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Optical properties of semiconducting compound InzTes with monoclinic structure were investigated: absorption and pho-
toluminescence near fundamental edge at 1.3—1.7 eV were registered and spectroscopic ellipsometry measurements in spectral
range of 1-5 eV were performed. It has been concluded that three oscillators in the mentioned spectral range are responsible
for the optical singularity in dielectric function of investigated compounds, one of which is very weak. The contributions of
other optical transitions were estimated as constants in dielectric function.

A possible ascription of investigated optical transitions for several symmetry points of InyTes Brillouin zone is discussed.
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1. Introduction

The optical properties of monoclinic InsTes (and
other A3BS compounds such as GaTe, InSe, and GaSe)
have not been investigated so far. This is partly due
to difficulty in growing single crystals with well de-
fined stoichiometric composition. The crystals with rel-
atively low symmetry are very interesting since their
principal axes of dielectric tensors do not coincide with
the crystallographic axes. This could cause the polar-
ization singularities of optical spectra. The estimation
of InpTes optical parameters is an initial task in solv-
ing such a problem. We have investigated the crystals
grown earlier by one of the authors [1]. In the other let-
ter [2] we have also presented some photoelectric prop-
erties of the mentioned compound.

2. Sample preparation and experimental set-up

Single crystals of semiconducting compound InsTes
were grown by chemical transport employing iodine as
a transport agent. The crystals had a plate-like charac-
ter with the [100] direction perpendicular to the plane
of the platelets. InoTes has a monoclinic structure with
dimensions of the base centred cell a = 13.47 A, b =
16.51 A, c = 4.365 A, 3 = 92°05’. The space group is
Cgh (or Cy/. in Schonflies notation). The optical spec-
tra measurements of investigated samples were per-
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formed on the natural (100) surfaces the area of which
was 10x 1 mm?.

The room temperature photoluminescence spectra
were measured with common equipment [3], the lumi-
nescence was excited with ILA 120 Ar laser light (A =
488 nm) incident on the sample at approximately 30°
angle and recorded using a conventional lock-in tech-
nique.

The ellipsometric measurements were carried out by
means of a computer-controlled photometric ellipsome-
ter. A monochromatic light incident upon the sample
was linearly polarized at 45° with respect to the plane of
light incidence. The reflected light intensity was mea-
sured as a function of the analyzer angle, which was
varied by steps of 1.5°. The ellipsometric parameters ¥
and A were determined [4] on-line and systematic er-
rors caused by the wandering of the light spot on the de-
tector were taken into account [5] by nonlinear regres-
sion analysis. The light incidence angle was 70°. Other
experimental details were described elsewhere [6].

3. Experimental results and discussion

The low temperature absorption measurements made
by us previously show that fundamental absorption
edge of InyTes is formed by three optical transitions
with energy indicated by arrows in Fig. 1. We could
resolve them only in spectra measured at 82 K tempera-
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Fig. 1. Absorption spectra of InoTes at 293 and 82 K.
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Fig. 2. Photoluminescence spectra of InoTes at room temperature.

ture, and temperature broadening forbade us to observe
it in both room temperature absorption and lumines-
cence (Fig. 2) spectra. Two peaks are detected in weak
photoluminescence response signal.

From the measurement data of reflectivity p, which
is the ratio of reflection amplitudes r for the com-
ponents polarized parallel (¢ = p) and perpendicu-
lar (k = s) to the plane of light incidence, the el-
lipsometric parameters ¥ and A [7] were determined:
p=rp/rs =tan ¥ exp(iA), where ¥ = tan~* |r, /7],
A = (8yp — dip) — (0rs — dis), and Jy4 is the phase of
reflected (K = r) or incident (k = 1) light polarized
with respect to the plane of light incidence (I = p, s).

Experimental investigations of biaxial crystals meet
with some difficulties. Therefore, a simplified tech-
nique was developed for interpretation of experimen-
tal results. The dielectric function of a biaxial crystal
with high refraction and small anisotropy was success-
fully analysed [8] in a simple first-order approximation
to pseudo-dielectric function (PDF), which has been
calculated from ellipsometric data within the isotropic

Table 1. Fitting parameters obtained by minimization, using the

mean-squares method, of the difference between the experimental

and calculated spectra of dielectric function components approxi-

mated by Lorentzian lines with amplitude Ay, (in eV?), energy Wi

(in eV), and half-width I'y, (in eV), along with the effective contri-
bution of higher energy transitions eq.

