lopscience = [lopscienceioporg

Home Search Collections Journals About Contactus My IOPscience

Theory of excitonic confinement in semiconductor quantum wires

This article has been downloaded from IOPscience. Please scroll down to see the full text article.
1999 J. Phys.: Condens. Matter 11 5969
(http://iopscience.iop.org/0953-8984/11/31/306)

View the table of contents for this issue, or go to the journal homepage for more

Download details:
IP Address: 171.66.16.214
The article was downloaded on 15/05/2010 at 12:20

Please note that terms and conditions apply.



http://iopscience.iop.org/page/terms
http://iopscience.iop.org/0953-8984/11/31
http://iopscience.iop.org/0953-8984
http://iopscience.iop.org/
http://iopscience.iop.org/search
http://iopscience.iop.org/collections
http://iopscience.iop.org/journals
http://iopscience.iop.org/page/aboutioppublishing
http://iopscience.iop.org/contact
http://iopscience.iop.org/myiopscience

J. Phys.: Condens. Mattéf (1999) 5969-5988. Printed in the UK PIl: S0953-8984(99)01597-0

Theory of excitonic confinement in semiconductor quantum
wires

Fausto Rossit18, Guido Goldoniti, Oskar Mauritzt$ and Elisa Molinaritt

T Istituto Nazionale per la Fisica della Materia (INFM), Italy

¥ Dipartimento di Fisica, Universitdi Modena e Reggio Emilia, Via Campi 213/A, 1-41100
Modena, ltaly

§ Dipartimento di Fisica, Politecnico di Torino, Corso Duca degli Abruzzi 24, 1-10129 Torino,
Italy

Received 4 February 1999

Abstract. We review our theoretical approach to the optical response of low-dimensional
semiconductor structures. The method is based on the density-matrix formalism and can treat
low-density (excitonic) and high-density (gain) regimes on the same footing while retaining the
full complexity of realistic nanostructures. We discuss in particular its generalization for studying
the combined effects of dielectric and quantum confinement, as well as novel developments aimed
at the analysis of local absorption spectra.

We examine the main effects of electron—hole Coulomb correlation on the optical spectra of
semiconductor guantum wires, where it determines the suppression of band-edge singularities and
the peculiar scaling properties of excitonic binding and non-linearities. On the basis of our recent
results on different types of nanostructure, we present a critical discussion of possible strategies
for tailoring electron—hole Coulomb interaction, and predicting its influence on near-field spectra.

1. Introduction

During the last decade the optical properties of quasi-one-dimensional structures, the so-called
quantum wires (QWRSs), have become atopic of increasing interest. The initial motivation was
related to the one-dimensional (1D) singularity in the single-particle density of states (DOS),
that was expected to induce sharp peaks in the optical spectra, thereby leading to structures with
improved optical efficiency as compared to their two-dimensional (2D) and three-dimensional
(3D) counterparts [1].

Coulomb correlations strongly modify this simple picture. This was first pointed out by
Ogawa and Takagahara [2], using an idealized 1D model. More recently, calculations have
been performed [3] within a fully 3D approach based on the density-matrix formalism, which
results in a set of generalized (multisubband) semiconductor Bloch equations (SBE) [4-6].
This method is able to treat both low-density (excitonic) and high-density (gain) regimes on
the same footing, while retaining the full complexity of state-of-the-art samples. For example,
it has been used to describe structures obtained by epitaxial growth on non-planar substrates (V-
shaped wires) [1, 7-9] or by cleaved-edge quantum well overgrowth (T-shaped wires) [10-12],
where the lateral extension of the ground single-particle states is still significant, the excited
states gradually approach a 2D-like behaviour, and the subband separation is relatively small,
so the coupling between different subbands may be important.
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Our calculations [3] have shown that

(a) The correlated absorption spectra of realistic wires do show a strong quenching of the 1D
single-particle singularity, in agreement with reference [2]; this effect does not depend on
details of the wire cross-section. The Sommerfeld factor, which is greater than unity for the
bulk and in quantum wells (the so-called Coulomb enhancement), is instead smaller than
unity for QWRs (Coulomb suppression), thus reducing the influence of dimensionality on
the optical spectra.

(b) The Coulomb-induced suppression of the 1D singularity is found to hold not only in the
linear regime but also at higher carrier densities, and to persist in the gain regime.

The above results have had implications for prospective devices, since the initial
motivations—based on single-particle models—are now recognized as being far too simplified.
Given the Coulomb-induced suppression of the band-edge singularity, the most relevant
features arising from electron—hole correlation are bound- (below-band-gap) excitonic states,
which, for relatively low carrier densities, are found to dominate the optical response of the
system. Therefore one of the most important goals is now the achievement of a large exciton
binding energyE,, as compared to the thermal eneligh.om: this is indeed a prerequisite
for exploiting excitonic non-linearities in optical devices that can operate efficiently at room
temperature.

In principle, enhancing, in QWRs is an easy task: in quasi-1D (glD) structures, in
fact, E, can be made arbitrarily large [13] provided that one is able to squeeze the electron
and hole wavefunctions to a sufficient extent, thereby increasing the Coulomb energy. Note
that this contrasts with the case for 2D systems, for which, even in the ideal case of perfect
2D confinement, the binding energy of the ground-state exciton is limited to four times the
3D effective rydberg. In practice, for the materials of choice for technological application—
GaAs/AlAs—this strategy is difficult to implement. While for quantum wells (QWgs)has
indeed been observed to approach the theoretical limit when the well thickness is progressively
reduced [14], for QWRs the reported values Ky are only slightly larger than for QWs,
and still well belowkTioom. In fact, the strong confinement regime which is necessary to
enhance the relatively low value &, for bulk GaAs (-4 meV) is still hard to obtain with the
relatively shallow confinements permitted by present GaAs/AlAs-based structures. Despite
the substantial recent experimental effort, this limitation makes drigsm, exciton binding
energy a difficult goal.

