momentum relaxation times in (8.71) are proportional to (V¢)~2 or
(V¥)~2 so that the dependence of the ballistic current on the absolute values
of electron-photon or electron-defect coupling constants disappears.

The linear PGE can also be induced in noncentrosymmetric SLs, i.e., in a
saw-tooth SL, and MQW structures, i.e., in MQWs with asymmetric double
wells, under illumination with unpolarized light [8.36-8.39]. The photocurrent
is generated along the growth direction z because of the lack of reflection
symmetry z — —z. Note that in MQWs the effect has a threshold at the
edge of transitions between quantized and continuum states, the so-called
bound-to-continuum or above-barrier transitions.

8.5 Saturation of Photocurrents at High Light
Intensities

Here we discuss nonlinear behavior of the linear and circular PGEs, which will
take place with increasing the light intensity due to saturation or bleaching
of the absorption. Since the saturation effect was observed on p-doped QW
structures [8.40] we consider direct intersubband optical transitions from the
heavy-hole subband hhl to higher subbands, say the [h1l subband.

Spin sensitive bleaching can be analyzed in terms of the following simple
model taking into account both optical excitation and nonradiative relax-
ation processes. The probability rates for direct optical transitions from the
hhl states with m = £3/2 to higher subbands are denoted as W. For lin-
early polarized light, W, and W_ are equal. For the circular polarization,
right-handed, o4, or left-handed, o_, the rates Wy are different but, due
to time-inversion symmetry, satisfy the condition W4 (0+) = W_ (o). The
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photoexcited holes are assumed to loose their spin orientation in the course
of energy relaxation to the bottom of the hhl subband, due to rapid spin
relaxation in hot states. Thus, spin orientation occurs only in this subband.
If p; and p_ are the 2D densities of heavy holes occupying the subbands
(hh1l,+43/2) and (hhl,—3/2), respectively, then the rate equations for pi
can be written as

op+ | p+ —D— _ 1
5 + 5. W, + 2(WJr +W_), (8.80)
Op— | p——p+ _ 1

The second terms on the left-hand side describe the spin relaxation trying
to equalize the population in the (hhl,£3/2) spin branches. The first terms
on the right-hand side describe the removal of holes from the hh1 subband
due to photoexcitation while the second terms characterize the relaxation of
holes which come down to the (hh1,+3/2) and (hhl, —3/2) states with equal
rates. If the laser-pulse duration is longer than any relaxation time, the time
derivatives in (8.80) can be omitted and, instead of this equation, we have

Pr =P _wy—w). (8.81)

TS
The hole-removal rates can be presented in the form

We= 20— P14 p), W= (4 poP) (=), (382)

N =
gl=

where p is the hole spin polarization degree (py — p_)/(py +p_), 7 is a
function of the light intensity I, the parameter py is defined as the ratio
(W_—-W,)/(W_+W,) for the o, -polarized radiation of low enough intensity
where 7 is constant and W is proportional to I. The factors 1 £ po P, take
into account the sensitivity of optical transitions to the circular polarization
of light and spin of involved particle. The factors 1 £ p take into account
that the transition probability rate depends on the occupation number of the
initial state and, hence, on the hole spin polarization. Substitution of (8.82)
into (8.81) leads to the linear equation for p

Ps nl
== 10 P.—p), 8.83
T P = e (poPe = p) ( )

where p, is the hole density and we rewrote py — p_ as pgp. The solution

reads
Tsnl/(pshw)
L+ [rnI/(pshw)] -

Bleaching of absorption with increasing the intensity of linearly-polarized
light is described phenomenologically by the function

p=pole (8.84)
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Fig. 8.8. Photogalvanic current j, normalized by the intensity I as a function
of I for circularly (curve 1) and linearly (curve 2) polarized radiation at T = 20
K. The inset shows the geometry of the experiment; é indicates the direction of
the incoming light. The current j, flows along [110] direction at normal incidence
of radiation on p-type (113)A-grown GaAs/AlGaAs QWs. In order to obtain the
circular PGE right or left circularly polarized light has been applied. To obtain the
linear PGE linearly polarized radiation with the electric field vector E oriented at
45° to the z direction was used. The measurements are fitted to j, /I < 1/(I+1/I;)
with one parameter I, for each state of polarization (full line: circular, broken line:
linear). From [8.40].

