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A continuum theory is developed to investigate the properties of the long-wavelength longitudinal-
optical phonons in GaAs-Ga,_, Al, As multilayer structures and the associated electron-phonon interac-
tion. Depending on the layer, the relative ionic displacements are related to GaAs or GaAs-type
longitudinal-optical phonons and treated in the framework of the Born-Huang model, generalized to in-
clude isotropic dispersion effects in the Brillouin-zone center. For double heterostructures, a finite num-
ber of quantized confined modes is found. The interplay between the long-range Coulomb interaction,
which couples the vibrations of adjacent GaAs layers, and confinement effects, which prevent the dis-
placements of adjacent GaAs layers to overlap, is elucidated in the case of superlattices. The strength of

the electron-phonon coupling

in double heterostructures is reduced as compared with the

electron—bulk-phonon effective coupling strength for quantum-well widths smaller than 100 A.

I. INTRODUCTION

Optical phonons in GaAs/AlAs superlattices have
been studied by an increasing number of authors in the
last few years, both experimentally and theoretically. On
the experimental side, Brillouin-zone-center phonons
have been investigated for a superlattice wave vector per-
pendicular to the plane of the layers by Raman scattering
experiments in the backscattering configuration.!™® The
measured energies of the longitudinal-optical (LO) modes
confined in the GaAs layer lie on the bulk LO-phonon
dispersion curve, provided that the relevant wave vector
is the confinement wave vector given by k=nw/
[(m +x)a]; here m is the number of monolayers of the
GaAs layer, n refers to the order of the confined mode,
and x lies between 0.5 and 1.%>77% Therefore the super-
lattice normal modes are well accounted for by confined
phonons for superlattice wave vectors perpendicular to
the layers. Raman scattering experiments have been per-
formed in the right-angle configuration!® where the in-
plane component of the phonon wave vector is nonzero.
Although the layer widths were too large for a shift of
phonon frequencies to occur, the usual bulk selection
rules for longitudinal- and transverse-optical (TO) modes
were found to be inverted, revealing again that the
confinement wave vector was the physically meaningful
wave vector.

From the theoretical point of view, approaches of
different complexity have been proposed. Microscopic
theories aim at solving the equations of motion for atom-
ic displacements by diagonalizing the standard dynamical
matrix. Several authors have calculated phonon modes
in superlattices within a linear-chain model.!'”!3 This
model can only describe modes propagating along the su-
perlattice axis; the agreement with experiments is fairly
good. More recently, the shell model'* and the rigid-ion
model'>! were used to calculate GaAs/AlAs superlat-
tice phonons propagating in an arbitrary direction. The
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long-range Coulomb force, which appears whenever the
atomic displacements have a longitudinal character,
causes a large anisotropy in the dispersion curve of the
superlattice optical modes: the frequencies of the long-
wavelength modes approach differential limits depending
on the directions of propagation relative to the axis of the
superlattice. This anisotropy is well marked for the n=1
LO and TO confined modes because the total dipole mo-
ment within the considered layer is large. On the con-
trary, the net dipole moment in each layer is small for
higher-order modes because of the fast oscillation of the
phonon envelope wave function or because of their sym-
metry. Therefore they do not show a strong angular
dispersion in their long-wavelength frequency curve ex-
cept by mixing with the =1 modes. In accordance with
the above-mentioned theories, Huang and Zhu'”!® have
accounted for the anisotropy of the superlattice normal
modes in the Brillouin-zone center, within a microscopic
model where the atomic displacements are simulated by a
superlattice of dipoles.

Beside these microscopic approaches, a number of
macroscopic models have been developed to calculate the
envelope function of the atomic displacements. Macro-
scopic models are attractive not only due to their simpli-
city but also because they allow the calculation of the
Frohlich-type electron-phonon interaction since they
directly provide the polarization field due to optical pho-
nons as a continuous function of spatial coordinates. The
Frohlich electron-phonon interaction is of considerable
interest because it governs the electronic behavior in
many situations such as high field transport or electron
trapping in a quantum well. The dielectric continuum
model has been widely used in heterostructures and
slabs.'*~2! However, it is now well recognized!”?? that
the dielectric continuum model cannot lead to unambigu-
ous solutions for the phonon modes: owing to the neglect
of the dispersion in the bulk-phonon frequencies, all LO
confined modes are completely degenerate and any of
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their linear combinations can be taken as normal modes
of the system. Besides, the interface modes, although
rigorously derived from the Maxwell relations in the
dielectric continuum model, cannot hybridize with the
confined modes and present displacements exponentially
decreasing from the interfaces: this behavior is not
reproduced by microscopic theories for long-wavelength
phonons. In an attempt to generalize the dielectric con-
tinuum model so as to take into account effects of the
dispersion of the bulk mode frequencies, Babiker®® pro-
posed an isotropic model for dispersive LO phonons.
However, he used hydrodynamic boundary conditions at
interfaces which are unsuitable for optical phonons and
are not consistent with the equations of motion used in-
side each layer. Consequently, the calculated normal
modes are not orthogonalized to each other. Boundary
conditions for the envelope function of the normal modes
have been investigated by Akera and Ando on a micro-
scopic basis for various semiconductor heterostruc-
tures.?* In GaAs-AlAs heterostructures, where the
GaAs and AlAs bulk optical bands have a large gap be-
tween them, the boundary condition that the envelopes
should vanish at interfaces is shown to be applicable
whatever the wave-vector direction is. As this is the con-
dition used in the dielectric continuum model for
confined modes, the electron-phonon interaction has been
calculated within this continuum model.?*> Finally, in an
attempt to establish an equivalent of the Frohlich interac-
tion in superlattices from their microscopic model,
Huang and Zhu conclude that the potentials of the nor-
mal modes cannot be described by simple analytical ex-
pressions because the frequency dispersion has the effect
of mixing the dielectric interface modes with the bulklike
confined modes. !’

