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The thermoelectric power (TEP) in epitaxial Gaj_zMngAs
(r =0.03+0.055) films 0.3 to 3 pm in thickness grown by the
low-temperature molecular-beam-epitaxy (LT-MBE) technology
on semi-insulating GaAs (100) substrates has been measured in
the temperature range 10—300 K. The current carriers (holes) in
the films under investigation had the concentration of (1 =+ 4) X
102° cm~3 and possessed the mobility of 1 —10 cm?/(V x s). The
analysis of the temperature dependences of TEP brought us to
the conclusion about the presence of three contributions to the
total TEP value, namely, the standard diffusion, ferromagnetic
contribution, and exchange one. The model of a non-uniform
distribution of magnetic phases has been considered for the film
consisting of a paramagnetic phase and ferromagnetic clusters.

1. Introduction

A significant number of works devoted to studying the
electronic, magnetic, optical, and transport properties
of diluted magnetic (semimagnetic) semiconductors has
been published for last decades [1]. The interest in those
materials has grown in connection with the discovery of
ferromagnetism in AT'BY compounds at the beginning
of the 1990s. Ferromagnetic semiconductors enable one
to use two degrees of freedom of current carriers —
a charge and a spin — simultaneously, which presents
new functional potentialities. The diluted magnetic
semiconductor Ga;_,Mn,As attracts a special attention
owing to the perspective to attain a high temperature of
the ferromagnetic ordering and the opportunity of its
simple integration into the existing technologies.
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Ferromagnetism in Gaj_,Mn,As requires very high
concentrations of holes (10%° — 102! ¢cm™3), the latter
serving for the indirect exchange interaction between
manganese ions [2]. Contrary to the diluted magnetic
AVBVT semiconductors with Mn ions, manganese forms
electrically active acceptor centers in Gaj;_,Mn,As
which provide both the existence of local magnetic
moments and the high concentrations of current carriers
(holes) [3]. The highest Curie temperature (T¢) achieved
by the group of authors [4] amounts to 175 K for 2 =
0.08 at.% and the hole concentration of 1.5 x 102! ecm 3.

As a rule, Ga;_,Mn,As films are grown by the
MBE method under ultrahigh vacuum. In so doing,
manganese atoms with low concentration are distributed
statistically over the lattice and independently of gallium
ones [3]. At large Mn concentrations, the formation of a
ferromagnetic phase MnAs with Tc = 321 K is more
convenient energetically. To produce alloys with high
contents of Mn (up to 10%), the LT-MBE method is
used, with the temperature of a substrate being about
250°C [5].

In the prepared films, manganese atoms occupy
mostly electrically non-active interstitial positions in the
GaAs crystal lattice. In order to replace gallium by
manganese, the films are annealed. In the course of this
procedure, the hole concentration grows sharply, and the
film becomes ferromagnetic.

This work aims at studying the thermoelectric
properties of epitaxial Ga;_,Mn,As films in order to
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Fig. 1. Structure of specimens with a ferromagnetic Gaj_;MngAs
layer (LT-MBE)

elucidate the effect of Mn on the TEP in them and
the character of exchange interaction between current
carriers and Mn ions.

2. Experimental Results and Their Discussion

Epitaxial Ga;_,;MngAs films with 0.01 < z < 0.06 and
0.3—3 pm in thickness were grown by the LT-MBE
method on GaAs (100) substrates with a buffer semi-
insulating GaAs film 0.1—0.2 pm in thickness deposited
using the high-temperature MBE (HT-MBE) method.
A thin 4-nm GaAs layer was deposited using the LT-
MBE method between the GaMnAs film and the buffer
layer [6] (see Fig. 1). The holes in the film had the
concentration p ~ (1 +4) x 102° cm~2 and the mobility
pa~1-+10 cm?/(V x s). The TEP of the Ga;_,Mn,As
films was studied in the temperature interval 10—300 K.
The characteristics of the specimens obtained are quoted
in the table.

While analyzing the TEP of Gaj;_,Mn,As, we
considered the role of the buffer GaAs layer which,
together with Gaj;_,Mn,As one, can govern the
conductivity of the heterostructure.

The thermoelectric parameters of the considered
structure with two conducting layers were calculated
in work [7]. The experimentally investigated “effective”
TEP of two conducting layers, cexp, can be presented in

Parameters of the p-Ga;_,Mn,As films

N Thickness, x Tc, K apM In Qe
of sample um maximum, pV/K | ptV/K
A378 2.0 003 15 115 —12
A377 2.0 0.04 6 10.5 -9
A375 1.6 0055 20 13 ~11
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Fig. 2. Temperature dependence of TEP in Gag.ga5Mng.o55As

the form

arordr, + apopdp
O'LdL + O'BdB

(1)

Qexp =

where «;, 0;, and d; are the TEP, conductivity, and
thickness of the Ga;_,;Mn,As (i = L) and buffer (i = B)
layers, respectively.

