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Phonon and plasmon deformation potentials of GaAs: Far-infrared study under uniaxial stress
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We report the results of a complete study of the effects of a uniaxial stress on the far-infrared re-
flectivity spectrum of GaAs. Stresses up to 15 kbar applied along the [111] and [001] directions al-
lowed us to measure splittings of phonon degeneracies and frequency shifts of the long-wavelength
TO and LO phonons and of the free-carrier plasma frequency. From these results we were able to
calculate the phonon and plasmon deformation potentials. More importantly, numerical values are
obtained for the rate of shifts of the electron effective mass. The results are compared with values

given in the literature.

I. INTRODUCTION

When a uniaxial stress is applied to a crystal, definite
changes occur in the lattice-dynamical, electronic, and op-
tical behavior of the material. Shifts of the long-
wavelength (g ~0) optical phonons and splittings of their
degeneracies are manifestations of such stress-induced
lattice-dynamical changes, from which useful crystal pa-
rameters can be obtained. Diamond-type cubic materials,
fluorites and III-V semiconductors are among the struc-
tures most extensively studied.! Most of these studies are
based on piezo-Raman spectroscopic measurements. The
alternative approach of using effects of stress on the re-
flectivity spectra has received limited attention thus far,
and in fact has been applied only once, in the case of
GaAs,? in spite of the fact that such data appear to be
more informative. Thus the complete set of phonon de-
formation potentials (PDP), i.e., the rates of shifts of
transverse (TO) and longitudinal (LO) optical phonons
with the strains can be obtained with improved accuracy,
since the incident radiation penetrates deeper into the ma-
terial thus probing areas with more uniform strains. On
the contrary, piezo-Raman experiments are subject to
more stringent selection rules and are more sensitive to
strain inhomogeneities because of the shorter penetration
depths reached by incident laser light.>* The main advan-
tage of the reflectance measurements under uniaxial
stress, however, is the possibility to study the stress effects
on free carrier parameters, such as effective masses,
through the changes of plasma frequency with the strains
(plasmon deformation potentials or PLDP). In principle,
one can also obtain information about the phonon damp-
ing deformation potentials (PDDP), and about the high-
and low-frequency photoelastic constants. Such results,
however, require very accurate spectra and elaborate fit-
ting techniques.

The purpose of this work is to use reflectance data from
uniaxial stress measurements in GaAs obtained under im-
proved experimental conditions to reach accurate values
for PDP and PLDP. Such PDP values have been exten-
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sively used in recent years in determining quantitatively,
residual tensile or compressive strains on bulk or epitaxial
films of Si or III-V semiconductors,>® in connection with
epitaxial film growing, surface treatment, laser annealing,
and ion implantation processes. Furthermore, PDP can
be used to obtain the dispersion of the photoelastic and
elasto-optical coefficients in the infrared, and also to esti-
mate the changes induced on the phonon effective charge
by external stresses or hydrostatic pressures.” Not much
information is available about electronic properties in
strained lattices. Such data, e.g., effective mass m*, car-
rier mobility p or scattering time 7, as a function of strain
are of crucial importance for the evaluation of the trans-
port properties of epitaxial layers used in the fabrication
of microelectronic components.>® Values for such strain
parameters have been suggested by theoretical calcula-
tions.®

In Sec. II the experimental details will be described, fol-
lowed in Sec. III by the basic theoretical facts and data,
leading to the listing of PDP values and values for crystal
parameters based on them. A short discussion on the ef-
fect of strains on the phonon damping constant is given in
Sec. IV, while in Sec. V the results on the PLDP are
presented together with relevant theoretical facts, fol-
lowed by a discussion and closing remarks.

II. EXPERIMENTAL

Reflectivity spectra in the range from 80 to 370 cm ™!
were taken with a rapid scan Fourier spectrometer. The
total path difference scanned was 4.15 cm yielding a spec-
tral resolution of 0.13 cm~!. The interferograms con-
tained 4096 data points. In order to separate the singlet
and doublet phonon components the light was polarized
to more than 92% by a wire grid polarizer.