A discussion of the intrinsic limitations df, for realistic QWRs is therefore important.

It should be noted that for a given confinement length (i.e., electron—hole Coulomb interaction
energy),E, is determined by the Coulomb-to-kinetic-energy ratio, whose value is fixed to
—2 for purely 2D and 3D Coulombic systems; since this ratio is ill-defined for purely 1D
Coulombic systems (both kinetic and Coulomb energies diverge) and, moreover, the virial
theorem does not hold in the presence of a confining potential, it might be hoped that a more
convenient (i.e., smaller) ratio could be obtained for properly designed structures. In this
spirit, we have recently performed [15] a detailed investigation of excitonic confinement for
a wide class of state-of-the-art GaAs/AlGaAs QWRs, with the aim of investigating whether,
in addition to the squeezing of the wavefunction (which, as we have discussed, is somewhat
limited by the choice of the materials), geometrical tailoring of the structure could be used
to enhance the binding energy. Our results show that, in general, 1D systems are indeed
advantageous with respect to 2D ones, since smaller Coulomb-to-kinetic-energy ratios are
possible in the former system in the strong-confinement limit. However, such deviations scale
in a universal manner with respect to the wire cross-section. Consistently, for all GaAs-based
QWRs structures consideref, is found to be very similar and always smaller thdliyom.



Theory of excitonic confinement 5971

Motivated by these results, we have recently proposed an alternative approach to enhance
E, [16], which combines the effects @fuantum confinememtiscussed so far, with those
of dielectric confinemeni.e., confinement effects induced by dielectric mismatch. As first
pointed out by Keldysh [17], the electron—hole Coulomb attraction can be greatly enhanced
in layered structures with strong dielectric mismatch, due to the polarization charge induced
at the interfaces. For conventional semiconductor nanostructures such as GaAs/AlGaAs-
or GaAs/InGaAs-based samples, this is a minor effect due to the small dielectric mismatch
between the constituents [18]. On the other hand, interfaces between IlI-V semiconductors
and materials with very different dielectric constants, such as oxides, are usually very far
from the excellent optical quality of the conventional ones. The proposed approach is based
on the idea thatjuantum and dielectric confinement can be spatially separaiede they
are effective over different length scales. This may be achieved by adding to a conventional
semiconductor QWR remote insulating layers which may induce strong dielectric confinement
without degrading the good optical properties ensuing from quantum confinement, hence the
termremote dielectric confineme(RDC).

When dielectrically modulated structures are investigated, the electron—hole interaction
is no longer the bare Coulomb interaction; instead, it must be explicitly calculated, for a given
structure, as the Green'’s function of the Laplace operator with a spatially dependent dielectric
constant. Accordingly, we have generalized our multisubband SBE approach described in [3]
in order to include such renormalized electron—hole interaction as well as self-energy effects.
Inreference [15] we have shown that RDC applied to state-of-the-art GaAs/AlAs-based QWRs
may allow room-temperature exciton binding.

On very general grounds, RDC can be seen as a practical method for enhancing
the electron—electron and electron—hole interaction within the wire, without disturbing the
quantum-confined single-particle states (apart from the small self-energy effects, to be
discussed in detail later). One is therefore tailoring the Coulomb interaction, similarly to
what is done—although in the opposite direction—by use of screening from free carriers. In
this respect, we expect that RDC might find other fields of application in the transport and
many-body properties in q1D systems.

The aim of this paper is to provide a critical review of the properties of excitonic
confinement in realistic semiconductor QWRs. After a comprehensive description of the
theoretical approach adopted in references [3, 15, 16, 19], we discuss the resulting physical
picture paying particular attention to the interplay between quantum and dielectric confinement,
as a potential strategy for achieving exciton binding at room temperature, and to local excitation
optical spectra of coupled QWR structures.

2. Theory of linear and non-linear optical response in quantum wires

In this section we review and discuss our theoretical approach to the study of the linear and non-
linear optical response of low-dimensional semiconductor structures. The proposed density-
matrix formulation allows us to study botflobal andlocal optical excitations and can be
generalized to include effects duertanote dielectric confinement

In order to investigate the optical response of a semiconductor structure, the key quantity
to be evaluated is the optical polarization field, i.e., the degree of polarization induced in the
carrier system by the optical excitation. From a microscopic point of view, the local (i.e.,
space-dependent) polarization can be written as

P(r,1) = e<\iﬁ(r, Hrd(r, z)) 1)

wheree is the electronic chargé, - -) denotes a proper ensemble average, and the field operator
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¥ (r, 1) inthe Heisenberg picture describes the microscopic time evolution of the carrier system.

Since in this paper we focus on optical excitations, it is convenient to work within the
so-called electron—hole picture. This corresponds to writing the field opelgtarr) as a
linear combination of single-particle electron and hole staigs(dV;):

B(r) =) &) +y_dWir) 2
i J

wherec; andcij denote destruction operators for an electron in $tatel a hole in statg. Here,
i andj are appropriate sets of quantum numbers which label the single-particle wavefunctions
V;,; and energy levels;; involved in the optical transition.