In our case, opdr/opdp = 103; therefore, practi-
cally, cexp ~ «,. The low-temperature MBE-layer of
GaAs which is located on the buffer layer is 100 times
thinner than other layers. Hence, the contribution of this
layer to the total TEP can be neglected.

Fig. 2 shows a typical temperature dependence of the
TEP of Ga;_,Mn,As films. The TEP sign evidences for
the conductivity of the p-type within the whole
researched temperature interval. At T > 100 K, the
temperature dependences of a for specimens with the
Mn content x = 0.03 and 0.04 were superlinear, and
linear for x = 0.055. At T" < 100 K, the dependences
a(T) of all specimens have a tendency to saturation.

The experimentally measured TEP in a diluted
magnetic semiconductor is composed of three terms:
the ordinary diffusion contribution ap, the contribution
of the exchange TEP «., and the ferromagnetic
contribution app.

The ordinary (diffusion) contribution to the TEP in
a degenerate hole gas with a parabolic energy band looks
like

7T2]€]23T
« =
p 36EF

(r+3/2), (2)
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Fig. 3. Temperature dependences of the ferromagnetic contribution agy to TEP in various specimens of the Gaj—;MnzAs films: (a)

the calculation in the framework of the Kasuya theory and (b) the experimental results

where Ey is the Fermi energy, r the parameter of
scattering, e the electron charge, and kg the Boltzmann
constant.

Expression (2) describes TEP in the case where
the current carrier scattering does not depend on the
spin and where the relaxation time 7 is reciprocal to
the density of states pr at the Fermi level: 7(E) ~
1/(pe(B)) /2.

We neglect the contribution of the phonon capture
to TEP, because it is important for semiconductors or
metals, in which a phonon has a large mean free path
due to the weak electron—phonon interaction.

We consider the saturation of a at low temperatures
as a result of the exchange interaction between current
carriers and magnetic centers. The exchange component
of TEP, ., has been discovered experimentally for the
first time by wus in a Mn-doped solid solution
Pb;_,Sn,;Te (0.18 < z < 0.23) [8]. The sign of this
component was negative and coincided with that of the
diffusion TEP. The value of a, does not depend on
temperature and looks like [9]

kg Pe
Qe = 47r2?p%1‘/fa (3)

where [ is the integral of the exchange interaction
between holes and magnetic centers, V the amplitude
of potential scattering, and p./p the ratio between the
exchange portion of the specific resistance to its total
value.

The negative value of a, in Ga;_,Mn,As, provided
that it does not depend on temperature, was determined
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by extrapolating the linear section of the dependence
a(T) down to T = 0. We note that the negative sign of
«, differs from that of ap. The data of a. for various
Mn contents are quoted in the table.

In the range of ferromagnetic ordering, an anomalous
component of TEP appears and looks graphically like an
arch with the maximum at 7' = T¢. Such a phenomenon
has been observed by us in PbSnMnTe [10].

The quantitative analysis of the ferromagnetic
contribution to the TEP of Gaj_,Mn,As specimens
was carried out in the framework of the Kasuya theory
for ferromagnetic metals and alloys with a magnetic
component. This theory is based on the molecular field
approximation and considers the exchange interaction
between the localized d-electrons of manganese atoms
and free carriers to be responsible for the ferromagnetic
ordering. Current carriers are responsible for the indirect
exchange between magnetic ions. We calculated the
magnetic contribution to TEP making use of the
expression [11]

N = —FATE, (4)

where F is a certain function independent of the
temperature,

2 2
Alw) = ———,
et +e T —2
— 2J +1 1
2 _ _
JZ(Z')(J+€(2]+1):E—1 e_,l;_1>7
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Fig. 4. Temperature dependences of various contributions to TEP

in the Gag.g45Mng.o55As film

x = Hy/ksT, Ho=3k0/J(J+1),

and J the total quantum number of the magnetic
impurity.

The theoretical calculations for the temperature
dependence of apy by expression (4) for J = 5/2
and various Curie temperatures 6 are depicted in
Fig. 3,a. At the same time, subtracting the exchange
and diffusion contributions from the experimental
values of exp(T'), we singled out the “experimental”
ferromagnetic contribution apm (7). The “experimental”
contributions to the TEP of Ga;_,Mn,As, connected to
the ferromagnetic transition and determined in such a
way, are shown in Fig. 3,b.

It should be noted that the Pbg 16Sng.7oMng 12Te
specimens, which manifest a ferromagnetic transition
[10], do not demonstrate the exchange contribution
to TEP. In our opinion, this can be a result of the
following reasons. Contrary to the PbSnMnTe system ,
Gaj_,Mn,As compounds are highly doped compensated
semiconductors, where, owing to their growing under
nonequilibrium conditions of MBE, a lot of defects
is created [12]. Therefore, the energy spectrum of
Ga;_,Mn,As is very complicated and has not been
established ultimately until now. Here, one may expect
for the Kondo mechanism to be realized, which would
result in the exchange interaction between current
carriers and isolated centers, i.e. in the appearance of
the a, component. Simultaneously, provided that the
ferromagnetic ordering takes place, the component agyr,
which describes the interaction between current carriers
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distribution of

Fig. 5. Schematic image of the non-uniform

magnetic phases in Gaj_;MngzAs films: magnetic clusters and

localized spins

and the molecular field of magnetic clusters (the Kasuya
mechanism), appears.