Pure and doped GaAs samples were cut in the form of
rectangular bars of typical dimensions 2X2X 15 mm?.
The reflecting surfaces were polished (1 um diamond) and
etched carefully (1% Br, in methanol, 5 min). The etch-
ing turned out to be very important in order to obtain the
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high accuracy in fitting the reflectivity spectra and estab-
lishing the frequency shifts with stress. Unetched samples
showed differences in the reflectivity of up to 10%, espe-
cially in the region of the plateau of the reststrahlen band.
Two sample orientations were used designated by
(x',y',2')=([110],[110],[001]) or b and (x",y",z")
=([110],[112],[111]) or c (see Fig. 1 and Ref. 4). The
long axis of the bars was z' or z". The stress was always
applied along the long axis. Incidence of light was along
x',x". The stress apparatus was newly designed’ in order
to overcome the geometrical problems experienced with
the conventional T'-shaped design.!® Maximal forces up
to 5000 N could be applied to the sample. The samples,
with their end faces palished, were held by friction (no
glue) between two steel pistons, whose faces were also pol-
ished and covered by small pieces of fused silica. With
such an arrangement we were able to exceed the limits of
previously applied stresses before breaking the sample
(14.2 kbar for X||[111] and 7.5 kbar for X||[001]). In
addition, accidental breaking for low stresses was mini-
mized.

In usual reflectivity measurements absolute values for
the reflectivity R are established by using a metallic mir-
ror as a reflectivity standard and exchanging sample and
mirror in a well-defined manner. The latter, however, is
hardly possible with a sample held in a bulky and heavy
stress apparatus. Therefore, the following experimental
procedure was followed: First the sample without stress
apparatus was measured very carefully against a metallic
standard mirror. From this measurement the reflectivity,
R (0, X =0), was determined as a function of frequency
at zero stress, X,

(0, X =0)

I
R(w, X =0)=
Imirror(w)

) (1)

where I,I ;.. are the corresponding reflected intensities.
Then the sample was mounted in the stress apparatus and
the intensity of reflected light I'(w,X) was measured for
X =0 and Xs£0. From such measurements the following
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FIG. 1. Experimental configurations used in the present mea-
surements. The sample configurations (b,c) used are b:
(x',y',z')=([110],[T10],[001]) and c: (x",p",2")
=([T10],[T12],[111]). Double arrows indicate the singlet and
doublet modes of vibration.
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ratio is established:

I'w,X) R(w,X)

I'(0,X=0) R(w,X=0)"’ @
from which
_ I'(e,X) B
R(0,X)= 58 R (@, X =0) . 3)

Typical spectra for R (w,X =0), R (w,X), and the ratio
R (0,X)/R (0, X =0) are displayed in Figs. 2(a) and 2(b).

III. PHONON DEFORMATION POTENTIALS

A. General information and experimental procedure

The phenomenological treatment of the effects of an
uniaxial stress on the ¢ =0 TO- and LO-phonon frequen-
cies is well established and details can be found in Refs.
1—3. Shifts of the frequencies and splittings of their de-
generacies can be expressed in terms of the phonon defor-
mation fourth-rank tensor (3Q%/d7n )ij» in suppressed in-
dex notation. By () and 1 we designate the perturbed an-
gular frequency of the phonon and the strain. For
diamond-type and zinc-blende—type crystals the above
tensor has three independent components, designated by
P, q,and ror K }-1, KT, and K}, for a TO phonon, and by
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FIG. 2. (a) Reflectivity spectra with X =0 and X =14.2 kbar
along [111]. The sample is doped with N =3.5X 10" cm~3.
The position of the phonon frequencies and the reflectivity edge
at Qp /€, are indicated by arrows. (b) Experimental and theoret-
ical spectrum of the ratio R (X)/R (0) based on (a).
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p',q',and r' or K}y, KT, and K% fora LO phonon. The
values of p, ¢, and r are equal to the values of p’, ¢’, and
r', respectively, in diamond-type (homopolar) crystals, but
they are different for zinc-blende—type (polar) crystals.
In fact their difference can be related to the change of the
TO phonon effective charge e* due to the strains.

