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Bhis value was recalculated. The value in Ref, 10
seems to be erroneous.
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180 the intensity measurement, at least one case has
been reported on the single-@ single-polarization state
due to the lack of one polarization in the AF, phase,
See A. Arrott and S. A. Werner, in Metallurgical So-
ciety Conferences (Gordon and Breach, New York,
1968), Vol. 43, p. 50.
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The statistical mechanics of a classical field theory describing mode-mode interactions
is shown to lead to a theory of the Curie law and specific~heat anomaly observed in the

weak itinerant ferromagnet Scsln,

A basic problem in the theory of itinerant ferro-
magnets is the explanation of the well-defined
Curie-law behavior observed in a wide variety of
metallic magnets. For strong ferromagnets,
such as iron, it seems likely that the formation
of local moments above the Curie temperature T,
is responsible, as discussed theoretically by
Wang, Evenson, and Schrieffer.! For weak ferro-
magnets with a T, of a few degrees Kelvin, how-
ever, the existence of small saturation moments
at T =0 of a few percent of a Bohr magneton per
formula unit conflicts with this picture, and an
alternative description is needed.

In this Letter we give a model field-theory de-
scription of the thermodynamic (time-averaged)
magnetization fluctuations in an itinerant ferro-
magnet, and use classical statistical mechanics
to relate the observed properties (magnetization,
susceptibility, and specific heat) in the transition
region to those at T =0. Using this approach we
are able to give a good account of the observed
Curie-law behavior in the weak itinerant ferro-
magnet ScyIn, and also to derive a theory of the
specific heat in the region of T, which fits quali-
tatively the observed specific heat in this mate-
rial.

The main physical assumption made in the mod-
el, which is expressed as an energy functional

F = [d {p?[vm@)P+am@x)?+3mx)*} (1)

[where m(x) is a scalar field representing the
local order parameterz], is that the parameters
L, o, and B can be treated as approximately tem-
perature independent from 7' =0 up to the region
of the Curie temperature for a weak itinerant fer-

romagnet.
On forming the classical free energy®*

F==kyT In [Dm e /5T @)

one then finds that the transition is driven by the
mode-mode coupling term 2Bm* in Eq. (1). This
mechanism for destroying the ordered state is
quite different from the mechanism appearing in
the Ginzburg-Landau approach to the theory of
the superconducting transition.® In the latter case
a varies as T =T, and, as the fluctuations are
limited to wavelengths longer than the tempera-
ture-dependent inverse coherence length, it is
the mode-softening effect which determines the
transition.

Using the present assumption of temperature-
independent parameters in Eq. (1), we may re-
late them to properties of the ground-state ener-
gy of the interacting electron gas

a :%62E0/5m0=02=>(a=0-1 ’

u2=3(dx,"/dq%), =, (3)
B=% 0°E;/0m, =",

where x, is the generalized susceptibility at 7 =0.
Here we are implicitly neglecting nonlocal effects
(g dependence) in the m* term. Using Eq. (3), the
parameters may then be related to the effective
band-structure density of states and electron-
electron interaction of the Stoner-Wohlfarth theo-
ry® by calculating E;(m) using the Hartree-Fock
approximation. One then finds

a =N(0)"*[1 - U N(0)],

) : (4)
B oc— N(0)"*N"(0)/N(0)*.
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1 depends on details of the band structure and is
of order N(0) 'p; 2N”/N°. For ferromagnetism
one has a <0 and >0, corresponding to a peak
in the one-electron density of states.

Our model is motivated by a microscopic calcu-
lation based on a functional integral approach (to
be published elsewhere). In this calculation, a
quasiclassical approximation essentially repro-
ducing Eq. (4) at T =0 suggests that at finite tem-
peratures the parameter o should vary as 1
—(T/Tg)?. 1t is this slow temperature depen-
dence which suggests that the transition to the
paramagnetic state can be driven by the mode-
mode coupling provided the number of effective
modes is sufficiently large.