Although the frequency spectra and the atomic dis-
placements of the optical phonons are now well studied
for GaAs/AlAs superlattices, a reliable and simple ap-
proach seems still to be lacking for the Frohlich interac-
tion in heterostructures. Moreover, most of the theoreti-
cal work has been devoted to the AlAs/GaAs system
whereas most of the experimental studies on the polar in-
teraction between electrons and optical phonons have
been performed on GaAs-Ga,;_,Al ,As heterostruc-
tures.?°”%° In the case of GaAs-AlAs heterostructures,
the GaAs bulk optical bands do not overlap at all with
the AlAs bulk optical bands. Consequently, GaAs/AlAs
superlattice phonon modes result from a hybridization of
the semiconductor (GaAs or AlAs) LO and TO bulk
modes. On the contrary, III-V mixed crystals such as
Ga;_,Al As are known to exhibit an optical-phonon
two-mode behavior with two zone-center LO frequencies
(similar results hold for TO modes) which lie somewhat
between the pure GaAs LO and TO zone-center ones for
the GaAs-like modes and between the pure AlAs LO and
TO zone-center ones for the AlAs-like modes (Fig. 1).

The purpose of this paper is the formulation of a con-
tinuum theory for the polar optical modes in GaAs-
Ga;_, Al As heterostructures and the derivation of the
corresponding Frohlich interaction. In Sec. II we de-
scribe the whole model in the particular case of a double
heterostructure. The consequences of this phonon model
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FIG. 1. Dispersion curves of the optical phonons in bulk
GaAs (full line), in bulk AlAs (dashed line), in bulk
Al ,5Gay 75As (dashed-dotted line) (Refs. 30 and 31).

for the Frohlich electron-phonon coupling are reported.
In Sec. IIl we examine the case of superlattices and in
Sec. IV, single heterojunctions are considered.

II. POLARIZATION EIGENMODES
OF A DOUBLE HETEROSTRUCTURE

The polar optical vibrations in simple ionic materials
are important because of the polarization field associated
with the ionic motion. As is well known, the charge
transfer from the Ga atom to the As atom gives an ionic
character to the GaAs crystal. The general expression
for the atomic displacements associated with a normal
mode in a three-dimensional crystal is given by

u, ;o (R))=(#/2NVm ;) %, ;,

Xexp(iq-R,—iw; ,1)(b; ,+b]_,)

where j refers to the mode (LO or TO), q is the wave vec-
tor, w; , the eigenfrequency, a the atom (Ga or As) of
atomic mass m,, and R, the position of the unit cell /. V
is the volume of the crystal, N is the number of unit cells
per unit of volume, and e, ; , is the polarization eigenvec-
tor. b;, and b ;_q are the annihilation and creation
operators. For optical modes, it has been found®? that
the most convenient parameter to choose for describing
the optical type of motion is the displacement of the posi-
tive relative to the negative ions multiplied by the square
root of their reduced mass:

w;,(R))=(#/2NVw; )%, expliq:R;—iw; ,1)

594
:
X(bjq+bj—g)
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with
€, =(M/mg,) %egy ;,—(M/mp) e,
eéa’j7q+eis’j’q=1 ,
1/M=1/mg,+1/m,, .

Since for long-wavelength optical modes the center of
mass of the unit cell does not move, we have also

172 172 —
(mGa) e(‘,a,j,q+(mAs) eAs,j,q_‘o ’

and it is easy to show that le; ,[=1.

Therefore the LO polarization vector e;,, which ac-
counts for the displacements at the unit-cell scale, is a
unit vector along the wave vector whatever the material
is. This point enables us to focus on the study of the en-
velope wave function exp(iq-R). The formal transition
of the microscopic theory to the continuum approach can
be done by considering the limit of vanishing atomic dis-
tances under conservation of the material macroscopic
dimensions. In that limit, we disregard displacements at
the unit-cell scale. To establish the equation of motion
for the atomic relative displacement envelope function,
we go along the lines of the Born-Huang continuum
theory.3?

In the long-wavelength limit, the general form of the
isotropic Lagrangian density for the atomic displacement
field w is given by

L=T—-U=1lw?—{ 1y w—pB%(V-w)
—Bi[(Vw, )*+(Vw, ) +(Vw,)?]
—v,wE—7y;E*} .

The first term is the kinetic energy. The three follow-
ing terms account for the elastic energy due to the short-
range forces and their explicit forms are dictated by sym-
metry considerations; the first one is the elastic energy of
a collection of strings whereas the two following terms
are due to the fact that these strings are not independent
of each other and are the first terms to appear if the wave
vector is nonzero. The next to last term is the dipole en-
ergy in an electric field and the last one is the electrostat-

ic energy.
The momentum that is conjugate to w is
T=8.L/6W=w

and the Hamiltonian density is given by
H=1m*+{ Ly, W —Bi(V-w)
—B[(Vw, P+ (Vw, ) +(Vw,)?]

“7/2W'E_7/3E2] .
Then, the polarization field P is
P=—87#/8E=y,w+y3E .