The PDP introduced above are linked to the experimen-
tal data through the slopes (dQ2/dX) of the stress-
dependent phonon frequencies Q(X) or Q;(X). The
stress is compressive and therefore regarded as negative.
Depending on the polarization of the incident light the
components of the TO, LO phonons are characterized as
singlets (s, for E||X) or doublets (d, for ELX). This is,
because for the crystal orientations b and ¢ used here, the
triply degenerate g ~0 optical phonon is split into a sing-
let and a doublet (see Fig. 1). If the singlet or either com-
ponent of the doublet happens to be of longitudinal char-
acter then the corresponding frequency is increased by the
TO-LO splitting.! = The latter splitting is a function of
the stress, in general. Table I summarizes all relevant in-
formation such as selection rules, measured slopes and the
corresponding PDP that can be calculated from each con-

figuration. The complete expressions are as follows:
From configurations b,c (X||[001],X||[111])
2
yr=— P_+_2‘1_
6(01‘
_ d(Qr,,4+20714) 1 @
o dx 3(1)1'(511‘"2512) ’
—_P'+29
7L 6(0%‘
o d(Q+2014) 1 5)
- dx 3CL)L(S” +2S12) ’
From configuration ¢ (X||[111])
d(Qr—Qrgq)
r__ T,s T.d 1 6)

203 dXx o184

ro d@Q—04) )

. 7
20} dXx @1Sau @
From configuration b (X||[001])
p—q =d(ﬂT,s—9T,d) 1 @)
2(0% 7). ¢ (DT(S“ '_SIZ) ’
2'_1’ __d(QL,s_QL,d) 1 ©)
2@%‘ ax o1 (S11—S12) '

Crystal orientation a is defined as
(x,y,2)=([100],[010],[001])

and is equivalent to the configuration b, used here, as far
as Table I is concerned. It is included here for complete-
ness (see Table II). In Equations (4)—(9), S; are the elas-
tic compliances. The values used here are the same as
those in Ref. 3, i.e., S” "‘S12= 154, S“ +2S12 =0445,
and S, =1.69 in 10~ kbar™! units. The zero-stress
values wp=268.3 cm~! and w;=291.8 cm™! for the
g=~0, TO and LO phonon frequencies are taken from
Ref. 11. The corresponding mode Griineisen parameters
are designated by yt and yp, respectively. The slopes
(dQ/dX) were deduced from the spectra in the b,c con-
figurations taken from samples with N =5Xx10'° and
3.5%10'7 cm™3 and are listed in Table I. A presentation
of the data points, consistent with the entries of Table I, is
shown in Figs. 3 and 4 for N =5X10'* and 3.5x 10"
cm~3, respectively. The straight lines are the results of
least square calculations. Each pair of points (Qr,Qp )
or (1,4, 4) in Figs. 3 and 4 results from the fitting of
a damped harmonic oscillator model to the actual reflec-
tance spectra in the way described in the previous section.
The reflectivity R in terms of real (n) and imaginary (k)
parts of the complex refractive index is given by

R (n =124k
(n+1)7+k?’
where n,k are obtained from the real and imaginary part

(10)

TABLE I. Selection rules, measured slopes (Fig. 3), and phonon deformation potentials (PDP). The arrows indicate which slopes
enter the equations for PDP. The slopes and their typical errors are in units of cm~!/kbar. The notation p,q,r and p’,q’,r’ (Refs. 2
and 3) is equivalent to K T K% KLY and K5,k KL, respectively. For the sign of the slopes we have taken into account that the
stress is compressive, therefore negative. The sample orientations used were ([110],[T112],{111]) and ([110],[110],[001]) for
X]|[111] and X]|[001], respectively (see Sec. II). The values used for de,, /dX in Eq. (11) were 0.015 and 0.000 kbar~" for the singlet
and doublet components, respectively, for X||[111]. The corresponding values for X||[001] are 0.014 and 0.001 kbar~!, respectively

(see Sec. IIT A).

Phonon
Stress Light Phonon Measured slopes (d(2/dX) deformation

direction polarization component N =5x10" cm™? N =3.5%10" cm™—? Equation potentials
X||[111] E||X Qr, —0.249+0.013 —0.176+0.002 - ‘(6) r=Ki

E1X Qr.a —0.081+0.009 —0.050+0.003 — (4) YT

E||X Q —0.19340.012 —0.179+0.004 - ((7) r=Kq

ElX Qra —0.077+0.007 —0.084+0.003 — (5) YL
X|[[001] E||X Qr, —0.092+0.013 —0.091i0.006] - [(8) p—q=KT,—K},

ElX Q14 —0.123+0.009 —0.156+0.006 — (4) YT

E||X [ —0.019+0.007 —0.005i0.0061 — ‘(9) p'—q'=K% —Kh

El1X Q4 —0.132+0.020 —0.16410.005 — )] YL




5384 HUNERMANN, RICHTER, SAALMULLER, AND ANASTASSAKIS 34

TABLE II. Values of the phonon deformation expressions given by Egs. (4)—(9) for the undoped sample in Table I. Average

values of yrL are computed from corresponding values of configurations b and c.