()= —2 (8.85)

where 9 = n(I — 0) and I, is the characteristic saturation intensity con-
trolled by energy relaxation of the 2D hole gas. Since the photocurrent of
linear PGE, jrpgEg, induced by the linearly polarized light is proportional to
nl, one has
JLPGE 1
I 1+ £

(8.86)

The circular current jopgg induced by the circular polarized radiation is
proportional to W, — W_  p. Substituting n(I) from (8.85) into (8.84) we
find after some development
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JLPGE 1
a b
I 1+I(1;+IL>

(8.87)

where Iss = pshw/(noTs)-

The measurements illustrated in Fig. 8.8 indicate that the photocurrent
Jjo at a low power level depends linearly on the light intensity and grad-
ually saturates with increasing intensity, j, o I/(1 + I/I»€), where 1€
is the saturation parameter for linearly and circularly polarized radiation.
This corresponds to a constant absorbance at low values of I and decreasing
absorption with rising I. From (8.86, 8.87) we obtain

-7 IC _ IseIss

Ik —_— .
s IS€+ISS

s (8.88)
One can see from Fig. 8.8 that the measured saturation intensities I#C are
different, namely I¢ < IL. This is in agreement with theory. The saturation
of the absorption of linearly polarized radiation is governed by the energy
relaxation time 7. whereas in case of the circular polarization it is governed
by both 7. and 7. If 74 is of the order of 7. or larger, the saturation becomes
spin sensitive and the saturation intensity of circularly-polarized radiation
drops below that for the linear polarization.

Taking into account that I, = I*IC /(I — I€) and using the measured
values of I, IC one can estimate the parameter I, = pshw/(no7s) and even
the time 75. The latter is possible if the absorbance 7y is known from an
independent experiment or theoretical calculation, see details in [8.40,8.41].

8.6 Chirality Effects in Carbon Nanotubes

The point-group symmetry of a chiral medium makes no difference between
polar and axial vectors. Thus, by definition, the chirality effects are those
where a polar vector and an axial vector (or a pseudovector) are intercon-
nected by a phenomenological equation. Here we consider chirality related
effects in photogalvanic, electron-transport and optical properties of carbon
nanotubes. For this purpose we apply the effective mass theory used previ-
ously in Chaps. 3, 4 for the analysis of absorption spectra of one-dimensional
structures. It will be shown that the chiral properties are determined by
terms in the electron effective Hamiltonian describing the coupling between
the electron wave vector along the tube principal axis and the orbital mo-
mentum around the tube circumference (Chap. 2). We derive equations for
the circular photocurrent and magneto-chiral dc electric currents, which are
linear in the external magnetic field and quadratic in the bias voltage or
amplitude of the electro-magnetic field. Moreover, we perform analytic esti-
mations for the natural circular dichroism and magneto-spatial effect in the
light absorption.
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8.6.1 Circular Photocurrent in Nanotubes

In chiral nanotubes, the circular PGE is an electron analog of a screw thread
or a plane with a propeller. In this case the tensor « in the general phe-
nomenological equation (8.1) has only one nonzero component ., and the
dc circular photocurrent is described by

Jepae,: = Ivi(e x €")., (8.89)

where 7 = 7, is a real coefficient. For a wave propagating along the nanotube
principal axis z, one has instead of the above equation

JcpGr,: = IVF: . (8.90)

We remind that the circular photocurrent reverses its direction under in-
version of the light circular polarization and vanishes for linearly-polarized
excitation.

The consideration of the circular PGE and spin-galvanic effect in QWs in
Sects. 8.1 and 8.2 is based on allowance of spin-dependent linear-in-k terms
in the electron effective Hamiltonian. In carbon nanotubes the spin-orbit in-
teraction is negligible and the similar role is played by the coupling between
n and k, described by (2.82). Here we take a chiral carbon nanotubes with
v = 1, assume that the tube is n-doped and consider the direct intersubband
optical transitions of electrons from the lowest to the first excited conduc-
tion subbands. Taking into account the conservation of the angular momen-
tum z-component the allowed transitions are as follows: (¢,n = 0,k,, K) —
(¢,n =1,k,, K) under o, excitation and (¢,0,k,, K) — (¢, —1,k,, K) under
o_ excitation. In accordance with (8.90) they lead to circular photocurrents
of opposite polarities.