As is well known,*? the y coefficients can be expressed
in terms of the measurable constants wrq, €, €, Which
are, respectively, the TO-phonon frequency at zero wave
vector, and the static and dynamic dielectric constants.
The B coefficients are of the same order of magnitude as
the velocity of the longitudinal acoustic mode of the ma-
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terial®> and describe the optical modes dispersion curves
in the Brillouin-zone center. The displacement field

equation arises through the Euler-Lagrangian equation
d(8.L/6w)/dt =8.L /dw:

W(r,z)= —03ow(r,z)+(€gko— €k o ) *010E
—B2V(V-w)—BiAw (1
with
P=(epxo— €k, ) Pwpow+ (€, —1)E . )

ko and K, are the static and dynamic relative dielectric
constants. k., accounts for the electronic polarizability
of the ions and does not appear in a rigid-ion model. Fi-
nally, the electric field derives from the potential created
by the polarization field (v is the unit-cell volume and the
sum is performed over all the unit cells):>

O(r,z)= 3 —P(r,z)-V[1/(R—R;)]/47¢,
1

=(1/v)fd2r'f dz'P(r',z')-Vg

X[1/(R—R')]/4me, ,
(3)
E=—Vd(r,2) .

Since the electric field derives from the potential creat-
ed by the polarization field in the absence of any macro-
scopic density of charge, we have

V-D=V-(eE+P)=0.

In a bulk material,?? the fields satisfying the above
equations are either transverse fields with the dispersion
relation

2— .2 __ @212
W= WT0o ﬁbk

or longitudinal fields with the dispersion relation
0’=0?o—P*k? with B*=p2+p2 .

We consider now a heterostructure composed of a thin
layer of GaAs sandwiched between two much thicker lay-
ers of Ga,_, Al, As. The z axis is perpendicular to the
plane of the layers and the origin is taken in the middle of
the GaAs layer of thickness L. We assume that the alloy
behaves as an effective average crystal. This fictive or-
dered crystal has the alloy GaAs-like average lattice dy-
namics. Indeed, it has been recently shown that GaAs-
like optical modes in the Ga,;_, Al, As mixed crystal ex-
hibit a well-defined downward dispersion curve.** Then,
exploiting the translational invariance along the slab in-
terfaces, we can look for an ionic displacement field such
as

w(r,z)=E&(z)exp(ikx)exp(—iwt) ,

where the x axis has been taken along the in-plane wave
vector. Because the coefficients entering into Egs.
(1)-(3), account for short-range forces or local properties
of the materials, the displacement field obeys these equa-
tions in either material. The relative dielectric constants
ko and K, take into account the polarizability of the unit
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cell either ionic or electronic. The transverse-optical fre-
quency wyg is determined by the short-range force con-
stant, the reduced mass, the effective charge of the ions,
and their polarizability. The S coefficients should be
determined by the ionic masses and the short-range force
constants as the sound speed is.?* Since the long-range
Coulomb forces couple both materials, the electric field
must be kept explicitly in the equation.

As we are looking for GaAs-like longitudinal-optical
modes mainly localized in the GaAs slabs of heterostruc-
tures and as we suppose that they result of the hybridiza-
tion of the LO waves of the different materials (Fig. 1), we
look for irrotational displacements:

_ _1d
VXw(r,z)=0 or £,(z) s £.(z).

Then, the atomic displacement field equations of motion
become

4 |nd
B dzg

4 +(w%~o—a)2—32k2)§

=(€gko— €k ) oroE (@)

with Egs. (2) and (3).

In these equations, B, W10, Ko and «k,, are step func-
tions of z. B>d?/dz? is written (d /dz)(3*d /dz) in the
same manner as the electronic eigenvalue equation in the
effective-mass approximation should be written in the
]
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case of abrupt heterostructures.>* Matching conditions
are written by integrating the displacement field equation
across the interfaces. Since the GaAs-Ga,_, Al As het-
erostructures do not present microscopic interface
modes,?* we require that 3% d&(z)/dz should be continu-
ous at the interfaces.

Eliminating the electric field between Egs. (2) and (3),
we get in each material:

w= [(€gko— €pk )1/20’1‘0]_1

X | P+(k,—1)P,2

+ 1k, —1) [ dz’ k(P-K)exp(—klz—z')K | (5)

with
K=X+isgn(z —z')Z .

From VXw=0 and the above equation, we get
VXP=0 and then VXE=0. All the fields are longitudi-
nal and the Maxwell relations on the electric field and the
electric displacement are fulfilled. From now on, we
write

P=exp(ikr)[@(z)X+(1/ik)d@/dz)2Z] .

Eliminating now w between Egs. (1) and (5), we get an
equation on @:

B, d2¢7/d22+(w%o-—aﬁ—Bszkz)(p:%[w%o(lco—1)+w2(Kw—-1)]fa'z'exp( —klz—z'|)N[kp+sgn(z —z')dg/dz] .

Performing the integration in the right-hand side of the
above equation gives

d’p/dz’+ne=—(a/2){s_Z_exp[—s_k(z+L/2)]
+s,. 2 exp[—s k(z—L/2)]}
(6)
with
a=[w*Kk,—1)—otqlke—1)]1/(fk,) ,
n=(0io—0") /B —k? oio=0loke/ke ,
s_=sgn(z+L/2) and s, =sgn(z —L /2),
S _=@(—L/2,)—¢(—L/2_),
2,=@(L/2)—@(L/2_).

This equation holds in each part of the heterostructure
and the general solution is given by

@= A expligz)+ B exp(—igz)
+ H{[(1=1/k )0 —(1—1/k)aiol/(0*—wio))
X {s_=_exp[—s_k(z+L/2)]
+s,3 exp[—s k(z—L/2)]}

—

where g is a complex number verifying g>=1.

