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The problem of determining the conditions for the occurrence of localized moments in dilute alloys on the
basis of Anderson’s model is re-examined. From a coupled set of Green’s-function equations an approximate
solution is found which includes the electron correlation in the impurity levels and which passes over to
the exact solution in the limiting case of an isolated impurity. The Hartree-Fock theory is obtained only if
the Coulomb repulsion U is relatively small. When U is large the correlation effects are important, and
magnetic states are found only if the energy shift caused by the impurity-band electron scattering satisfies
certain fairly restrictive conditions. Possible modifications when the degeneracy of the impurity levels,
the intra-atomic exchange interactions, and the electron interactions in the host metal are taken into

account are qualitatively discussed.

I. INTRODUCTION

CONSIDERABLE amount of information has

been amassed in recent years on the magnetic
properties of dilute alloys. Much progress has been
made since the susceptibility measurements of Matthias
et al.! from which the presence of moments, localized
around the impurity sites in some alloys, was originally
deduced. Neutron-diffraction techniques? have enabled
the moments to be observed directly and their distribu-
tion around the impurity to be calculated.

The theoretical problem of describing these magnetic
states is exceedingly difficult. Calculations have so far
been made in the Hartree-Fock theory and have been
based on some simple model of an alloy which abstracts
just those features that are essential for a description
of a moment. One model, proposed by Wolff,? describes
electrons in a single band which are perturbed by a very
short-range impurity potential. This is applicable when
the states of the impurity are similar to those of the
host metal as, for instance, is the case for iron impurities
dissolved in palladium. An alternative model, used by
Anderson,? is for an alloy in which the impurity has an
inner d level within the continuous energy spectrum of
the conduction band for the host metal as, for example,
nickel impurities dissolved in copper.

In an effort to overcome some of the limitations of
the Hartree-Fock theory we consider an alternative
approach to the problem which we shall base on
Anderson’s model.® The total Hamiltonian is

H=Hyt+Hgt+Hga. 1)

H, is the Hamiltonian for the conduction electrons of
the host metal. In the wide-band limit it is the free-
electron Hamiltonian.

Hb= Z ékaJTCky ) (2)

k,o

1B, T. Matthias, M. Peter, H. J. Williams, A. M. Clogston,
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4P. W. Anderson, Phys. Rev. 124, 41 (1961).
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where Cy,t and Cy, are the creation and annihilation
operators for the free-electron states with momentum
k, energy ex, and spin o.

The Hamiltonian describing the impurity is

Hi=Ty ¢ Car'Cart-Unanas. 3)

The first term is a nondegenerate level at Ty (this is a
restriction which we shall discuss later) and Cg,', Cys
are its creation and annihilation operators. The second
term is the Coulomb repulsion between spin-up and
spin-down electrons, where U is the Coulomb correla-
tion integral,

U= f / ¢d(r1)2——e—l—¢d(r2)2dr1dr2. @)

| In—r;

The scattering of the d and band electrons is assumed
to be due to an interaction of the form

Hya=2 Vax(Cxo'Cao+Cas'Cxo). (5)

k,o

To find the conditions for a moment at the impurity,
the average values of #4t and #a are calculated and
then examined for a “magnetic” solution for which
(nar)#=(nay).

In the Hartree-Fock theory the impurity electrons
are effectively decoupled so that the average energy of
the impurity (Hg) is written as

To{nat)+Tolnar)+Ulnat Ynar). (6)

A limitation of this approximation is that it does not
fully allow for the fact that the spin-up and spin-down
electrons can correlate the times at which they occupy
the impurity levels. Consequently the energy of the
nonmagnetic states in which (ng1)=(nq) is overesti-
mated by a factor which is proportional to the Coulomb
repulsion U. However U must be relatively large for a
moment to exist so that one of the impurity levels lies
well above the Fermi level of the conduction band. This
implies that the effects of the correlation could well be
significant.
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To avoid these difficulties we propose to tackle the
problem in two stages. First the system composed of
the host metal plus isolated impurity described by the
first two terms in Hamiltonian (1) is considered. The
thermodynamic properties of this system, which in-
cludes the Coulomb repulsion between the impurity
levels, can be calculated exactly. In the second stage,
the band and d-electron scattering (5) is included, and
is taken into account essentially as a perturbation.

The mathematical technique we shall use is the
equation of motion method of calculating appropriately
chosen double-time Green’s functions. The Green’s
function® ((4 (¢): B(#'))) of two operators 4 and B in
the Heisenberg representation is defined by

(4@):BW))=—ib(—)[A(®,B()]s), ()
where 6(¢—#') is the step function

0(—t)=1 >¢, ®)
=0 <?.

The square brackets represent either a commutator or
anticommutator, and the pointed brackets an average
over a canonical ensemble.