By inserting the above electron—hole expansion into equation (1), and neglecting intraband
contributions (absent for the case of optical excitations), the local polarization can be rewritten
as

P(r,1) = Z (M5 (r) pij (1) + c.c] 3)
ij
where
M;i(r) = e\I’;"(r)r\IJ;f(r) 4)
is the local (i.e. space-dependent) dipole matrix element, and
Pji = (dA]él> (5)

are non-diagonal (i.e. interband) elements of the single-particle density matrix, also referred
to as interband polarizations.

The time evolution of the above interband polarizatipnsis governed by the so-called
semiconductor Bloch equations (SBE) [4, 20, 21]:

dfi
_ " D+ =
at i i Z(u” Py = Uiy pi) 1 |;neo
. 3f;
Efj = E Z(ui’jpji’ U ipjin) + —= ol (6)
0 1 apji
Ep'i Z(gu 8// +5jj 81[ )Pj l’+ Z/{U(l fl fj)+ E)t]

inco
where f; = (é;réf) and f; = (d;dj) denote electron and hole distribution functions, i.e.,
diagonal density-matrix elements. Here,

Uy =U;j — Z Vijrjirpjriv (7)
iy
gii/ — 6;‘51‘1 Z ‘/11”1’ " l

®)
Ejjr = €;8jj Z Vijrj i fir

are, respectively, the Rabi and electron/hole energies renormalized by the Coulomb interaction
[4,20,21]. The general form of the ‘undressed’ Rabi frequdrian (7) induced by a space-
and time-dependent light fielB (r, ) is

and

Uij(t) = — / M;j(r) - E(r, 1) dr. 9)
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Here, theV are full three-dimensional Coulomb matrix elements within the electron—hole
(ij) single-particle representation. The last term in equation (6) accounts for incoherent (i.e.,
scattering and diffusion) processes. They do not play a central role for the physical phenomena
discussed in the present paper; therefore, they will be simply treated within the usual relaxation-
time approximation.

In order to study both global and local optical spectra, as afirst step one needsto evaluate the
stationary solutions of the SBE (6). They can easily be found in the so-called quasi-equilibrium
regime, i.e. by assuming equilibrium distribution functiofis f;; as described in [3], the
equation of motion for the interband polarizatipy) can be transformed into an eigenvalue
problem (within the single-particle basig), whosexth solution, describing excitonic states,
provides the complex energy eigenvalé = iw* — il and the corresponding eigenvector
c¢*. The eigenvector componen&$,. can be regarded as matrix elements of the unitary
transformationS connecting our original single-particle basjswith the excitonic basia:

¢y = Sijn = (ijIA). (10)
The desired stationary solutions within this new excitonic piciuage given by
p(n) = p'e” /" (12)
with
1
Pr=2 Y e Us@hH = fi = 1)) (12)
ij

whereU;; (w) is the Fourier transform of the Rabi energy in (13).

2.1. Global response analysis
For the case of a homogeneous (i.e. space-independent) optical exditatioa Rabi energy
U;; in equation (9) (within the dipole approximation) is given by

Uij(t) = —M;; - E(t) (13)

where
M;; = / M;;(r) dr (14)

is the total dipole matrix element. Moreover, for the case of a homogeneous excitation the key
quantity—the one measured experimentally—is the total polarization of the system, given by
the space integral of the local polarization field in (3):

P@t) = /P(’r, 1) dr = Z [ M5 pij (1) +c.c]. (15)
ij
The global (linear as well as non-linear) absorption spectrum is obtained as the imaginary part
of the optical susceptibility. This, in turn, is related to the Fourier transform of the above total
polarization, which in the excitonic pictusecan be rewritten as

P(t) =) [M*p @) +c.c] (16)
A
with

M =" i Mj;. (17)
ij

ij
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By inserting the stationary solution (11) as well as the dipole matrix element (17) into
equation (15) and then taking its Fourier transform, we get

_ o N el M, %j A= fi = £7)
P(w) = —ih ; Ty et AZ — : (18)
S

Substituting the explicit form of the Rabi energywe finally get

P(w) = x() - E(w) (19)
with

ek M x 5 My (L— fi — f)
— ij ij i'j vy l J
= — . 20
X(@) MZJ S (20)

This is the desired microscopic expression for the susceptibility tepsathose imaginary
part is proportional to the global absorption spectrum:

a(w) o 3 [x(@)] . (21)

2.2. Local response analysis

Let us now consider the case of alocal (i.e. space-dependent) optical exditatiprContrary

to the homogeneous excitation case, the electromagnetic field cannot be factorized as in
equation (13), and the Rabi energjyshould be evaluated according to the general expression
(9). Similarly, in order to investigate the space-dependent response of the system through a
local optical excitation, we need to evaluate the local (rather than the total) polarization field
given by (3), which can be written again in aurepresentation as

P(r,t) = Z [M* () p* (1) + c.c] (22)

A
with
M*(r) = Z clf M (r). (23)
By inserting the stationary solution (11) as well as the dipole matrix element (23) into
equation (22) and then taking its Fourier transform, we get

A A ME () Uy (L — f; — f;
P(r,w) = —IhZM ('r)p - _ Z Cij IJ(T)CzJ J( fi—f)

= 24
k e (24)
NN
Using the explicit form of the Rabi energy in (9), we finally get
P(r,w) = /dr’ x(r, 7', ) - E(r, w) (25)
where
c; M* (r) x ck,*,M,rj/(r Y- fi—f)
/ — 2
X, v o)=Y 7 (26)

Aij,i'j’
is the desired microscopic expression for our space-dependent susceptibility tensor.
For semiconductor structures described within the usual envelope-function formalism with
isotropic electron and hole bulk dispersions, the local dipole matrix elevigs(ir) given by
(4) is simply given by