We are interested in normal modes mainly localized
near the GaAs quantum well. For that purpose, we look
for phonons exponentially decreasing in the Ga;_,Al, As
barriers (1g,.a1.as <0). The constants 4 and B are deter-
mined in each part of the heterostructure with that con-
dition plus the continuity condition at the interfaces on
B*dE, /dz and B*d*E, /dz?. Finally, the normal modes
are either even or odd function of z in a double hetero-
structure. All these conditions define an eigenequation
on o (see Appendix A). We do not find any pure inter-
face modes with displacements exponentially decreasing
from the interfaces. All solutions are found for 7g,a,
=(w&ans,L0— ®2)/B*—k?*>0. Each displacement field
contains a sinusoidal part defining a confined mode be-
havior and an exponential part corresponding to an inter-
face or Coulomb mode behavior. The interface mode be-
havior is associated with the macroscopic electric field os-
cillating in the whole heterostructure. Finally, to com-
pletely determine the displacement fields, we need a nor-
malization condition. The general expression of the
atomic displacements in a crystal periodic in two direc-
tions is given by

U, ;1 (r1,2,)= (#/2NSm 40, ;)" %e, ; i (2,)

Xexplik-1;—iw; )b, +b] ;)
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where S is now the surface of the sample and N the num-
ber of unit cells per unit of surface. The other symbols
have their usual meaning. The polarization eigenvector
is normalized with

2 {[eGa,j,k(zn )]2+[eAs,j,k(zn )]2} =1

n

Once again, we introduce the displacement of the posi-
tive relative to the negative ions multiplied by the square
root of the reduced mass. For long-wavelength optical
phonons, the normalization condition is now, if v is the
unit-cell volume,

2 [ej,k(zn )]2= 1

or
[ dz[w,  (rn2)P=v/(2Sw;;)
with
W, (71,2,)= (#/2NSw; ;)" %e; ;(z,)
Xexplik-r;—iw; 1)(b;, +b]_,). (D

We define the symmetry of any mode by the symmetry of
the z component of the corresponding displacement.

In Fig. 2, we present dispersion curves as functions of
the in-plane wave vector for a 20- A and a 150-A GaAs-
Ga, ;5Al) 25As quantum well.

In Fig. 3 the displacement envelope functions of the
four higher modes are displayed for an in-plane wave vec-
tor of 10° cm™'. The z components of the 150-A
quantum-well modes exhibit the features of well-confined
modes with nodes at the interfaces except that the first
mode which should behave like cos(7z /L) is absent for
k>10° cm™!. In agreement with microscopic theories,
we do find a topmost cosinelike mode but it disappears as
its dispersion curve reaches the GaAs one (k=~10°
cm™!). Such a behavior cannot be tested against micro-
scopic theories which are always applied to much thinner
wells. On the contrary, thls first even mode is found for
all wave vectors in the 20-A-wide quantum well. For this
quantum-well width, the displacement fields spread out
deeply in the barriers. However, the k=0 frequencies
plotted on the GaAs-bulk dispersion curve correspond to
g =m/(m +0.5)a for the first mode and g =27 /(m +
1)a for the second mode. Therefore the displacements
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FIG. 2. Dispersion curves for the four higher-energy GaAs-
like LO modes in two GaAs-Gag 75Aly 25As quantum wells with
the LO dispersion curves in bulk GaAs (dashed line) and in bulk
Gag 75Aly ,5As (dashed-dotted line). The modes are labeled in
decreasing energy order for a vanishing wave vector.
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FIG. 3. Relative displacement envelope functions of the four
higher-energy GaAs-like LO modes of two GaAs-Gag 55Al) 55As
quantum wells for an in-plane wave vector kK =10° cm™!: full
lines, z components; dashed lines, in-plane components. The
modes are labeled in decreasing energy order for a vanishing
wave vector disregarding the topmost cosinelike mode which
disappears for k > 10° cm ™.

can extend deeply in the barriers for a nonzero in-plane
wave vector even if the zone-center frequencies give
roughly an extension of one monolayer. The in-plane
components of the displacements have the inverse sym-
metry of the z components as it should be, but cannot be
deduced simply by taking the sinusoidal function corre-
sponding with the z component. This is obvious for the
higher mode of a 150- A quantum well where one should
take in the well wu,=1+cos(27z/L) rather than
u, =cos(27z /L) or for the lower mode of the 20-A quan-
tum well where the sinusoidal part of the displacement
appears only as a small modulation. A similar behavior
has been reported in AlAs/GaAs superlattices!” and is
due to the exponential or “electrostatic’’ part of the dis-
placements.

In Fig. 4 the envelope functions of the 20-A well modes
are displayed for an in-plane wave vector of 2X 10’ cm ™.
The modes are more localized in the well because their
behavior in the barriers is mainly determined by the po-
larization field following an exp(—kz) decrease. Two
modes display in their dlsplacements an interface mode-
like behavior. The first one is the n=1 even mode: the z
component of its displacement field exhibits well-marked
relative maxima at the interfaces for a 2X 107 cm ™! in-
plane wave vector. Besides, this displacement field along
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FIG. 4. Relative displacement envelope functions of the four
higher-energy GaAs-like LO modes of 20-A-wide GaAs-
Gag 75Alp 25As quantum wells for an in-plane wave vector
k=2X10" cm™!: full lines, z components; dashed lines, in-
plane components. The modes are labeled in decreasing energy
order for a vanishing wave vector.

the z axis bears a strong total dipole moment P within the
quantum well because of its even parity and of its nonos-
cillating behavior. In the approximation of an infinitely
thin well, this total dipole moment P induces the follow-
ing electric field in the barriers:

E(r,z)= [exp(ikx)/2€,][ k exp(—k|z|)]
X[P,—isgn(z)P, ][Z—isgn(z)R] . (8)

Here P, vanishes and P, is roughly constant, being
determined by the confined mode part of the displace-
ment field. When k& is nonzero, this electric field induces
displacements in the barriers and therefore a relative de-
crease in the eigenfrequency of the mode. As the in-plane
wave vector k goes to zero, the induced Coulomb field
vanishes like k and the eigenfrequency strongly increases.