In a 1D system with parabolic subbands, only two values of k., satisfy the
energy conservation law

E(c,1,kX,K) — E(c,0,kT, K) = hw . (8.91)
Their average value k, = (k! + k. )/2 is nonzero because of the linear-k,
terms. The electron average velocities in the excited and initial subbands
coincide and are equal to

_ m1B1 — mofBo
? h(m1 — mo)

It follows then that the photoexcited carriers contribute to an electric current
before they loose their average velocity because of the momentum relaxation.
Under the steady-state optical excitation this mechanism leads to the pho-
tocurrent

JcpaE,z = eWiov, (TIgl) — TISO))PC , (8.92)
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where W7 is the probability rate for the intersubband transitions and TIS") is
the momentum scattering time in the n-th subband. We ignore in (8.91) the
small frequency region where the terms linear-in-k, exceed or are comparable
with the terms quadratic in k,. Then one can use the expression [8.42]

o 2me?] 1 k.,
Wio= (1

2
_ 0 J—
7 w2en, 32 \n ]ﬂ,o) fe(Eo) g10(A1o — hw) (8.93)

derived for B, = 0. Here I is the light intensity in units energy - length™"' -
time™!, k, o is the size-quantized wave vector (2.78) at n = 0, the 1D reduced
density of states equals to

K212 1 [ 2u10\ ">
() =2 Yoy 5= L (F2) - op)

the factor of two makes allowance for the spin degeneracy, 6(x) is the step
function, —uy, is the inverse reduced effective mass m; " —mg ' [since m; >
mo, a value of 1 is positive and g19(F) is defined for negative values of E|,
and fJ(Fp) is a value of the equilibrium distribution function at the energy
Ey = (B*kZ/2mqg) = (p10/m0)(A10 — hw) = 2(A1p — hw).

Equation (8.92) gives one of four possible contributions to the circular
PGE. Three others are also related to the photoexcitation asymmetry in the
k. space. They arise due to the k, dependence of the optical matrix element,
momentum relaxation time and electron equilibrium distribution function. A
sum of all four contributions is given by

jepce = eWio(ly 4 lm + 1 +1y) , (8.94)

where the lengths [, l,,,1;,l; are related to the photoexcitation asymmetry
arising due to the k.-dependence of the velocity and density of states (I,),
of the squared matrix element (I,,), of the momentum relaxation time (I,)
and of the equilibrium distribution function (I;). For the optical transitions
under consideration the straightforward derivation results in [8.42]

2
Y

z _650< @ dinzs") (O)dlnT,So)>
T — T Tp

( M — 2700 (8.95)

h dinE;, P dinE,

350 0) _ (1) Aqp — 0
leT(QTp ) === T [1—f( o) -

Here fO is the equilibrium distribution function, we assume that in equilib-
rium the upper subband (¢, 1, K) is unoccupied, and Ey is the initial energy
of an electron photoexcited from the subband n = 0. Obviously, the momen-

tum relaxation time ngl) is shorter than T,SO) because a photoelectron excited
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to the subband (¢,n = 1) can be readily scattered to the subband (¢,n = 0).
For crude estimations one can use the equation

jopae,: = eWio(Bo/R)Tp P: (8.96)

which is just another form of the estimation (8.12). For the band parameters
of carbon nanotubes, L < 100 A and under the saturation of the optical
transitions (high-intensity pulsed laser radiation), the photocurrent jopcre
can amount a value of 1072 A. It can be significantly enhanced in recently
discovered carbon-nanotube crystals [8.43]. Note that in undoped nanotubes
the circular PGE disappears because the contribution to the circular pho-
tocurrent due to interband optical transitions from (v,n, K) to (¢,n + 1, K)
is completely compensated by that due to transitions from (v, —n—1, K') to
(¢, —n, K') as a result of a particular charge conjugation symmetry of carbon
nanotubes.