(x,y,2)=([100],[010],{001]).

Configuration a corresponds to

Crystal
. . r r _ r_
orientation — —_— £2—-4 £ -9 Referen
€ e & 20k 207 207 207 °
c 1.15+£0.06 0.89+0.05 —0.37+0.03 —0.241+0.03 Present
0.9210.10 0.80+0.10 —0.40+0.06 —0.27+£0.06 Ref. 4
1.00+0.30 1.00+0.15 —0.40+0.20 —0.30£0.08 Ref. 2
—0.10+£0.10 Ref. 3
b 0.94+0.06 0.731+0.10 0.08+0.03 0.25+0.05 Present
0.78+0.10 0.6610.10 0.121+0.07 Ref. 4
0.70+0.30 0.80+0.15 0.30+0.15 0.35+0.08 Ref. 2
0.10+0.10 Ref. 3
a 0.23+0.06 Ref. 4
average 1.05+0.11 0.8110.10 Present
0.85+0.10 0.73+0.10 Ref. 4
0.85+0.30 0.90+0.15 Ref. 2
0.90+0.30 Ref. 3
hydrostatic 1.39+0.02 1.23+0.02 Ref. 11

of the dielectric constant, e=€,+ie;=(n?—k?)+i(2nk).
The dielectric function used is

2
w%—w% w,

elw)=€, |1+ , (11)

or—o?—iolr € (0*+iol,)

GaAs
X11{001]

: n=5x10" cm?
X {111]

AQ (cm™)

12 8 4 0 4 8 12
Stress (kbar) ——=

PES—

FIG. 3. Stress dependence of phonon frequency shifts AQ for
undoped GaAs (N =5X10" cm~3). The uncertainties of the
shifts are within 0.025 cm~'. Straight lines are least-square fits
for the joint data of two identical samples (X and O). Their
slopes are tabulated in Table I. The zero-stress values of w and
o are 268.3 and 290.8 cm ™!, respectively.

where €,=10.9 (Ref. 7), the high-frequency value of
€(w), 't and I, the damping constant for the TO phonon
and for the free carriers, and , the plasma frequency for
the free carriers, given by

12
Ne?
*

€m

wp = (12)

N is the carrier concentration and m* the corresponding

GaAs
X 111001]

- n=35x%x107cm3
X111

AQ (cm™)

AQ 4
2r 4
1+ d
Of—p—m—-— = -~ it wintr it
8 4 8 12
—~— Stress (kbar) — e

FIG. 4. The same as Fig. 3 but for a doped GaAs sample
(N=3.5x10"cm™3).
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effective mass. At this point it should be recognized that
the phonon shifts with stress are, in general, different for
pure and doped samples, thus leading to different values
for PDP. Since one of the objectives of this work is to
reach accurate values of PDP for the pure lattice, we shall
concentrate on the results of PDP obtained from pure ma-
terials. For completeness we also give values of PDP ob-
tained from doped samples. Measurements with doped
samples, however, are necessary in order to investigate the
stress dependence of the plasma edge. The observed
dependence of PDP on carrier concentration is an interest-
ing experimental fact which deserves an independent
study.

Regardless of concentration, the fitting procedure was
the same and can be described as follows: Fitting with
equations (10)—(12) was performed to single spectra
R(w,X) as well as to the ratios R (w,X)/R(w,X =0).
The latter are very sensitive to small changes, while the
former allows a judgement on the quality of the harmonic
oscillator approximation through direct comparison of
theory and experiment. The fitting procedure was started
with the ratios, in order to find out if the sensitivity of the
equipment (detector, light source) had changed between
scans. Such a change causes a parallel vertical shift of the
ratioed spectra [see Fig. 2(b)] and can be taken into ac-
count afterwards by multiplying with a factor f giving the
corrected spectrum R'(w,X):

R'(0,X)=/R (0,X) . (13)