The n=4 odd mode displays an almost all interface
modelike displacement feature: the x component of its
displacement field exhibits well-marked absolute maxima
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at the interfaces for k =2X 10" cm™!. Now P, vanishes
but P, is no longer determined by the confined motion
within the well. We believe that this normal mode is well
described by the Fuchs-Kliewer odd interface mode:?! it
owes its existence to the presence of the interfaces of the
double heterostructure and the displacement field is
mainly determined by the matching of the dielectric con-
stants of the materials through the interfaces. As the in-
plane wave vector goes to zero, the induced Coulomb
field spreads out in the barriers more deeply as
exp( —k|z|) and the eigenfrequency strongly decreases.

We come now to the electron-optical-phonon interac-
tion in quantum wells. The quantized interaction opera-
tor is straightforwardly derived from the displacement
fields and the polarization fields through Egs. (3) and (7).
The general form of the resulting Hamiltonian is (see Ap-
pendices B and C):

H=T —ie(SL) " [#ioo(1/€,,—1/€y)/2]
k

X [¢(z)/k]exp(ik-r) (b, +bT ;)

whereas for three-dimensional bulk phonons, the Hamil-
tonian may be written

H=T —ie(V) o o(1/€,—1/€,)/2]
q,k

X [expligqz) /(k?+¢q?)'?Jexp(ik-T)

X(b,+bT ).
In order to compare the interaction of quasi-two-
dimensional electrons with bulk phonons or with quan-

tized phonons, we have calculated the following coupling
constants:

for quantized phonons ,

2
alk)=(1/L)| [ dz £,(2)¢,(2)9 (2)

b

and for bulk phonons,
a(k):(Lz/Zvr)f dqlk*/(k2+g?)]
fdz §:(2)§;(z)expligz)

2
X (1/L,)

where §;(z) is the electronic wave function of the i quan-
tized level and L, is the sample length in the z direction.
We have considered intraband transitions within the first
quantized electronic level (i =j=0) and interband transi-
tions between the first and the second electronic quan-
tized levels (i=0, j=1). For intraband transitions, only
the first odd phonon mode has been considered and inter-
band transitions have been calculated for the first even
phonon mode. We have checked that for a quantum-well
width lower than 250 A, these phonons give roughly 90%
of the total scattering rate: the higher mode functions
¢(z) oscillate too much to match the electronic wave
functions considered.

For a 50-A quantum well and a 50-meV upper energy
electronic state, the electron—-LO-phonon scattering rate
is roughly overestimated by a factor of 4 if the quantiza-
tion of LO phonons is ignored (Fig. 5). The overestima-
tion is even greater for lower quantum-well widths but
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FIG. 5. Electron-LO-phonon scattering rate as a function of
the GaAs-Gay ;5Alp,5As quantum-well width. The involved
electronic transition is between a 50-meV electronic state and a
14-meV electronic state. The initial and final electronic states
have in-plane wave vectors in the same direction. These condi-
tions give an in-plane phonon wave vector of 1.4X 10° cm™! for
intrasubband scattering.

care should be taken because we have neglected the in-
teraction with phonons propagating in the Ga,_ Al As
barriers and the electronic probability to be in the bar-
riers begins to be large for those low well widths. This re-
duced scattering rate is fairly explained by the mismatch
between the phonon function ¢(z) and the electronic
probability function [£y(z)]* which extends more deeply
in the barriers (Fig. 6). As the well width increases, the
electronic wave function becomes localized in the GaAs
quantum well and fits the phonon envelope function ¢(z):
the quantized phonon scattering rate exceeds the bulk
phonon scattering rate. The resonance in the interband
scattering rate for a given electronic initial energy is due
to the cancellation of the phonon wave vector when the
intersubband electronic energy value is w;g. For very
large quantum wells, one would expect that both scatter-
ing rates should be equal but the scattering rates for all
wave vectors should be taken into account in a sum rule
and a lot of quantized levels for both electrons and pho-
nons should be involved.

z [ 1004 )

FIG. 6. Electronic probability function of the lowest quan-
tum level (full line) and LO-phonon potential function (dashed
line) for two GaAs-Ga, 75Alj ,5As quantum wells. The phonon
mode is the higher-energy GaAs-like mode for a 1.4 X 10° cm ™!
wave vector.

As the upper electronic state energy increases, the in-
plane wave vector k of the phonon interacting with the
electrons decreases. However, the decrease of the in-
plane wave vector k also implies an increase of the exten-
sion of the phonon wave function ¢, (z) in the barriers be-
cause of the Coulomb part of the phonon mode and,
therefore, an increasing mismatch between the electronic

‘density function and the phonon interaction function.

This last effect dominates and, as is seen in Fig. 7, the
bulk phonon scattering rate increases more quickly than
the quantized phonon scattering rate when the upper
electronic state energy increases.

Finally, we would like to emphasize that the lack of
continuity of the displacement envelopes at the interfaces
is due to the lack of continuity of the electrostatic field as
expressed by the Maxwell relations. As the total energy
of a mode is the sum of the kinetic energy of the atoms
and of the electrostatic energy, the interaction potential,
which we get from the integration of the polarization
field [see (3)], is continuous across the interfaces.
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FIG. 7. Electron—-LO-phonon scattering rate as a function of
the upper electronic state energy. The initial and final electron-
ic states have in-plane wave vectors in the same direction. The
higher-energy odd phonon mode is considered for intrasubband
scattering and the higher-energy even mode for intersubband
scattering.

