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The reduction in Curie constant of single-crystal barium titanate under hydrostatic pressure has been
explained by a weak temperature dependence of the electrostrictive constant Qu+2Q:. The magnitude of
the temperature coefficient of Qu-+2Q2 computed from Samara’s data is 1.2)X1073 °K™1,

WEALTH of data is available in the literature on

the dependence of the dielectric properties of
BaTiO; under hydrostatic pressure.™* In all these
papers there is a general agreement that the Curie
point of BaTiO; decreases with pressure. Using a
phenomenological thermodynamic approach, Goswami®
satisfactorily explained these data.

More recently, Samara® has extended the range of
dielectric measurements to significantly higher pressure.
While in general agreement with the previous work, his
data also show that the Curie constant, as deduced
from the behavior in the paraelectric phase, decreases
significantly with increasing pressure.

In the following, it is shown that this reduction in
Curie constant may be explained by a weak tempera-
ture dependence of the electrostrictive constant Qu-+
2Q1s. The magnitude of this temperature dependence is
too small to be observed in the rather imprecise meas-
urements of the Q’s by direct methods, and thus
Samara’s data provide the first direct proof of this
phenomenon.

The elastic Gibbs free energy for barium titanate may
be written in the form
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where X, ¥,, Z, are the normal stress components,
Y., Z., X, are the shear stress components, s, S12, Su4
are the elastic compliances, P,, P,, P, are the com-
ponents of polarization, and Qu, Qis, Qu are the electro-
strictive coefficients. 4, B, C, D, G are the constants
of the free energy function and Gy is the free energy of
the unstressed, unpolarized crystal.
For hydrostatic stress,

X,=Y,=Z,=—o,
X,=Y.,=Z,=0, (2)

where o is the stress in dyn/cm?2.

The isothermal dielectric inverse susceptibility (di-
electric stiffness) may be deduced from Eq. (1) for
any stressed or polarized state since

Xez= (8°G1/8P2)1,  xow= (8G1/0PP)r,

Xzz= (8G1/0PN) 1,  Xwy= (8°G1/8P:0Py)r. (3)

For the cubic paraelectric phase, under a constant
hydrostatic stress, the crystal is dielectrically isotropic,
and it is clear from Egs. (1)-(3) that

Xzo= Xy = Xez=X=4m/e=24+2(Qu+2Q1) 0,
Xay=Xyz=Xzz=0. (4)

With zero stress, the crystal is known to follow a Curie-
Weiss law in the paraelectric phase, i.e.,

e=Co/(T—Ty),
so that
24 = (4z/Co) (T—To), ()
where ¢ is the value of e corresponding to zero stress.
If the combination of electrostrictive constants Qn+

2Qy is weakly temperature-dependent, Eq. (3) may
be rewritten in the form

x=4mn/e= (4w/Co) (T— To) +20(Qu+2Q1) o (1+aT),

(6)
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where (Qu+2Q:2)0 is the value of the striction constants
at zero temperature and « is the temperature coefficient.
Equation (6) has the form of a Curie-Weiss law, i.e.,

e=C/(T—Ty),
with
47|'Co
C= 7
Ar+200(Qu+2012) 0Co M
and
- 4 To— 20 (Qu+2012) oCo ®)

 dr+200(Qu+201)0Co
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From Eq. (7),
(1/C2) (BC/&T) = (1/47l') 20{(@11+2Q12)o

a=— 271"(Q11+2Q12) 0_1(1/C2) 5C/60’.

Using Samara’s tabulated data for 1/C? and 6C/éc
for single crystals (Table I of Ref. 6), we may deduce
a value of a~-+41.2X 1072 °K1,

This temperature dependence is much too weak to
detect from direct measurements of the striction con-
stants, which are at best accurate to =109, but pro-
vides a very simple explanation for the observed change
in Curie constant with hydrostatic stress.
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The proposed model is capable of reproducing, with no adjustable parameters, the substitution dependence
of the magnetic moment at 0°K of various substituted rare-earth iron garnets. Maxima in the temperature
dependence of the moments are predicted and agree with experimental observations. The model also predicts
that the hyperfine field in these systems has a different temperature and substitution dependence from

that of the corresponding sublattice magnetization.

INTRODUCTION

UBSTITUTED rare-earth iron garnets (IG) show

a wide variety of interesting magnetic properties.t5
Theoretical models for these systems, one based on
Néel’s® model, another suggested by de Gennes’ based
on Yafet and Kittel’s model,® and one suggested by
Gilleo,? show little agreement with experimental ob-
servations. In this paper, an extremely simple statistical
local-molecular-field model is suggested, which is capa-
ble of reproducing the substitution dependence of the
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magnetic moment at 0°K of many substituted rare-
earth IG systems. At 0°K, the theory has no adjustable
parameters, although certain inequalities have to be
fulfilled among the various exchange parameters. The
theory predicts maxima in the temperature dependence
of the moments of certain systems, in complete agree-
ment with experimental observations. The model also
predicts that the hyperfine field in these systems has a
different temperature and substitution dependence from
that of the corresponding sublattice magnetization.

MODEL

The formula unit for the system in which we are
interested is customarily written as

{CC;Rs_Z} [AyFeg_y:l (D¢F83_1> 012. (1)

Cc is a diamagnetic substitute for the magnetic rare
earth R, located in the dodecahedral “c” site. 4 is a
diamagnetic substitute for the iron in the octahedral
“a” site. D is a diamagnetic substitute for the iron in
the tetrahedral ‘“d” site. In Table I, the number of
equivalent nearest neighbors and exchange parameters
for the various sites are given.