Thus, we revealed the existence of three
contributions to the total TEP in a Ga;_,Mn,As
compound (Fig. 4): 1) the diffusion one which is
proportional to the temperature for the degenerate
gas of current carriers with a parabolic band in their
energy spectrum; 2) the exchange contribution and 3)
the ferromagnetic one.

The complete expression for TEP has the form

2

kAT
a=ap+arpm + e = B~ (r+3/2) -

36EF

_ k2 .
~FAT? —dn*~ p%lv%. (5)

From formula (3), one can see that the sign of a, is
defined by the sign of the current carrier charge and
the sign of the exchange integral. It means that the
negative sign of the exchange TEP in Ga;_,Mn,As of
the p-type is caused by a negative sign of the exchange
integral (I < 0). On the contrary, the negative value
of a, in PbSnMnTe specimens of the n-type testifies to
that I > 0.

Thus, the thermoelectric studies of Gaj_,Mn,As
films grown by the MBE method under known
nonequilibrium conditions and PbSnMnTe single
crystals evidence for different characters of the
manganese ion distributions in those two materials.

In the case of PbSnMnTe, the manifestation of
the a. and apy components is precisely determined.
Provided the manganese concentration p = 2 x 10'® =
5 x 10" cm ™3 and low temperatures T' < 20 K, only the
exchange component of TEP is observed. If the content
of manganese in the cation sublattice amounts to 10—
12% (p = 1 x 10%° = 3 x 10%! em™3), the experiment
reveals only the ferromagnetic component [10].

ISSN 0503-1265. Ukr. J. Phys. 2005. V. 50, N 12
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In the case of Gaj_,Mn;As, the simultaneous
manifestation of two TEP components, o, and apy,
testifies to that the distribution of manganese in
the film is exceptionally non-uniform. Together with
the regions of the film where the ferromagnetic
interaction dominates and, correspondingly, which are
ferromagnetically ordered, there exist the regions where
manganese ions are spatially separated and play the
role of localized magnetic moments not coupled by
the exchange interaction forces. The proposed model is
schematically imaged in Fig. 5.

As a rule, the fluctuations of a local exchange
field are well averaged owing to the long-range
exchange interaction. But, in the case of ferromagnetic
Gaj_,Mn,As, the radius of the exchange interaction is
much shorter. Therefore, the averaging of a disorder
is less effective, and the fluctuations concerned are
strongly pronounced in the alloy [13]. These conclusions
of the authors of work [13]| confirm our results about
the inhomogeneity of the ferromagnetic ordering in
Gaj_zMng,As.

Thus, the researches of the TEP of dilute
magnetic semiconductors make it possible to obtain
the information concerning the inhomogeneity of the
distribution of a magnetic component in a material
and the character of the exchange interaction between
current carriers and magnetic ions.

The work was partially supported by Project N27-04
of the National Academy of Sciences of Ukraine.
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TEPMO-EPC B EIITAKCIMHUX IIJIIBKAX Gaj_,MngAs

M.B. Paduenxo, I'.B. Jlawxapvos, B.I. Ciukoscoruti, B. Ocinni,
T. Cmopi, 5. Cadoscorudii

Pesmowme

Y rtemneparypuomy inrepBasgi 10—300 K mochimxeno Tep-
MOEJIEKTPOPYIIIHY CHIy emiTakciiHmx 1mIiBok Gaj—_zMngzAs
(£=0,03+-0,055) ToBmumHOIO 0,3—3 MKM, BUPOLIECHUX 3& HU3BKO-
TemmepaTypHoio texuosorielo L'T-MBE wna manisizomorounx mina-
kaagkax GaAs (100). HocuizzkeHi IUIIBKM MaJid KOHIIEHTPAIIO
nipok (1+4)-102° cm~3 3 pyxymsicrio 1—10 cm?/(B-c). Ha ocmo-
Bi aHaJ/Ii3y TeMIlepaTypHHUX 3aJIE2KHOCTEN TEPMO-€PC BCTAHOBJIEHO
HasSBHICTh TPHOX CKJIAJOBHX B 11 cyMapHiil Besmuanni: qudysiitnol,
depomaruiTHol Ta 06MiHHOI. PO3ryissHyTO MOJE/b, 0 nepeadadae
HEOJHOPIIHMI PO3ITIOAi MarHiTHUX (a3 y MBI, K& CKJIAIAEThCI
3 mapaMartiTHol ¢a3u Ta PepoMarHiTHHX KJIacTePiB.
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