III. LONGITUDINAL-OPTICAL MODES
IN SUPERLATTICES

The same formalism has been applied to
GaAs/Ga;_, Al As superlattices. Owing to the periodi-
city of the structure along the z axis, the general form of
the envelope function of the displacement field and of the
polarizability function is now

w(r,z)=[&(z)X+(1/ik(dE/dz)Z]explik 1) ,
P(r,z)=[p(z)X+( l/ik)(dqo/dz)ﬁ]exp(ik-r)

with @(z)=f (z,)e'?" and &(z)=x (z,)e 2",

z=zy+tnd, 0<zy<d .
d is the period of the superlattice and L is the GaAs well
width. f(z) and x(z) are defined in the unit cell of the

superlattice and the z component of the wave vector

verifies:
—m/d <Q<mw/d .

@(z) obeys the following equation if the origin is taken
now on the left side of the well:

d?p/dz?+ne=(a/2)[U exp(—kz)+ V exp(kz)]

C. GUILLEMOT AND F. CLEROT

&

with
U=[e*TOLS 4 £(0)—e* T1Qdf(g)] /(1 —ek +iQd) |
V=—[e *TOL3 + £(0)
ek FiQM £ ()] /(1 — ek +iQH)
S=f(Ly)—f(L})
The polarization is given in the first period by

@= A expliqz)+ B exp(—iqz)

— H[(1=1/k,)0® = (1—1/kelo]/[0*—wlo])

X[Uexp(—kz)+Vexplkz)] .

Expressing the boundary conditions at z =L and at z =d
and the relations between @ and 2, f(0), f(d) gives the
eigenequation of the superlattice normal modes.

Contrary to the quantum-well case, the displacements
in the barriers are made from the superposition of both
real and imaginary argument exponentials; hence, barrier
displacements are not necessarily expected to decay ex-
ponentially from the interfaces, particularly when the
eigenfrequency approaches the Ga,;_,Al As dispersion
curve.

Going from quantum wells to superlattices, we
displayed in Fig. 8 the dispersion curves of 20- A-wide
well superlattices with infinite, 40- A and 20-A barriers.
Since the short-range force effects do not change with the
barrier thickness for the modes mainly localized in the
GaAs wells, we expect that only modes involving

37
36,5k
infinite barriers 36 ~
35,507
35 T R
= 37
@
E WS Free o
% 40-& barriers 36f _F ~
= 35.5[ —
=z
i gl A
37
36.5[n1 TR
360 : LT
35 5—:-:. - i e
35 n=S— : . e P
8 6 4 2 0 20 40 60 800 5 10 15 20 25 30

Wave vector
.10 ")

Angle of
propagation ©(deg)

in-plane wave vector
k (10%cmh)

FIG. 8. Dlspersmn curves of GaAs-like LO phonons in three
superlattices with 20-A wide GaAs slabs: infinite Gag 75Aly 25As
barrlers (top), 40- A-wide Gag 75Aly 55As barriers (middle), 20-
A-wide Gag ;5Alp p5As barriers (bottom). The eigenfrequencies
are given for a wave vector along the superlattice axis (left-hand
panel), for a vanishing wave vector, and as functions of the
direction of propagation measured from the growth direction
(central panel), for an in-plane wave vector (right-hand panel).
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Coulomb fields will be affected by the decrease of the su-
perlattice barriers. The energy dispersions as a function
of the in-plane wave vector with a zero z component
clearly exhibit the two Coulomb modes discussed previ-
ously for double heterostructures. To understand their
behavior, we consider the dispersion curves as functions
of the angle of propagation measured from the growth
direction for a vanishing wave vector. These two
Coulomb modes are the only ones showing an angular
dispersion if we take into account the hybridization of
modes of similar symmetry. Moreover, increasing the
barrier thickness decreases the angular dispersion of
these Coulomb modes. These facts strengthen the
Coulomb origin of this angular dispersion, as has already
been reported. !>’

To go further, we consider the displacements of the
different modes (Fig. 9). For modes propagating along
the z axis, the in-plane component of the displacements

8 -0° ©-90°

L ver barrier | vell

6 -50°

barrier

T T
barrier

T
+ l ]vell

T T

T

T

Vibrational Amplitudes (arbitra,ryl l'm'it'sll
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FIG. 9. Relative displacement envelope functions of the five
higher-energy GaAs-like LO modes of a superlattice: GaAs
wells and Gag ;sAly ,sAs barriers are 20 A wide. In-plane com-
ponents (full lines) and z components (dashed lines) of the dis-
placements are given for a vanishing wave vector and three
directions of propagation. From top to bottom, the modes are
in decreasing energy order.
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vanishes since we are dealing with longitudinal modes
with no in-plane modulation. The displacements exhibit
the features of confined modes. The modes with n odd
are even modes whereas those with n even are odd ones.
The Coulomb modes are labeled by =1 and 5. This
latter mode hybridizes with the =3 mode because both
of them are even. The total dipole moment within each
slab is nonvanishing if »n is odd and if the displacement
envelope function does not strongly oscillate within the
slab. Since the macroscopic electric field is determined
by the total dipole moment in either slab, the Coulomb
nature of the n=1 mode comes from the total dipole mo-
ment within the GaAs slabs whereas the n=35 mode has a
strong dipole moment in the Ga;_, Al As slabs (see left
panel of Fig. 9). For a zero angle of propagation, this
latter mode is a so-called Ga,_, Al As quasiconfined
mode, 1 as can also be inferred from the fact that its fre-
quency falls below the edge of the overlap of the GaAs
and Ga;_, Al As continuum. Starting from modes prop-
agating along the superlattice axis with well-confined dis-
placement behavior and since we are dealing with modes
with vanishing wave vectors, the induced Coulomb field
behaves as the in-plane wave vector k [see Eq. (8)] and in-
creases as the angle of propagation goes from O to 7 /2.
The macroscopic Coulomb fields are effective when the
in-plane wave-vector component is nonzero: for modes
propagating along the growth direction, the frequencies
are not affected by the barrier thickness (except for the
n=35 quasiconfined mode). Since the Coulomb field will
significantly spread out of the GaAs slab in the
Ga;_,Al, As barrier, the n=1 mode frequency decreases
with the angle of propagation of the mode relative to the
z axis. On the contrary, the Coulomb field of the n=>5
mode spreads out the Ga;_, Al As slabs in the GaAs
slabs so that its frequency increases with the angle of
propagation.