In order to calculate the properties of Eq. (2)
in the transition region, we use a variational
principle to construct an equivalent Gaussian
energy

¢=VZaquam'q’ (5)
where

m(x) = Y-z Z eia"Tm
I<emax
V being the volume. Using the convexity proper-
ties of exponentials, one then has

F<-kgTIn [Dme %87+ (F - @) . (6)

Q)

On minimizing one finds a Hartree-like formula’
for the fluctuation mode excitation energies,

Q,=u2¢*+a +38m? for T>T,, (7)
where
(m? =V'L ksT/Q,. (8)

From Eq. (8) T, is given by 2n2(la|/38)11%/q max-
On comparing with the usual Stoner-Wohlfarth
formula® for T, it may be seen that the fluctua-
tion drive T, occurs at a lower temperature than
the Hartree-Fock T, provided ¢ .., Which deter-
mines the effective number of fluctuation modes,
is big enough.
The static susceptibility is given by

X(T) o<lmg =/ kpT = (@ +38(m?))"". (9)
Combining Egs. (7) and (8) and defining II = (&

+3B8(m?)/113¢ max, ONE has a simple self-consis-
tent equation
T T 1
CQe-fe, Lt)i_ -1 1
I T+ T, [1 VT tan (ﬁ)} , (10)

(1]

whose numerical solution (which varies as 7 -T,
for T very close to T'.) shows that the apparent
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linearity in T given in Eq. (8), which leads to a
Curie law through Eq. (9), is maintained over a
large temperature range, provided that the pa-
rameter T./T,=la!/u%q 2 is small compared to
1. From Egs. (9) and (3) and the formula for 7',
one finds a relation between the Curie constant €
and the measured bulk susceptibility at 7 =0:

2X(T:O)Tc/e =R(TC/TO)1 (11)

where R, calculated numerically from Eq. (10)
and given in Table I, tends to 1 as T./T,~ 0.
From the data of Gardner et al.,® R is about

0.62 for Sc,In for the temperature range between
T. of 6°K and about 15°K, leading to a fit with Eq.
(11) with T./T,=0.03. However, at higher tem-
peratures the experimental Curie constant de-
creases abruptly and can no longer be reconciled
with Eq. (11). It seems possible that the effective
mode cutoff g ,,, and the parameter B8 are strongly
temperature dependent for temperatures above
15°K in Sc,In.

For ZrZn, (for which T .= 25°K) the data of
Ogawa and Sakamoto® give a Curie constant which
is about a factor of 3 to 5 smaller than that pre-
dicted from Eq. (11). It seems that the present
assumption of the temperature independence of
B and ¢, break down in this case.

For T <T . the occupation m, of the ¢ =0 mode
becomes macroscopic; and minimizing Eq. (6)
with respect to m,, one finds, neglecting terms
of order &m?)/om,,

mo = (la| - 38m»)/8,
Qq = p?q® + 2| a| - 68m?) ,

with (m?) defined as in Eq. (8). Thus, m,? de-
creases approximately linearly with T.- T in con-
trast to the predictions of the Wohlfarth theory.®
This linearity is borne out by the self-consistent
solution of Eqs. (12) and (8). However, a small
step in m, appears at T (for small T./T,).

At temperatures far from 7. in a regime where
€=+ 1T /THT -T,)/T]* <1, an investigation
of the corrections to the Gaussian approximation
arising from Eq. (1) shows that they modify the
results of Egs. (7) and (12) by correction factors
of order € for the specific heat, magnetization,

12)

TABLE 1. Renormalization factor for the Curie con-
stant calculated from Eqs. (7) and (8).

T,/T, 001 005 01 03 05 1.0
R 0.75 0.55 0.46 0.30 0.23 0,16
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and susceptibility for T >7T .. We also find that
m® and higher terms in Eq. (1) give corrections
of order T./T,. As one approaches T, and € be-
comes of order 1 (i.e., within about 3% of T, for
the Sc,In case) critical-phenomena corrections
become important,'® and the above step behavior
[which is probably an artifact of the approxima-
tion leading to Eq. (12)] is expected to be modi-
fied.

The contributions of the thermodynamic fluctua-
tions to the entropy are obtained from the mini-
mum of Eq. (6) as

oF kT l
=2 l kgt
S= 5 > 1+1n(9 ) ,

a<emax q

(13)

leading to the specific heat
C=negs = 38m*» dm® /AT , T>T,

(14)
=Nefft+ 63(7}12) d<m2>/dT ’ T <Tc ’

where

2, 1
<amax
is the number of fluctuation modes. The con-
stant term n.¢¢ in C is the Dulong-Petit classical
term. The microscopic approach leads to the
identical form of Eq. (14), except that this classi-
cal term is missing and replaced by the Sommer-
feld term yT for the metallic electrons. The tem-
perature-dependent term in Eq. (13) depends only
on T,/T, and is plotted in Fig. 1.