M;j(r) = My (r)y; (1) (27)
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wherey;; (r) are single-particle electron/hole envelope functions &didis the bulk dipole
matrix element. Within such an approximation scheme, the susceptibility tgnso(26)
becomes diagonal, with identical elements given by

Vi)Y (MY ()Y ()
>t —ho '

x.r' o) =My)* Y el A= fi = fi) (28)

Aijalj
Given the susceptibility function in (28), the total absorption power in a generic
semiconductor structure can be evaluated according to

a(w) a/dr/dr’S[E(r, a))x(r,r/,a))E(r’,a))]. (29)

In the usual definition of the absorption coefficient within the dipole approximation given in
equation (21) the non-locality of is neglected:x (», ') o« §(r — r’). When non-locality
is taken into account, it is no longer possible to define an absorption coefficient that locally
relates the absorbed power density to the light intensity.

However, considering a light field with a given profiileentred around the beam position
R, E(r, w) = E(w)é(r — R), we may define a local absorption that is a function of the beam
position, and relates thetal absorbed power to the power ofacal excitation (illumination
mode):

o (R, ) / S[xr. v, w)]&@r — REF — R) drdr'. (30)

This expression is in principle not limited to low photoexcitation intensities; together with
equation (28) it provides a general description of linear as well as non-linear local response,
i.e., from excitonic absorption to the gain regime.

In the linear response regime-1f; — f; ~ 1, and the quantity

W (re, i) = Y cliWi(re) v (ra) (31)
ij

can be identified with the exciton wavefunction; in this case the explicit form of the local
absorption coefficient (30) is given by

a: (R, w) = Z 0145A (R, w) (32)
)

where

2
i (R, 0) x V W (r, r)é(r — R) dr| . (33)

The effects of spatial coherence of quantum states are easily understood in the linear
regime on the basis of equation (33). For a spatially homogeneous electromagnetic (EM) field,
the absorption spectrum probes the averagk’obver the whole space (global spectrum). In
the opposite limit of an infinitely narrow probe beammaps|¥*|?; the local absorption is
non-zero at any point where the exciton wavefunction gives a finite contribution. Itis therefore
clear that ‘forbidden’ excitonic transitions, not present in the global spectrum, may appear in
the local one. In the intermediate regime of a narrow but finite probe, it is possible that a
cancellation of the contributions frod”* takes place between different points in space leading
to a non-trivial localization of the absorption. The result will then be quite sensitive to the
extent of the light beam.
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3. The physical origin of exciton confinement

Both free-carrier and excitonic confinement effects are described by the SBE approach (6).
In particular, the correlated energy spectrum in the low-density limit is given by eigenvalues
of the polarization equation; the necessary ingredients are single-particle envelope functions
¥, and energy levels;, as well as the Coulomb matrix elememtsn equations (7) and (8).
These, in turn, are obtained from a numerical solution of the@&lihger equation (in actual
calculations we use a plane-wave representation; see [3]) with given confinement potential
profile V" and bulk effective masses¢/" for electrons/holes. The explicit form of the
Coulomb matrix elements entering our SBE is given by

Vistaisls = / dr / dr’ Y (MY (r)V (e — 7)Y, (r) Y, (r) (34)

whereV (r, ') is the two-body Coulomb potential.

3.1. Quantum confinement

When no spatial variation of the dielectric constant exists in the structure, the two-body potential
V (v, r") entering equation (34) reduces to the usual Coulomb potential

o2

Vir,r)y=4——— (35)
A eglr — ']

whereg is the homegeneous dielectric constant of the material. Furthermore, the confinement
potential is simply dictated by the conduction/valence band discontinmf/é’s{r) (quantum
confinement), whose geometrical shape may be derived, e.g., from TEM images, asin [8]. The
effective potential induces a q1D free-carrier confinement, i.e., a localization of the electron
and hole envelope functiong ,; which, in turn, results in an increase of the Coulomb matrix
elements in (34), and hence the enhancemeti,ofvith respect to the bulk case (excitonic
confinement).

3.2. Dielectric confinement

For a spatially modulated dielectric constarit), the Coulomb interaction between two
charged particles—electrons and/or holes—sited at positi@mglr’ is given by

VO, v') = £e2G(r, 1) (36)
whereG (r, r') is the Green’s function of the effective Poisson equation:
V., -e(r)V,.G(r,r)==8(r —17). (37)

Therefore, the space dependence @) modifiesG (r, ') with respect to the homogeneous
case, equation (35); the Green’s funct@r, »')—and thus the corresponding potentid—
depends, in general, both on the relative coordinate’ and on the centre-of-mass coordinate
(r +7')/2. This, in turn, gives rise to a space-dependent self-energy term [22]:

2
Ae(r) = % lim [G(r,v) — G (r, 7] (38)

where
1
Are(r)|r — r/|

is the (local) bulk solution of (37). The self-energy can be regarded as a local correction
(equal for electrons and holes) which adds to the confining poteVlf(éTI in determining

GB(r,v) = (39)
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the single-particle envelope functiods,; and the corresponding energy levels. From a
physical point of view, such terms describe the Coulomb interaction between the carrier and the
distribution of polarization charges induced—by the carrier itself—at the dielectric interfaces.
This effect is often described in terms of classical image charges.

As illustrated in section 6, the effect of dielectric confinement on the single-particle
properties is not negligible but it is usually dominated by quantum-confinement effects. In
contrast, the presence of dielectric mismatch is found to play a crucial role in modifying the
excitonic properties of the system. This is due to the strong increase of the Coulomb matrix
elements in (34), which is mainly ascribed to the modifications due to dielectric mismatch of
the Green’s functioriz in equation (36).