Finally, we would like to point out that the parity of
the n=1 mode changes as the angle of propagation goes
from O to 7 /2. This behavior is allowed since the system
does not bear any symmetry property for an arbitrary an-
gle of propagation. However, this mode is the only one
which displays a vanishing z component of its displace-
ment field for an angle of 7/2 whereas for most of the
normal modes, the ratio of the displacement component
along the superlattice axis on the in-plane displacement
component is a function of the phase factor for the dis-
placement field. Moreover, the real displacement fields
do not have to be orthogonal to each other but the polar-
ization eigenvectors verify this orthogonalization proper-

ty.

IV. LONGITUDINAL-OPTICAL MODES
IN THE SINGLE HETEROJUNCTIONS

Calculations have been performed for single hetero-
junctions within the same formalism. The z component
of the phonon wave vector is no longer quantized by a
single heterojunction. Phonon normal modes are found
for all energy values in the frequency range below the
GaAs bulk frequency (0fo Gaas—Bhaask 272 if k is the
in-plane wave vector. For nonpropagative modes
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FIG. 10. Relative displacement envelope function of a
GaAs-like LO phonon in a single GaAs/Gag ;5Alg 55As hetero-
junction together with the electronic probability function of the
first quantum level (dashed-dotted line): full line, z component;
dashed line, in-plane component. The z component of the pho-
non wave vector is 1.3X10% cm ™!, the in-plane component is
10° cm ™!, and the electronic density is 3X 10'!/cm?.

[0> (0} Ga—al—as—BEa—ai—ask )'7?], the displacement
field roughly undergoes a reflection on the
GaAs/Ga;_, Al As interface (Fig. 10). The general form
of the electron—-LO-phonon Hamiltonian is given by

H=T —ie(SL)"[#w o(1/€,—1/€)/2]
kg

X[y 4(2)/(k*+q?)'*Jexp(ik-r)
X (b, +bTp_ ).

Taking into account only nonpropagative modes, we

COUPLING CONSTANT (arb.units)
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FIG. 11. Electron-LO-phonon intrasubband scattering rate

as a function of the z component of the GaAs-like LO-phonon

" wave vector in a single GaAs-Ga, ;5Alg,5As heterojunction.

The in-plane component is 10° cm ™! and the electronic density
is 3X10'"/cm?.
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FIG. 12. Electron—-LO-phonon intrasubband scattering rates
as a function of the upper electronic state energy in a single
GaAs-Gag 75Al 55As heterojunction. The initial and final elec-
tronic states have in-plane wave vectors in the same direction.

have calculated the following coupling constant in order
to compare the scattering of electrons on bulk phonons
and on heterojunction phonons:

for heterojunction phonons ,

k)= (Lgaas/2m) [ dg[k2/(k?+q>)](1/Lgaa,)

x| [ dzle@) P2 ’

>

and for bulk phonons,
atk)=(L,/2m) [ dq[k2/(k*+¢?)]

2
fdz[é‘(z)]zexp(iqz)

X(1/L,)

where £(z) is the Fang-Howard electronic wave function
and Lg,,, is the GaAs thickness. The electron-phonon
scattering rate is peaked for the z component of the wave
vector that gives the best fit between the electronic densi-
ty and the phonon potential function along the growth
axis (Figs. 10 and 11). Computing the scattering rates as
functions of the upper electronic state energy, we recover
the same behaviors as in quantum wells (Fig. 12).

V. CONCLUSION

In an attempt to establish an equivalent of the Frohlich
interaction in GaAs-Ga,_,Al,As heterojunctions
(x <0.3), we have investigated the nature of
longitudinal-optical phonons in superlattices, quantum
well, and single heterojunctions within a continuum ap-
proach. Assuming that the alloy behaves as an effective
average crystal, the GaAs bulk LO band overlaps with
the GaAs-like LO-phonon dispersion curve of the alloy.
Therefore we have looked for normal modes as hybridiza-
tions of the corresponding bulk LO phonons. Boundary
conditions have been derived by integrating the Euler-
Lagrange equation of motion of the relative displacement
field provided that this one is written in a Hermitian
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form. We do not find any pure interface mode but every
normal mode contains a Coulomb displacement field be-
sides a confined motion. Two kinds of Coulomb modes
come out: either the total dipole moment within a slab is
nonzero and induces an electric field within the other slab
or the presence of interfaces allows the emergence of a
Fuchs-Kliewer mode through the matching of the dielec-
tric functions. The long-range Coulomb interaction
shows up in the dispersion curves as a function of the in-
plane wave vector for superlattices with decreasing bar-
rier thicknesses because the short-range forces involved
in modes mainly localized in the GaAs slabs are not
affected by the Ga;_, Al As thickness. Finally, the
electron-phonon interaction is strongly reduced in quan-

9o =(0% 10— —BLk)'2/B, ,

gy =(*—B} 1ot B3kD) /B,
A=[(1—1/k)0*—(1—1/kp)0} /(0> —wly) ,
X=A—1+1/k, ,

172

R=[(K0w_Koow) ww,TO/Koow]/[(KOb_Koob)l/2

tum wells for well widths lower than 100 A. This reduc-
tion is attributed to the mismatching between the quan-
tized phonon potential function in the z direction and the
electronic density function which spreads out more deep-
ly in the barriers.