From the definition, the equation of motion can be
derived and, if the Hamiltonian is time-independent,
it can be expressed in terms of {((4:B))r, the Fourier
transform of the Green’s function with respect to the
time difference (#—12').

E((4:B))s= (1/2m){[4,B1)+([4,H]-:B))s. (9)

The quantities which are of direct physical interest
are the correlation functions, and these are derived
from the corresponding Green’s function by the use of
the relation

(BWHA ()
. 2 LA :B)) prie—({A: B))p_i} e ECt)JE
= lim
e—+0 o (BHE:i: 1)

(10)
where 3=1/KT.

II. AN ISOLATED IMPURITY

The thermodynamic behavior of the system de-
scribed by the Hamiltonian

H=Hy+H, (11)

can be calculated from the equations of motion of the
Green’s functions

Gaa"={{Car:Cas")), Giw={({Cxe:Crs")), (12)

and
Taa®={Castta,—s:Cas')).

The assumption of Anderson that the impurity d
state is distinct from the conduction states of the metal

6 D. N. Zubarev, Usp. Fiz. Nauk 71, 71 (1960) [English transl.:
Soviet Phys.—Usp. 3, 320 (1960)].
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is used so that
[Cd.,,Ck.,“:LL = 0 . (13)

The equation of motion for Gyw® has the simple

solution
Gkk"(E) = (Bkk'/zr) (E'— (:k)_l . (14)

The density of states of the band electrons p;°(E)
is calculated from the imaginary part of the Green’s
function Gi®(E+ie) in the limit e——> +0. Using

(14) we find
o’ (E)=2x 8(E—ex), (15)

where the summation is over all the k values of the
band.

Hubbard” has shown that the equations for G44° and
T'44° can be solved exactly, because they can be ex-
pressed in a closed form. The equation for G447 is

(E“' To)Gdd"‘{- UT 44°= 1/271’ (16)

and for I'gy”
(E— To)Fdd"= (nd,_,)/27r+ U((nd,_ 2Cd¢2 C.z,,T» . (17)

Equation (17) is put into a closed form by use of the
operator relation #;.*=#,.
The solution for G44° is

1 /11— (n4, s (Naq)
G’ = '——( + > . (18)
2r\ E—T¢ E—T\—U
The corresponding density of states is
pa®(E)= (1= (n4,—))3(E—T)
+{na,-)8(E—To—U). (19)

There are two levels, Ty and T+ U, containing
1—(na,_o) and (n4,,) states, respectively. For an iso-
lated atom (n4,) can only have the values 0 or 1.

In the ground state of the combined system (11),
the lowest energy levels are filled to the Fermi level Ep.
The number of electrons in the d states, if T is below
Ep and To+U is above, is

EF
ra= [ permra (20)
which when integrated becomes
(Raotne—o)=1. (21)

This implies that either the spin-up or spin-down
level is occupied. If a magnetic field is included in the
2z direction, the ambiguity of (21) is removed (#at)=1
and (#44)=0 so that the impurity has a moment and is
in a “magnetic” state.

The form of these solutions are in contrast with the
Hartree-Fock results which can be obtained, not by

7J. Hubbard, Proc. Roy. Soc. A276, 238 (1963); A281, 401
(1964).
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T16. 1. The three types of scattering of a band electron.

solving the equation for I'4e® exactly, but by making
the approximation

Laa?= (na,—e)((Cas: Cas")). (22)
With this decoupling, the solution for G44° is
Gi®= 2m) Y (E—To—U{ng,—.))™* (23)
with a corresponding density of states.
pa® (B)=8(E—To—U(na,o))- (24)

III. THE SCATTERING BETWEEN BAND
AND d ELECTRONS

To predict the behavior of the system when the scat-
tering (5) between the band and d electron is included
we need the equations of motion of the Green’s functions

Gra®={({Cxo:Cas")); Gar®={{Cas:Cxs')),
and (25)
Pdk‘7= <<Cdvnd,c—v chkv'r>> )

as well as those previously considered.
The commutation relations

[H,Cxo]-=eiCxotViaCas, (26)

and
I:H,Cda:]——z TOCda_I_ Und,—ucda+z k decko' (27)

are used to generate the following equations of motion

(E—T0)Ga’—UT4a"— 2k VaxGra®=3m, (28)
(E— ex)Gra®— VxaGaa°=0, (29)
(E=T)Gax"—Ul'ax’— 2 VawGiwx®=0, (30)
(E— ex)Grri®— Vi aGax” = Oxwr /2 (31)
(E—=To—U)lus
={(n4,—0)/20+2_ 1 Vax{{Crota,—s:CasT))
+Z k de{ <<Cd,—afck,— Cda':Cdvf>>
—{{Cx,—s"Ca—Cas:Cas))}, (32)
and
(E—=To—U)Tax’
=21 Vaw{(Crott—q,a:Cxs'))
+Z x Va { <<Cd.—aTCk’ ,—dea: CkaT>>
—{{Cx,~'Caq,—Cas:Cxs"))}, (33)