We conclude this subsection by comparing the circular photocurrent
(8.96) with the photon drag current which is independent of the sign of
the circular polarization. In accordance with (8.61) the photon drag effect is
estimated as

. I
Jep ~ eWip —qu, (8.97)
mo

where ¢ is the photon wave vector (in vacuum ¢ = w/¢). Thus, for fiw = 0.1
eV we have jopagr/jpp ~ Bomo/(h3q) ~ 3.

It is worth-while to remind that, in addition to the circular PGE, in
noncentrosymmetric media a photocurrent of another kind can be induced
by the electro-magnetic wave. It is the linear PGE described in (8.1) by a
third-rank tensor x,, symmetrical with respect to interchange of the indices
w1 and v. Ideal carbon nanotubes are unpolar with their principal axis, z, being
two-sided which forbids nonzero components .. In B,C,N_ nanotubes the
symmetry is reduced, the principal axis is polar and the linear PGE becomes
allowed as predicted in [8.44]. In the next subsection we show that, in the
presence of an external magnetic field B || z, the photocurrent can be induced
by linearly-polarized or unpolarized photoexcitation even in an ideal carbon
nanotube.

8.6.2 Magneto-Chiral Currents and Optical Absorption

Other chirality effects allowed in chiral nanotubes are as follows.
(a) Magneto-chiral photogalvanic effect described by

7z :IBZ(A|\‘62‘2+AL|6L|2)- (898)

It was predicted in [8.1] for bulk gyrotropic crystals and observed first in QW
structures [8.45,8.46] (e, e are the longitudinal and transverse components
of the polarization unit vector e, B, is the external longitudinal magnetic
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field). For the interband transitions (v,0) — (c¢,0) excited in an undoped
carbon nanotube by the linearly polarized light E || z, one has the following
estimation for the magneto-chiral photocurrent

¢
e~ eWOCé’prgdj—O ,
where & is the magnetic flux, B,L?/4, passing through the cross section of a
tube and @y is the magnetic flux quantum, ch/e. For B, = 10 T and L = 100
A, the ratio &/®y ~ 2-10~2. While deriving the above equation we took
into account that, in an external magnetic field, in the expression for the
quantized value of k,, one should change n by n + (®/®¢). Then, for v # 0,
the band gaps A(K) and A(K’) differ and the contributions from the K and
K’ valleys to the magneto-chiral photocurrent do not compensate each other.
(b) Magneto-chiral conductivity described by the second term in the

current-field relation
j. =oF, + AF?B, (8.99)

predicted for gyrotropic crystals [8.47] and simple spiral nanotubes [8.48]
and observed recently by Rikken et al. in chiral carbon nanotubes [8.49] (F;,
is the dc electric field, o is the conventional conductivity). The magneto-
chiral conductivity becomes nonzero if one takes into account that in the
case of a chiral carbon nanotube the electron-phonon deformation potential
has contributions both even and odd in k,. For a doped nanotube with the
Fermi energy EF one can obtain [8.42]

6j.  AF.B, N

. eF,t,v &
39—=2P 1~
J» o St A hdy’

where the parameter v is the tight-binding parameter defined in (2.72). For
L =70 A, B, = 10T, F,7,y/h = 0.01 V and Er = 0.1 eV we obtain
5]2/]2 ~ 1073,

(¢) Natural optical activity and circular dichroism, the latter described by

W(oy) —W(o-) x g, (8.100)

with ¢, being the z-component of the light wave vector and W (o), W(o_)
being the absorption rates for the o and o_ circularly-polarized radiation.
For carbon nanotubes, the effects (c) were considered theoretically in the
framework of the microscopic tight-binding model by Tasaki et al. [8.50].
Below we present an estimation for the natural dichroism derived for the
interband optical transitions taking place in the vicinity of the gap, Afj,
between the (v, 1, K) valence and (¢, 1, K) conduction bands

W(oy) - W(o-) Ba:

D= ~ .
W(oy)+W(o-) hw— A5

The product B¢, can be estimated as 0.1 meV. It is instructive to present
here as well an estimation for the magneto-induced dichroism
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p~_ A2
hw — ASY &y
(d) Magneto-chiral absorption (or emission) described by the second term
in the equation for the light absorption (emission) probability rate