Generally speaking, the main ingredient for a quantitative evaluation of dielectric
confinement effects—both single-particle and excitonic—is the two-body Green'’s function
introduced in (36). This can be obtained from a numerical solution of the Poisson equation
(37), that we also perform in terms of a plane-wave expansion with periodic boundary
conditions [23].

4. Coulomb-induced suppression of band-edge singularities

In this section we review Coulomb-correlation effects on the global optical spectra of realistic
QWR structures [3,21]. By means of the theoretical scheme presented in section 2 we have
investigated realistic V- as well as T-shaped wire structures. In particular, here we show results
for the GaAs/AlGaAs V-shaped wire structure of reference [8].

(a) Excitonic absorption regime_et us start by considering the optical response of the system
in the low-density limit. In figure 1 we show the linear absorption spectra obtained when
taking into account the lowest wire transition only. Results of our Coulomb-correlated
(CC) calculation are compared to those from the free-carrier (FC) model. As we can
see, electron—hole correlation introduces two important effects. First, the excitonic peak
arises below the onset of the continuum, with a binding energy of about 12 meV, in
excellent agreement with experiments [8]. Second, and more important, one finds a
strong suppression of the 1D DOS singularity. A detailed analysis of the physical origin
of such suppression [3] has shown that the quantity which is mainly modified by CC is
the oscillator strength (OS). In figure 2 the ratio between the CC and FC OS is plotted as a

absorption

1= ] 1

1540 1560 1580 1600
photon energy (meV)

Figure 1. Linear absorption spectra of a realistic V-shaped wire structure. Solid curve: Coulomb-
correlated (CC) result; dashed curve: free-carrier (FC) result. Here only the first electron and
hole subbands are included for clarity (for the full 12-subband spectrum, see figure 3). After
reference [21].
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Figure 2. The oscillator strength (OS) ratio and density of states (DOS) versus excess energy;
corresponding to the Coulomb-correlated absorption spectrum of figure 1 (solid curve). After
reference [21].

function of excess energy (solid curve); this ratio is always less than one and goes to zero
at the band edge. Such vanishing behaviour is found to dominate the 1D DOS singularity
and, as a result, the absorption spectrum exhibits a regular behaviour at the band edge
(solid curve in figure 1).

(b) Gain regime Most of the potential QWR applications, i.e., 1D lasers and modulators,
operate in strongly non-linear response regimes [1]. In such conditions, the above linear
response analysis has to be generalized taking into account additional factors such as
(i) screening effects, (ii) band renormalization, and (iii) phase-space filling.

Figure 3 reports quantitative results for non-linear absorption spectra of realistic V-shaped
wire structures at different carrier densities at room temperature. As a reference we also
show the results obtained by including the lowest subband only (figure 3(a)). In the low-
density limit (case Az = 10* cm~1) we clearly recognize the excitonic peak. With increasing
carrier density, the strength of the excitonic absorption decreases due to phase-space filling and
screening of the attractive electron—hole interaction, and moreover the band renormalization
leads to a red-shift of the continuum. At a density ok4.0° cm™! (case D) the spectrum
already exhibits a negative region corresponding to stimulated emission, i.e. a gain regime.
As desired, the well pronounced gain spectrum extends over a limited energy region (smaller
than the thermal energy); however, its shape differs considerably from the ideal FC one (the

i I 1 i
oy jon
2 2
g =2
o] (@]
o0 2]
£O O
« «
{ { [ | »
1540 1560 1580 1600 1540 1560 1580 1600
photon energy (meV) photon energy (meV)

Figure 3. Non-linear absorption spectra of the V-shaped quantum wire of figure 3: (a) the single-
subband case; (b) the realistic 12-subband case. After reference [21].
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curve marked with diamonds in the same figure). In particular, the band-edge singularity in
the ideal FC gain spectrum is clearly smeared out by electron—hole correlation. The overall
effect is a broader and less pronounced gain region.

Finally, figure 3(b) shows the non-linear spectra corresponding to the realistic case of
a 12-subband V-shaped wire. In comparison with the single-subband case (figure 3(a)), the
multisubband nature is found to play animportant role in modifying the typical shape of the gain
spectra, which for both CC and FC models turns out to extend over a range much larger than that
of the single-subband case for the present wire geometry. In addition, the Coulomb-induced
suppression of the single-subband singularities, here also due to intersubband-coupling effects,
tends to reduce the residual structures in the gain profile. Therefore, even in the ideal case of a
QWR with negligible disorder and scattering-induced broadening, our analysis indicates that,
for the typical structure considered, the shape of the absorption spectra over the whole density
range differs considerably from the sharp FC spectrum of figure 1.

5. Shape-independent scaling of excitonic binding

As discussed in the previous section, the single-particle band-edge singularity of 1D systemsis
suppressed by virtue of electron—hole interaction, and the oscillator strength is transferred to the
bound (below-band-gap) excitonic states which, for relatively low carrier densities, dominate
the optical response of the system. To exploit such excitonic absorption in opto-electronic
devices one needs to achieve a large exciton binding erfgrggmpared to the thermal one;
indeed, this has become a crucial goal in the field of semiconductor nanostructures. In this
section, we discuss the intrinsic limitations Bf for realistic QWRs.