where the operator relation #;2=#;, has again been
used to simplify some of the terms in (32) and (33).
The higher order Green’s function on the right-hand
side of (32) and (33) cannot be expressed in terms of
the lower order functions (12) and (25). Before we
consider how to deal with them it will be useful to
consider their physical interpretation (Fig. 1).
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(@) ((Crwo®)na,—s(t):Cr,T(¢'))) describes the scatter-
ing of a band electron by the impurity. This term we
describe as the normal scattering.

() {Crr,—"())Ca,—s(H)Cas(t): Cxo'(¢'))) represents the
scattering of a band electron with spin ¢ into a hole
with spin —¢, with a consequent excitation of two d
levels. If U is large the probability that two d states
are occupied at the same time is small and is zero in the
limit U —o.

(©) {Ca—a"()Cixr,—e(®)Cas(t):Cis' (¢'))) represents a
spin-exchange scattering of a band electron. The spin
on the impurity is flipped in the process.

We shall approximate to the Green’s functions (a),
(b), (c) and their counterparts in Eq. (32) by de-
coupling the d from the band electrons in a simple self-
consistent way. The Green’s function (a) for the normal
scattering is replaced by (14, ¢){({Cis:Cyxs)). There is
no contribution from (b) as (C,Ca,—s)=0. The average
(C4s'Ca,—s) is related to the transverse components of
the impurity spin. If we include a magnetic field in the z
direction, this average will be zero so that there will
also be no contribution from (c).

The method of approximation of the scattering terms
is very similar to that used on the Hartree-Fock theory.
The important difference is that we have preserved
intact all Green’s functions that involve the correlation
of the spin-up and spin-down electrons in the impurity
levels and which are multiplied by the factor U. For
this reason the approximate equations are exact in the
limit Vg — 0.

Equations (28)-(32) have been reduced to a closed
form. The solution for G4 (E) is

11 (E=To)(E—To—U) | V|27
Gdd”(E) =‘—|: Z :I .
rLE—Ty—U(1—(n4,—,)) & E—e
(34)
To calculate the density of states we use the relation
, | Vax|? |V ax|2
lim Y =P
0 x F—ext-te k E—ex

—zw%i delza(E— Ek). (35)

For convenience we introduce the notation
AE) =1 x| Va8 (E— ex)

AE)=P 3 (| Vax|?/ (E—ex)).

The density of states deduced from (33) is
AE) (T (E—=To)(E—To—U)

{I:E— To—U(—{n4—0))

(36)
and

(37)

pa’(E)=

A(E):|2

™

—|—A2(E)}_ . (38)
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This is a resonance-type formula with peaks at the
values of E which satisfy the equation

(E=T))(E—Ty—U—A)—UA(1—{n4-0))=0. (39)

If A(E) and A(E) are slowly varying functions of E
over the band they can be treated as parameters.
Equation (39) then has two solutions which, when
A/U is small, are

E1o=To+A(1— (1a—,)) (40)
Eso=To+U+A{na_s). (1)

The widths of these levels are A(1—(#4,—,)) and
A(ng,), respectively.

The scattering of the d and band electrons has caused
the impurity level to be shifted and broadened. When
U is comparable with A the two levels form an effective
single level of width A with its center of gravity at
To+U(ng,,) as in the Hartree-Fock theory.” When U
is large the levels are distinct and like the atomic levels.

LOCALIZED MAGNETIC STATES IN METALS
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They are accessible either to spin-up or spin-down elec-
trons. If the level E; is occupied part of the time by a
spin-down electron, then the average probability that a
spin-up electron is scattered into this state (which is
proportional to the width of the level) is reduced by a
factor (1—(n4,_,)). The energy shift, which depends on
the degree to which scattering occurs, is proportional
to the same factor.

The occupation number of the d states at absolute
zero is found by integrating the density of states to the
Fermi energy Ep.

ol T

—I—Ai’r1 . (42)

J

This integral can be evaluated if A and A are treated as
parameters. The result is

(as)y=3+1/2% tan‘1|:

(Ep“* To) (Ep— To— U+A)+ UA(l— (nd,_,»:l
A(EF'— To— U(l— (nd,_,))

47

—1
P tan {

1 [L{ZA-!—U(Z(nd,_,)-—l)—I—AF:H: (2T o+2L+A— U_ZEF}—l— I{ZEF_ZTO—A— U-I—ZL}]
tan~
A4-2F

A—2F
(QEy—2To— U—2L)*+ (A+2F)?