Next we tried to improve the fit parameters by achieving
best agreement with R'(w,X) [Fig. 2(a)]. The quality of
the fits was judged from agreement with the measured
spectra especially at the edges of the reststrahlen band and
the plasma edge, which are important for the phonon and
plasma frequencies. With those parameters the ratioed
spectra were fitted again, this time giving a better value
for f. This iterative procedure was repeated until agree-
ment between harmonic oscillator and measurement was
within 0.025 cm ! for phonon frequencies and 0.25 cm ™!
for the plasma frequency wp in doped samples. The abso-
lute accuracy is less for the plasma frequency because the
reflectivity slope is smaller than the one in the phonon
reststrahlen band. However, since the stress-induced
shifts for the plasma edge were larger than for the
reststrahlen band, the same relative accuracy was obtained
for the stress-induced changes of wp. A typical fit is
shown in Fig. 2(b).

Inspection of Fig. 2 and Egs. (10)—(12) tells us that be-
sides wt and wy, the stress X will also induce changes in
the values of €, I'r, T',, and m*. Thus, through careful
fitting one should be able, in principle at least, to obtain
information about the corresponding slopes. In the case
of €, and N we have calculated the slopes by use of the
compliance coefficients’ and the photoelastic con-
stants.'>> In all previous calculations®’ the photoelastic
constants of Ref. 13 measured at 1.15 um were used.
Here we prefer to use values which were obtained from
the data of Ref. 12. These data show that there is still
dispersion in the photoelastic constants in the near in-
frared region originating from the electronic band gaps.
By extrapolating these results [Egs. (3)—(9) in Ref. 12] to

the far infrared region we obtain nearly constant values
and slopes, which are quoted in Tables I and III, respec-
tively. These values were used in the fitting procedure
with Eq. (11). In order to facilitate the fitting we incorpo-
rate the anticipated values of €, (X) and N(X) in Eq. (11)
and focus on K,~1T~, K,bf, I't(X), I'.(X) (see Sec. IV) and
m*(X) (see Sec. V).

B. Numerical results on PDP

The results of the calculations of the PDP expressions
in Egs. (4)—(9) based on the slopes in Table I, are shown
in Table II. The results of other workers are also included
in Table II for comparison. The errors indicated originate
from the average errors in the slopes from two different
samples (Table I) and represent mean-square deviations.
Individual values for p,q are obtained from the values of
p —q and average yt [or p +2g, according to Eq. (4)], and
likewise for p’,q’. These are shown in Table III in
suppressed tensor notation. Various microscopic fourth-
rank tensor parameters are also included in Table IIL
The corresponding errors are related to those described
above. All values (and their errors) in Table III have been
rounded to one decimal point. For more details about
these parameters the reader is referred to Ref. 7. For
completeness we give the basic definitions below:

Kyt =(30%,./3n); , (14)
M,-j=(8e'/a17)ij (15a)
e* | _€w L T i ..
=7 w%Ae(Kij—Kij)+ c. +1], i,j=1,2,3
(15b)
et | _€w L T, Ki ..
=7 |otae Ki—Ki)+ = |, bi=456, (150
2M,-j ) .
aifz 8* -1 wTA€» l’]=112a3 (16a)
205 Ae M;;
= T . u’ i,j =4,5,6, (16b)
e
bij= —w%—AeKJ ’ (17)
k9 =(3e, /37); (18a)
=¢&(KJ /ot —Kjj /ot +kf /€,) (18b)
=kf+a; /0t +b;/01 (18¢)
ay—ap=€,[(Kh—Kp)— (KT, —K])]
2
wtAe
T (kg — k) (19)
M, —M (@ —
11 2 _ ey aznz) ’ (20)
e* 2Aewt
k(@)= kf + —L i @1)
Y Y (0=t (R —e??
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) 3lne* M, +2M,, used: The other set was based on k,fj- values which were
=— =_ p (22a)  obtained by extrapolating from the data of Ref. 12 (see
dln¥V 3e Sec. ITA). The differences between the two sets are well

€, €. k%l +2k¢, 1 within the experimental errors. Finally, it is clear from
=—A—gyL—EyT—————6€———-2— . (22b) Egs. (15), (19), and (20) how the value of the strain-

o

V is the crystal volume, € and €, are the high- and low-
frequency values of the dielectric constant and likewise
for the photoelastic constants k;; and kg, while
Ae=¢,—€,=1.99 for GaAs. Two sets of calculated
values are included in Table III based on the present data.
One set is based on the photoelastic constants of Ref. 13
and is included here for comparison with the sets of Refs.