For a given confinement length (i.e., given electron—hole Coulomb interaction energy),
E, results as a balance between the kinetic enéfgyand the Coulomb energy¥’) (here
and throughout this section, the symiol-) denotes the expectation value over the exciton
ground state). The rati® = (V)/(K) is fixed to—2 in strictly 2D and 3D Coulomb systems
by virtue of the virial theorem, s&@;, = —%(V); therefore, even for realistic 2D structures,
where the virial theorem does not hold due to the presence of a confining potential, we expect
« to deviate only slightly from-2. In strictly 1D systems, instead,is ill-defined because
both(V) and(K) diverge. Therefore, it might be hoped that in q1D systems a more convenient
ratio (i.e., largewr) could be obtained for properly designed structures.

In this spirit, in this section we review the theoretical analysis presented in [15], where a
detailed investigation of excitonic confinement has been performed for a wide class of state-
of-the-art GaAs/AlGaAs QWRs, to clarify whether geometrical tailoring of the structure could
be used to enhance the binding energy. We focused on realistic V- as well as T-shaped wire (V-
wire and T-wire) structures; for both geometries, two different sets of conduction and valence
band offsets¥¢ and V", respectively) have been considered, in order to simulate both low-
Al,Ga_As and pure AlAs barrier compositions. In total, we consider four sets of samples,
whichwe label V1, V2, T1, T2, where V (T) refers to the wire shape, and 1 (2) refers to the low
(high) barriers. For V-wires, we start from the reference-sample TEM profile of reference [8],
and magnify or reduce both confinement directions by the same scale factor. Each sample is
characterized by the confinement lengthat the bottom of the V-shaped region. For T-wires,
we consider a set of samples with several values of the parent QW Wigtfwhich includes
the samples of reference [11]. The wire geometries are sketched as insets in figure 4, and the
material parameters characterizing the four QWR sets are given in [15].

Figure 4 shows, and the corresponding mean potential endfgy as functions of the
characteristic size parameter of the witg, or Ly. As expected, both binding and potential
energies increase with decreasihg or L; for samples V2 and T2, corresponding to AlAs
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Figure 4. The exciton binding energ¥, and mean potential energy ) of different V-wires (top)

and T-wires (bottom). Full dots indicate high-barrier samples and empty dots indicate low-barrier
samples, according to the keys. The wire geometries are sketched in the left-hand insets, with
indications of the relevant geometrical parameters. The calculated effective exciton Bohraadius,
versus the relevant geometrical parameter is shown in the right-hand inset in each case. The circled
points refer to sample parameters corresponding to reference [8] (V-wires) and reference [11]
(T-wires). After reference [15].
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barriers, the excitonic binding energy is larger compared to the case of low-barrier samples
V1and T1.

Two important features result from figure 4. First, a given valugaforresponds to rather
different values of.., and L7 (note the different scale). Therefore, such size parameters are
not adequate to characterize the actual exciton confinement. To introduce a more appropriate
quantity, we define an effective exciton Bohr radius

‘= <1>_1 (40)

T

whose inverse is clearly proportional to the potential energy and, for a 3D bulk semiconductor,
coincides with the usual exciton Bohr radius The insets in figure 4 show as a function

of the relevant geometrical parametéy; or L7. A same value of corresponds to different
values ofLy andL7, with Ly always larger thai.-. Note that samples with similar binding
energies correspond to similar valuesiqbee, e.g., the circled points, to be discussed below).
The second feature resulting from figure 4 is that the ratio of binding to potential energy is
rather constant (shape and barrier independent), and relatively close to one. This tells us that
for all samples considered the mean kinetic en€igjy is much smaller (about four times)

than the potential energy.

Both featuresindicate a shape-independent scaling of the exciton binding energy. Whenwe
plot the binding energ¥, versus the corresponding exciton radiusr all samples (figure 5)
we obtain a universal (shape- and barrier-independent) chifve, 1/a. A universal scaling
of the mean potential and kinetic energy is apparent inf¥he(K) plot reported in the inset
of figure 5; to a very good approximation, all sets of points for V- and T-wires fall on a straight
line with slopex very close to 4. For comparison, we have performed analogous calculations
for a set of QWSs, and the results are also shown in figure 5. We findEthatales witha
similarly to the case for 1D structures, although with a different prefactdi )lfis plotted
versus(K) (see the inset), the slope is now 2 within numerical accuracy.

We can therefore conclude that, for q1D structures in the strong-confinement regime
considered here, the potential-to-kinetic-energy ratio is enhanced with respect to the value
imposed by the conventional virial theorem for 3D and ideal 2D systems, which we find to
be also followed by QWSs of comparable confinement lengths. In this respect, our findings
confirm that g1D confinement is indeed advantageous for the purpose of obtaining enhanced
exciton binding, and provide a general and quantitative prescription for tail@yjiy tuning
the effective exciton Bohr radiusthrough the geometrical size parameters.

At the same time, however, the universal scaling law shown in figure 5 sets a clear limit
for the possible effects of choosing different shapes of the wire cross-section, as long as they
correspond to similar values of the effective Bohr radiugor a given value of, there is no
hope of further increasing,, by tailoring the potential-to-kinetic-energy ratiothrough the
geometry of the confining profile.

6. Enhanced exciton binding caused by remote dielectric confinement

The previous analysis shows that the bulk exciton binding engggyan be strongly enhanced
by confining electron and hole wavefunctions in nanostructures of low dimensionality (quantum
confinement), the most promising systems being q1D structures; within GaAs-based samples,
however, the observed valuesif are still well below the room-temperature thermal energy,
kTroom.