W(B.) = W°+aB.q. (8.101)

and observed in few chiral media, see [8.51,8.52] and references therein. Note
that the first magneto-spatial dispersion effect was reported by Gross et al.
[8.53]. The magneto-chiral correction is expected to be more remarkable for
optical transitions in the vicinity of the gap A§g. In this case it is given by

Wss _ aB.q. Bq.Ago o

Wy~ WO T (hw — A2 b

It is worth to mention effects which are inverse to the circular and
magneto-chiral PGEs. In the absence of magnetic field the dc current in
a carbon nanotube should induce the circular dichroism of the optical ab-
sorption or the circular polarization of the photoluminescence. Up to now
the effect of the electric current on the optical activity has been observed
only in bulk gyrotropic tellurium [8.54]. In the presence of an external mag-
netic field parallel to a nanotube the current j, should induce a change in
the photoluminescence intensity proportional to j,B,.
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“It is not the end yet!”

Hexagram N 64 of Chinese “Book of Changes”

At the opening and concluding sessions of International Conferences on the
Physics of Semiconductors (ICPS) the speakers are traditionally encouraged
to describe in broad terms the state and future of semiconductor physics. In
his introduction to the 6th ICPS (Exeter, 1962) Sir Nevill Mott predicted the
death of semiconductor physics on about a ten year time scale. In the clos-
ing address at the 11th ICPS (Warsaw, 1972) J.J. Hopfield reminded those
words of Mott. Nevertheless, he also expressed his own doubts in the future of
semiconductor physics as a part of the fundamental physics and, among clear
promises for continued science, mentioned “systems of lower dimensionality”
and “opto-electronics”. In fact, the expectations that in the seventies-eighties
all fundamental problems would have been solved were rather strong. Sur-
prisingly, the approaching crisis had been resolved in a positive way. It is
true, nowadays the interest in investigation of bulk semiconductor crystals
is limited. However, they represent only a small area of a big field occupied
mainly by semiconductor nanostructures. L.J. Sham openly expressed his op-
timism in the program summary at the 17th ICPS (San Francisco, 1984) and
predicted the continued flourishing of semiconductor physics. More recently,
in his welcome address to participants of the 25th ICPS (Osaka, 2000), H.
Yoshikawa emphasized that “semiconductor physics is one of the most im-
portant research areas of basic physics, and many important discoveries or
the creation of new concepts in this area have greatly influenced the other
research fields of basic science”.

At present the optimism in liveliness of semiconductor physics is founded
on the exciting progress in nanotechnology. The latter is aimed at the de-
velopment and use of devices that have a size of only a few nanometers.
The top-down and bottom-up approaches to produce nanostructures on a
molecular level by a suitable sequence of chemical reactions or lithographic
techniques may result in a close and efficient link between physics, chemistry
and biology as it took place in physics and chemistry during 30 years after



398 9 Conclusion

appearance of the first semiconductor rectifiers and photocells at the end of
1920’s.

Now it is widely accepted that basic studies are crucial to expose new
ideas and opportunities to fabricate by design the three-dimensional compli-
cated nanoobjects by using atoms, molecules, clusters, nanoparticles, super-
lattices, quantum wells, wires, dots, rings, nanotubes, nanomagnets etc. as
building blocks. Optics can play an important role for the characterization
and optimization of such objects provided it retains its freedom and status of
fundamental science. For example, the extension of quantum electrodynamics
to describe the interaction between N-dimensional (N = 0,1,2,3) photons
and N’-dimensional (N’ = 0,1,2,3) excitons has direct implication for the
development of lasers based on quantum microcavities. The nanotechnolo-
gy related to making artificial heterostructures of different dimensionalities
needs the basic knowledge on interfaces and their properties. The interface
physics seems to be growing out of its infancy. The better understanding
in this area can be also achieved in the basic research of optical and trans-
port interface-dependent phenomena, i.e., the phenomena dependent on the
character and orientation of chemical bonds at the interface. And one more
example: Semiconductor spintronics has reached a stage of understanding
various mechanisms of spin injection, accumulation, detection and manip-
ulation, both optical and nonoptical. But the common feeling is that novel
conceptual ideas are needed to trigger the realization of effective spin devices.



Appendix. Character Tables of Point Groups

Below we present character tables of some point groups and examples of bases
of irreducible representations.