2, 4, and 7 for which the same values k;; of Ref. 13 were

dependent effective charge is affected by the differences
between the values of K} and K,}, respectively. The ten-
sors @; and b;; determine, through Eq. (21), the disper-
sion of k;(w) in the infrared [ionic photoelastic effect,
Ref. (7)].

Among the various published sets of results appearing
in Table III, only the one under Ref. 4 is based on piezo-
Raman data. (No attempt was made to obtain a set of
values based on the original piezo-Raman data of Ref. 3

TABLE III. Numerical values for the three components of the various tensor properties, based on
the present data for the undoped sample of Table I, and those of other workers. The values of
(kS,k$2,kss) used here are either (17.5,8.7,8.5) from Ref. 12 or (19.6,16.63,8.55) from Ref. 13. Direct
use of Eq. (16a) for a,; —a, leads to a more realistic error figure.

(i,j)=(1,1) (i,)=(1,2) (i,j)=(4,4) Reference
Kj /0% —1.840.1 —1.9£0.1 —0.710.1 Present
—1.410.2 —1.6+0.2 —0.8+0.1 Ref. 4
—1.310.7 —1.940.6 —0.80.4 Ref. 2
—2.4+0.2 —3.010.1 —0.8+0.4 Ref. 7
Kij/of —1.1+0.2 —1.6+0.2 —0.5+0.1 Present
—1.0£0.2 —1.540.2 —0.540.1 Ref. 4
—1.310.3 —2.040.3 —0.610.2 Ref. 2
—2.010.1 —2.740.1 —0.6+0.2 Ref. 7
M /e* 2.6+0.6 1.0£0.8 0.9+0.3 Present?
2.7+£0.6 1.3£0.8 0.9+0.3 Present
1.9+£0.9 1.01£0.9 0.8+0.5 Ref. 4
0.7£2.0 —0.1£1.9 0.6+1.2 Ref. 2
1.540.7 0.740.4 0.6+1.2 Ref. 7
1.7 0.1 0.9 Ref. 14
a; /% 8.3+2.4 1.8+3.3 3.6%1.1 Present
8.7+2.4 3.3+£3.3 3.6x1.1 Present
5.6+3.7 1.943.5 3.3£2.0 Ref. 4
0.618.0 —24%7.7 2.6+4.8 Ref. 2
3.9+2.6 0.8%1.5 2.6+4.8 Ref. 7
4.6 —1.6 35 Ref. 14
b; /ot 3.6+0.2 3.9+0.2 1.5+0.1 Present
2.8+0.4 3.2+0.4 1.610.2 Ref. 4
2.6+1.4 3.8+1.2 1.610.8 Ref. 2
4.8+0.4 6.0+0.2 1.610.8 Ref. 7
kg 29.4+2.6 14.4+3.4 13.6+1.2 Present®
31.842.6 23.8+3.4 13.61.2 Present
28.0+3.7 21.8+3.5 13.4£2.0 Ref. 4
28.242.7 23.4£1.5 12.743.9 Ref. 7
(ay —ap)/wh (M —My,)/e* r* Reference
6.5+1.4 1.6£0.4 —1.5+0.9 Present®
54+1.4 1.4+0.4 —1.8+£0.9 Present
3.742.2 0.9+0.6 —1.310.7 Ref. 4
3.0£3.0 0.8+0.8 —1.040.3 Ref. 7
—0.7 Ref. 11
6.2 1.6 —0.6 Ref. 14

*Based on (k$;,k%;,k% ) from Ref. 12. In all other cases the values of Ref. 13 have been used.
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because the latter are incomplete and suffer from large
uncertainties.) The remaining three sets are based on re-
flectance data. In all sets (except the one under Ref. 7)
the corresponding average experimental values yt, are
used in the calculation. In Ref. 7 the values of y1 1 from
hydrostatic pressure measurements were used.!' The set
of values under Ref. 14 represents the results of a calcula-
tion based on a semiempirical bond-orbital model for the
effective charge.