As mentioned in the introduction, in principle the electron—hole Coulomb attraction can be
enhanced by growing layered structures with a strong dielectric mismatch [17]. Unfortunately,
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reports the average potential versus kinetic energy, falling on a straight line withostopé for

all wire samples. Results for QW structures are also shown for comparison; in this case

Solid lines are linear fits to the calculated points. After reference [15].

in practice interfaces between ll1I-V semiconductors and materials with very different dielectric
constants, such as oxides, are usually very far from the excellent optical quality of the
conventional ones. Recently, we have proposed an alternative approach [16] based on the
observation thatjuantum and dielectric confinement can be spatially sepayatiede they

are effective over different length scales. This can be accomplished for QWRs by adding
remoteinsulating layers to the conventional structure (remote dielectric confinement, RDC);
in the new structure, the electron and hole wavefunctions are confined by the inner, lattice-and-
dielectric-matched GaAs/AlGaAs interfaces; the outer AlGaAs/oxide interfaces, owing to the
strong dielectric mismatch, provide polarization charges, thereby enhancing the electron—hole
interaction, as discussed in section 3.2.

In this section we review results obtained for GaAs/AlGaAs-based structures, and we show
that RDC allows for a very large increase Bf, up to three times the binding energy of the
corresponding conventional structure, without degrading the good optical properties typical
of these systems. As prototypical samples, we consider once more the two GaAs-based V-
shaped and T-shaped wires of references [8] and [11]. Starting from these geometries, we
design hybrid structures, adding oxide layers at some distance from the inner GaAs region.
The oxide layers are characterized by a small dielectric constant, that we take equal to 2 [24].

We first consider a V-shaped structure, to which we add two oxide layers, below and above
(see figure 6(a)), at a distanéefrom the GaAs/AlAs interfaces. For the sample shown in
figure 6(a), we findE, = 29.3 meV, to be compared with 13 meV for the conventional (i.e.,
with no oxide layers) structure. Figure 6(a) shows that the origin of this dramatic enhancement
is the large polarization of the AlAs/oxide interfaces induced by the hole charge density; the
polarization is larger in the region where the hole is localized, and is more pronounced at the
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Figure 6. (a) A cross-section of a hybrid V-wire showing the interface polarization charge induced
by the charge-density distribution of the lowest-subband hole; the oxide layers fare- & nm

from the GaAs/AlAs interfaces. (b, versus the distance of the oxide layers from the internal
interfacesL. Solid dots: full calculation. Solid curve: equation (41) with = 6.56 nm. Dashed
line: the energyEo of the corresponding conventional structure (no oxide layers). Dotted line: the
thermal energy alyoom = 300 K. After reference [16].

lower interface, due to the larger curvature. A small polarization charge is also induced at the
GaAs/AlAs interface, due to the small dielectric mismatch. Note that quantum confinement
localizes the wavefunction well within the inner interfaces; therefore, the possible disorder of
the AlAs/oxide interface does not affect the electron and hole wavefunctions.

In figure 6(b) we show the calculated, for selected values af. We also show, for
comparison, the calculated binding energy for the conventional strudigr@nd the room-
temperature thermal energ¥, is maximum when the oxide layer is at minimum distance:
it is enhanced by a factor larger than 3 with respecEgpand it is well abovek Trpom. It is



5984 F Rossi et al

important to note thak, decreases slowly with, and is still significantly larger thabT oom
at L = 6 nm. SinceE, is the result of the Coulomb interaction of, say, the electron with
the holeandthe polarization charge which is excited at a distancé by it, we intuitively
expectE, to decay ad.~1, with a typical decay lengti., comparable to the Bohr radius in
the wire [15]; this, in turn, is of the order of the confinement length. Indeed, figure 6(b) shows
that E,, is very well interpolated by

Ey(L) = Eo+ 5O (41)

1+ L/Lg

with Lo = 6.56 nm. Note that, crosse%Tioom WhenL is as large as 9 nm.

Let us now discuss results for a GaAs/AlAs structure formed by GaAs parent QWs of the
same width, and AlAs barriers (see figure 7(a)). An oxide layer is added on top of the exposed
surface at a distance from the underlying QW. Note that, in this case, an oxide layer is
present only on one side of the structure. As in the previous case, a strong polarization charge
forms at the AlAs/oxide interface, with a maximum in the region of the hole wavefunction
confinement. A small polarization charge is also present at the GaAs/AlAs interface, peaked
around the corners of the intersecting QWs. In figure 7(b) we show the calcllatestsus
L. The binding energy for the conventional structutg, and the room-temperature thermal
energy are also shown for comparison. As in the V-wire cAsés maximum at. = 0, where
it is enhanced by a factor of 1.5 with respectAg and decreases slowly with. Although
E, is smaller than in the previous case, for the smallestlueskE), is still of the order of
kTroom. Itis important to note that the reduced effect of dielectric confinement with respect to
that of the previous example is just due to the presence of a single oxide layer, i.e., geometric
effects due to different wire cross-sections play a minor role. In fact, despite the very different
geometry,E, decays withL in the same way in both cases. As shown in figure 7(b), in this
case alsd, is very well interpolated by equation (41) witty = 7.55 meV, which is still of
the order of the carrier confinement length.

We finally comment on the effect of the self-energy tefva introduced in section 3.2
(see equation (38)). We have compared the full calculations discussed above with calculations
performed neglecting\e(r) in the single-particle potential. For the V-shaped structure we
have verified that the self-energy contribution tends to incrégsieutitis so small £0.2 meV)
that the two results cannot be distinguished on the scale of figure 6(b). In the T-wire case, on
the other hand, the effect of the self-energy term is qualitatively and quantitatively different,
as can be seen from figure 7(b); in fact, the self-energy contribution amounts teeV at
the smallest., and tends to reducE,. This is a consequence of the interplay between the
dielectric confinement and the shallow quantum confinement of these structures.