APPENDIX A: EIGENEQUATION
FOR A DOUBLE HETEROSTRUCTURE

We give the coeflicients of the 3 X3 matrix defining the
eigenfrequencies w. All quantities related to the GaAs
quantum well are labeled by w whereas those concerning
the Ga,_, Al, As barriers are labeled by b:

waO/Kaob] >

(B%q2+PBiq}t)cos(q,L /2)

PBLg2+exp(
Odd modes:
11=cos(q,L/2),
ap=-—1,

a;3=1—expl(
21 =B2%q,sin(q,L/2) ,
ap=—RB}g, ,
=k exp(—kL /2)sinh(kL /2)(BLX ,—RB}Xp)
=pB2qicos(q,L/2),
032=Rf3’b‘1b )
3=k exp(—
Even modes:

a;, =sinh(q,L /2) ,

a;3;=1—exp(—kL/2)[A
21 =B%q,cos(q,L/2) .
ay,,=RBgq, ,
,3=k exp(—kL /2)cosh(kL /2)(P[3} —XﬂBﬁJXa)) ,
=B q2sin(g,L/2) ,
ay,=RpBiqf ,

—kL /2)[cosh(kL /2)(B% k*X, —A,RBq2)+R sinh(kL /2)(B2k2X,

—ABYad)]

—kL /2)[A,cosh(kL /2)+ Aysinh(kL /2)] ,

kL /2)[B%X ,cosh(kL /2)+PB2X,sinh(kL /2)] .
b*b

wSinh(kL /2)+ Ay cosh(kL /2)] ,

33 =k2exp(—kL /2)[B% X ,sinh(kL /2)+PBiX,cosh(kL /2)] .
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APPENDIX B: ATOMIC DISPLACEMENTS
Odd modes:
—[B%q2+RB2g:]cos(q,L/2)

R/J’bqb+exp —kL /2)[cosh(kL /2)(82 k*X,,— A, R B%q2)+ R sinh(kL /2)(Bik*X, —
B =cos(q,,L /2)+C{1—exp(—kL /2)[ A, cosh(q,L /2)+ A,sinh(g, L /2)]} ,

A2=(L/2)/ [fmdz(u3+u3)+f°° dz(u2+u?) |,
0 L/2

U,= Au, ,
U,= Au,
lz| <L /2:

Uy = (Ko /[ (€0 — €)@y 101} [cOs(g,2) — X, C exp(—KkL /2)cosh(kz)] ,

i, = {K oy /[ (€0 — € ) *00 101} — (g, /k)sin(g,,z) — X, C exp( — kL /2)sinh(kz)] .

2:

Uy, =Koy /[(€0p — €)' 0y 101} {B exp[ —gq,(z —L /2)]+ X, sinh(KL /2)C exp(—kz)} ,
itt, = (K oy, /[(€0p — €0y ) *@p 101} { — (g, /K)B expl —q,(z —L /2)]— X, sinh(kL /2)C exp(

z>L

N

Even modes:

—[B%q2+PB;q}lsin(q, L /2)

ABigd)]

—k,z)} .

C= [sinh(kL /2)(B% k2X,— A, R[B2)+R cosh(kL /2)(B2k*X, —A,B2q2)] ,

PBiqt+exp(—kL /2)

B =sin(q,L /2)+ C{1—exp(—kL /2)[A,sinh(g,L /2)+A,cosh(g,L /2)]} ,
A*=(L/2) [fo“zdz(u,%+u3>+ SO dztuud) |,

U,= Au, ,

U,= Au,
lz| <L /2:

Uy, = (Ko /[ (€0 — €)' ?@y 101} [5in(g,,2) — X, C exp( —kL /2)sinh(kz)] ,

i, = (K o /[ (€00 — €)' @0, 101} [(gy, /K )cOS(g,,2) — X, C exp(— kL /2)cosh(kz)] .
z>L/2:
= (Koo /[(€0p —€003) *0p 101} { B €xp[ —q,(z —L /2)]+X,cosh(kL /2)C exp(—kz)} ,
2= (Koop /[ (€0p — €0y ) ?0y 101} { — (g /KB exp[ —q,(z —L /2)]— X, cosh(kL /2)C exp(

u

iu

APPENDIX C: ELECTRON-PHONON INTERACTION

We give the electron-phonon interaction potential in double heterostructures.
Odd modes:

H=ieA(SL) V" [hoyo(1/€,—1/€,)/2]explikr)(b, +b1 , )(1/k)xT .
z<—L/2:

T =RB exp[g,(z +1)]+RC(A, —1)sinh(kKL /2)exp(kz) ,
|zl <L /2:

T =cos(q,z)+C(1—A,)exp(—kL /2)cosh(kz) .
z>L/2:

T =RB exp[ —q,(z —1)]+RC(A, —1)sinh(kL /2)exp( —kz) .

—kz)} .

I®
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Even modes:

H=—ieA(SL) " hoyo(1/€,—1/€) /2]explikr)(b, +bT , )(1/k)xT .

z<—L/2:

T =—RB exp[q,(z +1)]—RC(A, —1)cosh(kL /2)exp(kz) .

|z| <L /2:
T =sin(q,z)+C(1—A, )exp(—kL /2)sinh(kz) .
z>L/2:

T =RB exp[—q,(z—1)]+RC(A, —1)cosh(kL /2)exp(kz) .
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