Ignoring for the moment the errors in the entries of
Table III, and judging at least from the present results and
those under Refs. 4 and 14 we can say that the various
values agree to within less than a factor of 2. In the case
of a,, the apparent disagreement becomes meaningless if
the corresponding uncertainties are taken into considera-
tion. As previously suggested®> the systematically lower
values for the Griineisen coefficients found in all uniaxial
stress experiments, compared to the values from hydro-
static pressure work,'! are attributed to stress relaxations
on the sample surface and along the penetration depth of
the probing radiation. As suggested in Ref. 15, such re-
laxations may also depend on the direction of incidence,
that is, the choice of reflecting or scattering crystal plane.

IV. UNIAXIAL STRESS AND
PHONON DAMPING CONSTANTS

The damping constants of the TO and LO phonons are,
in general, expected to be influenced by an external uniax-
ial stress or a hydrostatic pressure, through the effects
that such generalized forces have on the lattice anharmon-
icity. At present we are not aware of any phenomenologi-
cal or microscopic theoretical treatment of the problem.
In principle such changes should be detected in reflec-
tance experiment, whereby slopes of the form (3I't/d7)
could be inferred from data analogous to those of Qr
and Qr 4 (Fig. 3). It is noted, however, that only I't can
be studied in this way and not I'y, since the latter does not
enter in Eq. (11). Information about I'y can be obtained
from piezo-Raman experiments by use of appropriate
selection rules.

Besides obtaining a value of I'tr=2.3 cm™! from the
fitting, reliable results for (3I't/dn) were not possible in
the present measurements because of experimental and
computational limitations. The following representative
values were obtained from the present fitting procedure
for (dT'r/dX): 0.030+0.015 and 0.01+0.01 cm~'/kbar
for the singlet and doublet components, respectively, with
X||[111]. The values obtained with X||[001] were zero
within the present accuracy limits. This yields the values
—18 cm™!and —6 cm ™! for the parameter (3I'/3d7) for
the singlet and doublet phonon components, respectively,
when X||[111]. The minus sign is due to the compressive
character of X. These are much smaller than the absolute
value of 300 cm™! which was used in Ref. 7. [The latter
value was based on an upper limit for the apparent
broadening at the average rate of 3 cm™!/kbar (Evans and
Ushioda, Ref. 6), and on an erroneous'® average compli-
ance coefficient S=10"2 kbar~!. Here we use the value
S44=1.69X10"3 kbar which is appropriate for the
present geometry.]
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FIG. 5. Stress dependence of plasma frequency shifts AQ,
for doped GaAs (N =3.5x10'7 cm~3). The uncertainties of
the shifts are within 0.25 cm~'. The zero stress value of wp is
660 cm~'. The corresponding slopes are tabulated in Table IV.

V. STRESS DEPENDENCE
OF PLASMA FREQUENCIES

The stress dependence of the plasma frequency [Eq.
(12)] as obtained from the fitting procedure is displayed in
Fig. 5. With one exception, we observe a strong decrease
of Qp with increasing stress. As will be shown in the fol-
lowing analysis, such a decrease is mainly caused by the
increase of the effective mass. A phenomenological for-
mulation of the effect of a uniaxial stress on the plasma
frequency wp can be approached in the same way as for
the g =0 optical phonons. In the absence of any stress the
plasma frequency for zinc-blende structures is isotropic
(degeneracy 3). The degeneracy is reduced in the presence
of a uniaxial stress, due to changes in the effective mass.
For the present directions of stresses, wp splits into a sing-
let (Qp for E||X) and a doublet (Qp, for ELX). The
corresponding plasmon deformation potentials (PLDP)
K fﬁpa are defined in the same way as the phonon defor-
mation potentials of Eq. (14),

EIoy
FC P
= . (23)
Appo an Aupo
Using Eq. (12), and after differentiation, we obtain
FC 2 L aypo
Kw=—wp 8M8W+ m* s (24)
where
am*
L = |70 . (25)
Aupo an Anpor
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TABLE IV. Changes of plasma frequencies and effective masses with uniaxial stress obtained from fitting the reflectivity spectra
of Te-doped GaAs (N =3.5x 10" cm~?) with Eqs. (10)—(12). The zero-stress value of wp was 660 cm ™.