In order to compare with the experimental data
of Knapp et al.,'" a background nonmagnetic term
of the form yT +BT® has been selected by fitting
the linear regions of the observed heat capacity
above and below T, to the quasilinear regions for
C which result from Eq. (14). Given T./T, and
estimating the experimental 7', as 6.8°K to give
the best fit, the only remaining adjustable param-
eter is n.¢;, which appears as a normalizing fac-
tor when Eq. (14) is expressed in terms of II de-
fined in Eq. (10). For the fit of Fig. 1 this comes
out to be 0.06N,, where N, is Avagadro’s num-
ber, i.e., about 6% of the degrees of freedom par-
ticipate in the transition.

The main physical consequence of the mode-
mode~driven nature of the transition is the nega-
tive value of AC for T>7.. This results from the
stiffening of the modes as (m? increases with T.'?
The data suggest this effect is present as, if it is
neglected, the background y comes out about the
same'! as that for pure Sc, which seems unlikely
in view of the fact that the existence of the mag-
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FIG. 1. Plot of the magnetic specific-heat anomaly
predicted from Eq. (14) compared with data from Ref,
11 for ScgIn, A background term Cppma.=18.4T +0.042T3
mJ/mol °K has been subtracted from the data. At high-
er temperatures the T'° approximation to the lattice
term is inadequate, which accounts for some of the de-
viation above 12°K. A distribution of T, values due to
minor sample inhomogeneity could explain the slope
observed in the transition region,

netism suggests 8; must be near a peak in the
one-electron density of states.

At low temperatures the present classical sta-
tistical-mechanical approach disagrees with the
observations as is to be expected.® The data may
indicate a strong electron-paramagnon coupling
effect'® below 2°K.

We are very grateful to Gordon Knapp for many
discussions and suggestions during the course of
this work. We also thank Michael Fisher for
several very helpful conversations.
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The electronic specific heat was measured for the alloys FeygsRhsq5-,Ir, (x=1.5, 3.0,
5.0, 6.5), FeyqiRhgeg, and FegRhyg. The coefficient of the linear term, yg, in the spe-
cific heat of antiferromagnetic alloys was observed to contain a large magnetic contribu-
tion which is attributed to the small fraction of Fe atoms occupying Rh sites of nearly
zero exchange field. The measured y,r values do not seem to confirm the simple elec-
tronic nature of the first-order antiferromagnetic-ferromagnetic transition assumed by

the prevalent theory.

The abrupt increase in the magnetization of a
nearly equiatomic Fe-Rh alloy with increasing
temperature was first reported by Fallot and
Hocart.! de Bergevin and Muldawer? showed by
neutron diffraction that it is due to an antiferro-
magnetic-ferromagnetic (AF-F) phase transition.
The crystal structure is the same (ordered CsCl
type) on both sides of the transition temperature
but the lattice volume of the F phase is about 1%
larger than that of the AF phase.® Krén, Pil,
and Szabd observed the coexistence of the F and
AF phases in a relatively large temperature
interval around the transition temperature.

The transition temperature depends on the
composition, external pressure, and magnetic
field.®*~'* This and other properties of the transi-
tion seemed to be consistent with the exchange-
inversion model proposed by Kittel'? and extend-
ed by P4l,'® but when Kouvel'* determined the
total entropy change at the transition through the
thermodynamical relationship

dT; . _0p=0pp . _AC 1)
dH SF_SAF AS,
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he found that, using the measured values of the
change in the transition temperature due to mag-
netic field d7,/dH and the change in magnetiza-
tion Ao, the total entropy change AS was 2-3
times larger than the change of the lattice entro-
py predicted by the model.

Tu et al.'® suggested that the deviation might
be accounted for by the entropy of the conduction-
electron system,

S(T) = fOTdT’ C(T")/T" =T (2)

(where v is the coefficient of the linear term in
the specific heat), if there is a considerable dif-
ference between y; and y ,; due to the F and AF
phases, respectively. By making use of the
equilibrium condition for the two phases, it is
easy to derive from the free energy F=U~TS
the following expression for the transition tem-
perature:

o_ 0
Tt=gAF_g_F_. (3)
YF ~YAF

Here U,:° and U° are the ground-state internal