Table A.1. Group Cs. The mirror plane oy, is perpendicular to the axis = and
contains the axes y, z. J; are components of an axial vector.

€|op
AT Ny zyza® 9% 2% Je
A™ Vs wy; w23 Jy; J-

Table A.2. Group C2,. The mirror planes o,, o, are perpendicular to the axes
x and y respectively, the two-fold rotation axis is parallel to z.

e|Cy |0, |0,
AT 1 |1 [z 22 9% 22
A7 |11 |—1|-1||zy; J.
BT||1|-1{1 |-1|ly;yz; J.
B7|1|—-1|-1|1 ||z;zz;J,

Table A.3. Group D24. The mirror-rotation axis S4 is parallel to z, the mir-
ror planes o4, 0} are perpendicular to the axes x and y respectively, the two-fold
rotation axes wug,u5 are obtained from z,y by the rotation around z by 45°.

eC2 25’42u220d
Al 1 Ju 1 [[2% a2 42
Al 1 =1 =1 (.
Bil1[r |1 1 |-1 [[2% —4?
Bol||1|1 |-1 |—1 (1 zZ;xy
EJ1=2[0 0 0 [[(=,9); (Jy, Ja); (x2, —y2)
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Table A.4. Group Cs,. The three-fold rotation axis is parallel to z, one of the
mirror planes o, contains the axis z.

Ay 2 2% 0% +y?

Ao|[1|1 =1 (|J,

E 2110 |(x,v); Cry, 2 — v?); (w2, y2); (Jy, —J2)
Table A.5. Group T,;. The symmetry operation o4 is mirror reflection with

respect to one of these six planes: (110), (110), (101), (101), (011), (011); z,y, 2 are
the principal axes [100], [010] and [001], respectively.

[umry ey )
[
—

(§ 803 302 60’d 654
Al T 1 {2+ 22
A1 |1 |1 |1 ||lwyz; {Judydst)s
El2[-11]2 [0 [0 [[VB(x2—y?), 222 — 22—
F3/0 |—1|-11 |Jg,Jy,J:
F 310 |-1 1 |=1|(z,y,2); (yz, zz,zy)
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two-pole, 105
dielectric tensor, 61, 199
in MQWs, 117
in SL, 202
diffraction, 133, 137
dispersion equation



424 Index

electron in a SL, 59
exciton polariton

in MQWs, 103

microcavity, 346, 349
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selection rules, 172
intrasubband transitions, 21
assisted by phonons, 192, 374
defect-assisted, 191
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Kramers degeneracy, 52
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light scattering, 287
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spin-density fluctuations, 295
double resonance, 320
2s-1s, 323
Raman, 307
confined optical phonon, 313
folded acoustic phonons, 305
intersubband excitations, 300, 302
optical phonons, 297
spin-flip, 242, 315
Rayleigh, 128, 291
Stokes or anti-Stokes, 289, 293, 306,
312
linear-circular dichroism, 333
longitudinal-transverse splitting, 86,
90, 106, 253, 263
in bulk materials, 237
in QWs, 254
in SLs, 106
Lorentz force, 232
Lorentzian pulse, 334

many-valley semiconductors, 181
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material relation, 60, 139, 289

Maxwell equations, 60, 128

miniband, 1, 4, 59, 147, 171, 183, 197
acoustic, 64

nanocrystal, 10, 260
hexagonal, 264
non-Markovian processes, 211
nonparabolicity, 30
hole subbands, 27, 28, 186, 373
in microcavity, 354
in the Kane model, 34

optical alignment
exciton, 260, 265
in QDs, 273
of photoelectron momenta, 249
optical orientation, 225, 379, 381
exciton, 265, 275
hot electrons, 249
in QDs, 274
optically detected magnetic resonance
(ODMR), 197, 242, 258
orientation-to-alignment conversion,
271, 273

phonon
acoustic
dispersion, 63, 64
folded, 1, 63, 305
in nanocrystals, 308
longitudinal, 63
interface mode, 62, 314
optical, 62, 299
confined, 1, 310, 311
surface, 62
phonon-polariton, 137
plasmon-phonon, 299
photoelastic coefficient, 305
photogalvanic effects (PGE), 325, 361
circular, 361
in nanotubes, 392
interband, 367
intersubband, 370
intrasubband, 373
linear, 361, 384
ballistic, 385, 387
in nanotubes, 394
shift, 385, 387