In summary, the above results show that a dramatic enhancement of the exciton binding in
GaAs-based quantum structures is expected to be induced by remote insulating layers, bringing
E, into the range of the room-temperature thermal energy. Although, in real structures, several
nanometre-wide spacer layers might be necessary to maintain the excellent optical efficiency
typically obtained within the GaAs-based technology, we have shownfthatales slowly
with the width of the spacer layer, thus allowing the design of nanostructures that should be
compatible with optical efficiency but with a very large exciton binding energy.

7. Local spectroscopy of coupled QWR structures

Allof the results presented so far are obtained in the so-called global excitation regime discussed
in section 2.1, i.e., they are induced by homogeneous light fields treated within the dipole
approximation. In this section we review recent calculations of local absorption spectra for
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coupled QWRs structures, based on the space-dependent formulation presented in section 2.2.
The appearance of optical spectroscopies with high spatial resolution, combined with
improved control in the fabrication of semiconductor nanostructures, has made it possible
to study the optical response of individual quantum wires and dots. When the resolution is
reduced to below the diffraction limit [25], it is possible not only to investigate individual nano-
structures, but also to study Coulomb-correlation phenomena and new effects of coherence
and coupling between spatially separated quantum states. In conventional optical experiments,
the light field is essentially constant in amplitude and phase over the spatial extent of the
relevant quantum mechanical states. In contrast, microprobe techniques make use of highly
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inhomogeneous light fields: in analogy with ultrafast time-resolved spectroscopies [5], that
have shown the importance of phase coherence in the quantum mechanical time evolution of
photoexcited carriers, it may be expected that spatial interference of quantum states plays a
dominant role when variations of the EM field occur on an ultrashort length scale.

On the theoretical side, however, few studies have so far investigated the response under
these conditions; most studies focus on the near-field distribution of the EM field [26] and
its interaction with arrays of point-like particles [27]; only recently has the response to an
inhomogeneous EM field in a semiconductor quantum dot been studied within the single-
particle approximation [28].

Since the phase of the relevant quantum states is dominated by electron—hole correlations
on the scale of the exciton Bohr radius, to emphasize potential Coulomb-coupling effects
we show results obtained for a Gaussian light beam with= 10 nm (close to the Bohr
radius in GaAs), although near-field scanning optical microscopy (NSOM) experiments on
semiconductors are currently still limited to higher values oAs a prototype system showing
non-local effects we consider two coupled semiconductor T-shaped wires [29] (see the inset
in figure 8(a)). In order to obtain spatially separated transitions we consider an asymmetric
structure; the distance between the wires is chosen to allow Coulomb coupling between them.
The single-particle electron and hole ground states (E1, H1) are localized in the widest wire
(right-hand wire, RW) and the second bound states (E2, H2) in the left-hand wire (LW).
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Figure 8. Local absorptiow (R, hw) as afunction of photon energy and beam position for a coupled
T-wire nanostructure. The spectra are calculated (a) within the single-particle approximation,
and (b) including the electron—hole Coulomb correlation. Here; 10 nm. TheX-coordinate
represents the beam position along the dashed line in the inset; the centres of the wires are indicated
by arrows. The vertical GaAs stems are 5.4 nm and 6.0 nm wide, separated by a 5.4 nm AlAs
layer; the horizontal well is 5.4 nm wide. The labels A, B, C, D identify the main structures (see
the text).

Figure 8 shows the local absorpti{ R, hw) (see equation (30) in section 2.2) as a
function of photon energy and with the beam position sweeping across the structure (see the
inset). If the electron—hole interaction is neglected (figure 8(a)) the spectrum is essentially
composed of two structures, both with the inverse-square-root high-energy tail typical of the
1D free-particle density of states; the signal from the E1-H1 transition is spatially located on
the RW while a second peak, located on the LW, stems from the E2—H2 transition; in this
uncorrelated case the influence of spatially indirect transitions (E1-H2, E2—H1) is negligible.

The correlated carrier spectrum (figure 8(b)) is red-shifted by the excitonic binding
energy [15] €14 meV), and the corresponding continuum is strongly suppressed by electron—
hole correlation [3]. The two main peaks (A and B) still have their largest contributions in
the RW and LW, respectively; however, two weaker structures, C and D, appear which are
strongly localized in either wire and have no equivalent in the uncorrelated spectrum. Peak A
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is the ground-state exciton (E1-H1), and is mainly localized in the RW, but has a significant
intensity also in the LW. Peak C also originates from the RW where a second bound exciton
is introduced in the presence of Coulomb coupling with the LW. Peak B stems from several
exciton states, with a major component in the E2—-H2 transition on the LW. The shoulder D
(mostly a E2—-H1 transition) is very intense in the local spectrum centred on the LW, completely
absent when the beam is centred on the RW, and very reduced in the global spectrum.

We stress that the strong localization of D comes from the interference between positive
and negative regions of the exciton wavefunctiph(see equation (30)), whose cancellation
depends on the position of the beam.

In summary, we have shown that when the spatial resolution of the optical excitation pulse
becomes comparable to the exciton Bohr radius, the local optical absorption is dominated by
electron—hole correlations. Similar calculations performed on terraces originating from QW
thickness fluctuations confirm that these phenomena are general, and especially significant
for coupled nanostructures when they are investigated with spatial resolution of the order of
the Bohr radius. The breaking of far-field selection rules that is expected to occur at such
resolutions might then give insight into Coulomb-correlation and coherence phenomena.
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