Components  Energy  Amplitude  Half-width €0
9 Wk Ak Fk
€1,e2,lc 2.065 0.001 0.001 2.35
2.278 38.126 2.308 1.443
€1,€2 | ¢ 1.47 7.2 0.75 2.473
2.54 25.24 2.186 1.139

crystal model. The PDF approximation can be effi-
ciently used for comparison of the optical spectra ob-
tained in the other experimental set-up. The PDF ap-
proximation gives reasonable results for the dominant
acting component to the optical response of a biaxial
crystal. Such component originates from the projection
of the dielectric tensor onto the line of intersection be-
tween the surface and plane of incidence, when one of
the principal axes is normal to the plane of light inci-
dence.

Figures 3 and 4 present the measured spectra of real
€1 and imaginary 5 parts of dielectric function in two
orthogonal sample geometries, e.g. with ¢ axes par-
allel and perpendicular to the plane of light incidence
respectively.  The experimental spectra of dielectric
components were approximated by the contributions of
Lorentzian oscillators in order to determine the main
optical transitions contributing to the optical response
of crystal:

Ay,
W2 — E? —iET}’

€k = ey
where Ay, Wy, and T’y are the amplitude, energy, and
half-width of the kth Lorentzian line. The effective
contribution of higher energy transitions was included
in the calculated spectra through the constant term eg.
The contribution of the free carrier system on the mea-
sured functions was taken into account as a Drude-like
term. The values of estimated parameters from PDF ap-
proximation are presented in Table 1. These fitting pa-
rameters are obtained by minimization of the difference
between the experimental and calculated spectra of the
dielectric function components using the mean-squares
method: amplitude of Lorentzian line Ay, energy Wi,
half-width I'g, and the effective contribution of higher
energy transitions €.

The absorption, photoluminescence, and photocon-
ductivity [2] measurements have shown that fundamen-
tal absorption edge is caused by optical transitions with
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Fig. 3. Real (¢1) and imaginary (e2) parts of the pseudo-dielectric function for the sample with c axis parallel to the plane of light incidence
and modelled spectra (solid curves). Triangles mark experimental data.
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Fig. 4. Real (1) and imaginary (e2) parts of the pseudo-dielectric function for the sample with ¢ axis perpendicular to the plane of light
incidence and modelled spectra (solid curves). Triangles mark experimental data.

photons having energy of 1.3—1.4 eV. The second os-
cillator with the largest amplitude of about 30 eV? (in
comparison with ~8 eV? for transitions at 1.48 eV or
0.001 eV2 (1) for 2.1 eV) is at 2.4 (between 2.3 and
2.5) eV. Their contributions in formation of the pseudo-
dielectric function are the deciding ones.

In many semiconducting compounds the fundamen-

tal band edge is caused by optical transitions in the cen-
tre of Brillouin zone, i. e. at point I' (Fig. 2 in [8]). The
sampling rules for the investigated space group indicate
that transitions with photon energy of 2.4 eV can occur
at the border of Brilouin zone in points having symme-
try similar to X or B point symmetry. They are al-
lowed for light polarized both parallel and perpendicu-
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Table 2. Selection rule for CS;, group dipole transitions and their assigned energy.

Point Polarization Energy, eV
Le I ¢
r'A) Ti2,34—=T2134 1.47
Ii234—T432;1 1.34-1.43 (from [2])
XB,U) Xi(B1,2)—=X1(B1,2) Xi(B1,2)—=X1(B1,2) 2.4
A A1 = Aoy 2.1

lar to crystal ¢ axes. We suppose that the weak oscil-
lator with energy near 2.1 eV is related with the lowest
symmetry point inside Brillouin zone, such as A. Such
transition requires the light to be polarized perpendic-
ular to c¢. The speculative assignment of transitions to
the Brilioun zone points is presented in Table 2.
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Santrauka

Pateikti monoklininés sandaros puslaidininkio InaTes eksperi-
mentiniai sugerties ir fotoliuminescencijos spektrai, iSmatuoti ties
pagrindinio sugerties kraSto (1,4 eV) energine sritimi, bei dielekt-
rinés funkcijos sandy 1,0-5,0 eV srityje elipsometriniai spekt-
rai, taip pat pastaryjy aproksimacija pseudodielektrinés funkcijos
(PDF) metodu.

ISmatuotos osciliatoriy energinés vertés sugretintos su teoriniais
optiniy Suoliy, galimy jvairiose monoklininés simetrijos kristaly
Brijueno (Brillouin) zonos taskuose pagal atrankos taisykles, skai-
Ciavimais. Rasta, kad trys skirtingos amplitudés osciliatoriai le-
mia tirto junginio optines savybes matuotoje srityje, kai kity op-
tiniy Suoliy indélis formuojant optinius parametrus jvertintas pasto-
viu dydziu.