magneto-chiral, 394
photon drag, 362, 381
in nanotubes, 394
saturation, 390
spin-galvanic, 362, 374
kinetic mechanism, 376, 381
relaxational mechanism, 378
photoluminescence (PL), 203, 290
band-to-band, 203
bound-to-free, 204
exciton, 204, 270
hot, 204, 248
micro-PL spectra, 217
PL excitation spectra, 203, 329, 334
spectral intensity, 208
time-integrated, 213
time-resolved, 210
photomagnetoelectric effect, 361
photonic band gap, 115
photonic crystal, 1, 128
plasmon, 294, 304
acoustical, 304
in QWRs, 304
intersubband, 175, 302
plasmon-phonon mode, 299
pseudopotential method or model, 19,
264
pseudospin, 267, 270, 358

quantum beats, 247, 258, 350

quantum dot (QD), 1, 9
cone-shaped, 47
lens-shaped, 48
parabolic, 45
pyramid, 51, 258
rectangular, 42
self-organized, 10
spherical, 43, 243
vertical, 45
vertically coupled, 11

quantum microcavity, 1, 324, 344

cylindrical, 351
polariton-polariton scattering

magic angle, 355
Rabi splitting, 345, 348, 350
strong-coupling regime, 345, 348, 349
two-oscillatory model, 344
weak-coupling regime, 345

quantum well (QW), 1, 16



double, 1
multiple (MQWs), 1, 4
anti-Bragg, 108, 110
near-Bragg, 109
resonant Bragg, 107, 115
semimagnetic, 167
single, 1, 3
quantum wire (QWR), 1, 6
cylindrical, 33, 243
grating of QWRs, 137
H-shaped, 37
L-shaped, 37
quantum well wire (QWW), 7
rectangular, 34, 245
T-shaped, 8, 36
V-shaped, 7
quantum-confined Pockels effect, 153,
155, 157
quantum-confined Stark effect, 144,
146, 157

reflection

a stack of N QWs, 110
resonant Bragg structure, 112, 115

arrays of QWRs and QDs, 128
2D QD lattices, 136

Fresnel coefficient, 96

in magnetic field, 163
magneto-optical layers, 168

infrared, 199

polar Kerr effect, 164
rotation angle, 165

quantum microcavity, 346

single QW, 88, 92

scattering cross-section, 291, 294
free carriers, 291
intersubband excitations, 300
phonons, 296, 299
spin-flip, 315
scattering or Raman tensor, 312, 313
second-harmonic generation, 325, 339
excitonic effects, 340
in cascade laser, 343
intersubband transitions, 341
semimagnetic semiconductor, 165, 321
paramagnetic phase, 167
spin-glass phase, 167

Index 427

type-I-type-II transition, 167
Snellius relation, 346
spin relaxation mechanisms, 228
Bir-Aronov-Pikus, 228, 237
D’yakonov-Perel’, 228, 232, 268, 380
Elliott-Yafet, 228, 238
interaction with nuclei, 237
spin-density matrix, 227, 229, 368
exciton, 265
spin-orbit interaction or coupling, 22,
53, 54, 265
Stokes parameters, 163
Stokes shift, 205, 216
subband, 1, 4, 17, 171, 197
metal-oxide-semiconductor, 183
valence, 29, 186
superlattice (SL), 1, 4
compositional, 5
Fibonacci, 6
Stark ladder, 147, 321
transition from type-I to type-1I, 78
two-dimensional, 137
superradiant mode, 115, 137, 338
susceptibility, 325
electronic, 293
nonlocal, 96
second-harmonic, 340

tight-binding approximation, 185
tight-binding model or method, 28, 263
atomic orbital, 280
Hamiltonian, 280
planar orbital, 280
time inversion, 27, 40, 41, 368, 376
transfer matrix, 58, 102
eigenvalues, 110
through a SL period, 58
unimodularity, 59
transmission
quantum microcavity, 346
resonant Bragg structure, 112
single QW, 92
trion, 82, 98, 275
binding energy, 83
localized, 220
trial function, 83

Wannier-Stark localization, 147
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