*
Effective masses _z_&_m_%g_lgo_ (kbar—!)
m*X
Experimental Theoretical
Plasma Measured Cyclotron
Stress Light frequency slopes dQp/dX resonance k-p

direction polarization component (cm~!/kbar) Present work (Ref. 16) (Ref. 8)
X||[111] E||X Qps 1.26+0.05 —0.423+0.015 —0.318
ElX Qp g4 0.25+0.05 —0.118+0.015 —0.075+0.015 —0.241
X||[001] E||X Qps 0.0940.01 —0.070+0.004 0.076
ELX Qpq 0.79+0.04 —0.281+0.011 —0.23 +0.06 —0.469

The three nonvanishing components of K {gpa are related
to the measured frequency shifts of Qp; and Qp,

following Eq. (4). The measured slopes for the various
components are listed in Table IV, while in Table V the

through expressions analogous to Egs. (4)—(9): X]||[111] results of the calculations are included, concerning the
(configuration c, see Sec. ITI) is PLDP, the effective mass deformatlon potentials L;;, and
X the plasmon Griineisen parameter €
QP,S*‘QP’dZ‘Z-_SMK e (26) In terms of the effective mass deformation potentials
@ L;;, the singlet (m,") and doublet (m;) components of
* . .
Qp, + 2QP,d— ( 11 +25 ) K +2K <) 27) tm can be written, after some straightforward calcula-
, ions, as
X||[001] (configuration b)is S=m*+(S; L +2SpL)X , (33)
np,s—ap,ﬁ%—(sn S K, 09 mi=m'+Salu+Su+SplalX. G4
©
With these equations one can obtain the slopes of
QP,:+2'QP,d"‘ (S“ +28 5, (KFC 12K IS . (29) Am*/m* versus stress X from the data in Fig. 5. These

The components of L,,,, in suppressed index notation
are then obtained from (24) as

values are also listed in Table IV. Values for ELX have
been obtained from cyclotron resonance measurements.!”
They compare well for X||[001] but not for X||[111].
For the direction E||X (i.e., effective mass along the

§C . stress direction) no experimental values seem to be pub-

Ly= 1+';2_ » bj=1,2,3, (30) lished in the literature. However, theoretical values, in-
P volving kX p calculations, have been quoted for GaAs in

. ) AN both stress directions® (see Table IV). Their tendency de-
Lj=—m wd i,j=45,6. 2V scribes very well the experiment, but quantitative agree-

Furthermore, the counterpart of the Griineisen parameter
for the plasma frequency wp is conveniently defined as

ment probably has to await more accurate values for the
deformation potentials of the higher electronic conduction
bands used in these calculations.

yreo SInle Kiv+2K7y VI. CLOSING REMARKS
dlnV 60>
From the present investigation it has become clear that
_ d(Qp+20p4)/dX relatively reliable values can be reached for PDP from IR

3a)p(S” +2S12)

(infrared) reflectivity measurements in good agreement

TABLE V. Deformation potentials of plasma frequencies and effective masses as defined in Egs.

(23), (25), and (32) rounded to two decimal points.

(i,/)=(1,1) (i,j)=(1,2) (i,j)=(4,4)

K€/} 2.8310.12 4.20+0.19 1.81+0.13

Lj;/m* —0.2610.01 —0.35£0.01 —0.1210.01
7™ 1.92+0.09

3.12%

*From hydrostatic pressure experiments, Ref. 20.
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with the results of piezo-Raman spectroscopy. It appears
that with the conventional far-infrared or Raman spectro-
scopic techniques, the limit of accuracy is reached. For
more accurate measurements of phonon shifts and damp-
ing constant changes, one should think in terms of a dif-
ferent experimental approach. Table I implies that the
PDP values are affected by the carrier concentration. The
conclusions of other workers (Ref. 2 for GaAs, Refs. 18
and 19 for Si and GaP, respectively) do not contradict this
observation. In this connection it should be noted that
Eqgs. (15)—(22) were derived from a dielectric function
similar to that of Eq. (11) but without the plasma term.

It should be interesting, however, to examine theoreti-
cally the effect of carrier concentration on the dispersion
of photoelastic coefficients, that is, an equation analogous
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to Eq. (21) completed with plasma terms. Concerning the
present observation of (1p(X) we have presented here for
the first time a complete set of plasmon deformation po-
tentials, which allow one to determine the anisotropic ef-
fective mass tensor in strained GaAs. Uniaxial stress
measurements on other III-V materials by use of reflec-
tance and Raman techniques are now in progress.
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