4x [P
for T'v+U+A> Er, where
LD—P=1[(U+A)P—4UA(1— (n4—o))—A%] (44)

and

L4 F=i{{{ (U+AP—4UA(1—(na,—o))— A}

+ 2220+ 2(nq—s)—1)UT2, (45)

where —w<tan™'(x/y)<w and the quadrant is deter-
mined as if # and y are proportional to sinf and cosf,
respectively.

For Ep>Toy+U-+A, the first two terms in (43) are
replaced by

i+— tan™
2

[(EF—m (To+ U—EF—A>~UA<1—<nd.-,>)}
A(To—Ep—U(1—{(a—)) '

(46)

Equation (43) generates two simultaneous equations
for (nat) and (a4 ): the self-consistent solutions corre-
spond to the points of intersection of the curves. For a
moment to exist there must be solutions for which

(mn);f (%dj, >

+ 1 I:AL—F{ (Z(nd__,)—l)U—}—ZA] ln[

(ZEF—ZTO—A—U+2L)2—|—(A—2F)21’ “3)

When U is relatively small so that UKEr—1T, and
AKEp— Ty, (43) reduces to Anderson’s expression.? The
effect of the correlations is negligible.

(Nda) = (1/7(') COt_l[ (T0+A— Ert+ U(%d,_,»/A] .

In this limit, however, the impurity levels E; and E,
are below the Fermi level and only nonmagnetic states
are possible.

In the other extreme U —, the density of states
becomes

(47

1 A 1_‘ d,—o )2
pu (E) =~ oo

7 [E—To—A(1—(n4,—o)) P+22(1—(n4,))*]
(48)

and the occupation number of the d levels is

1
(nagy=—(1—(na,—s))

e

Before we continue and examine the solutions of
(49), we must check that we have lost no magnetic
solutions for which U{ng,,)— 0 as U—o. Let us
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Fic. 2. (a) A self-consistent plot of (ngt) versus (nqy) for
(Er—To)/ A=2, A=0. There is only one self-consistent solution.
(b) A plot with (Er—Ty)/A=4.

calculate (#4,) on the assumption that U(ng4—.) — 0 as
U-—o. We can then calculate (#4_,) and examine
whether there is a self-consistent solution of this form.

If
U(nd,_,) —0
1 rEr AdE
(nag)=— / —_—
1) (E—To—A)2+A2

in the limit U —w~. When A is finite and Ty+A is
below the Fermi level, we see that {#a4,)=1—23, where &
is a finite quantity. Substituting this in the equation
for (n4,—s),

(50)

1 rEr ASIE
(nd,_,,) = / )
7)o (E—To—A8)*52A

(1)

as this is not identically zero we cannot have missed
any magnetic solutions on taking the limit U — and
obtaining Eq. (49).

A typical plot of (z41) and (na) using (49) is shown
in Fig. 2. There is only one solution, a nonmagnetic one:
(nat)y=(na)~% As A— 0 and the lifetime of the im-
purity states becomes very large, the two curves move
closer together and eventually coincide into the single
curve

(nat+na)=1. (52)

If a magnetic field H is included and the limit A— 0 is
taken before H — 0, then the correct “magnetic” limit
for an isolated atom is obtained:

(nat)=1, (nau)=0. (53)

In general, when A is finite the self-consistent solu-
tions are nonmagnetic. The condition for three roots,
i.e., magnetic solutions, is that d(net)/d(na)<—1.
Using (49)

d(”dt)
d(nd;)
1 EF—TO'—A(l—(n,u)) (EF—To)
Ll tanﬂl[ ] '
A(l—{nar))
> A(l_ <”d¢>)
([Er—To—A(1—{nas)) P22 (1— (nay))?}

w

(54)
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In the critical case at the onset of magnetic solutions
(nar)=(na)=mn, where n, satisfies the equations

3ne—1 1 Ep—To—A(1—n,)
—_—— tan‘ll: :| (55)
20—n) = A(l—n,)

and

Me—1  (Er—T0)

(1-—%0)_ T

o« A(l—n,)
[(Er—To—A(1—no) 222 (1—n,)]

When the width of the localized level is very small,
according to (54) and (55), a magnetic state is possible
if 79> Er. In this case, E1t=Ty+A is below the Fermi
level and is occupied, while Eyy =T is above the Fermi
level and is almost empty.

The critical values of A/A and (Ty—Er)/A are
plotted in Fig. 3. Only for a relatively small range of
values do magnetic solutions exist: A/A must be nega-
tive and less than — /2. This is in remarkable contrast
to the Hartree-Fock results which, in the limit U —w,
only require that Er>Ty—A for a magnetic solution.
In the Hartree-Fock theory the average contribution to
the energy from the impurity levels is

T0<”df>+ To(’”d&}‘f‘ U(”dt)(”dl) .

(56)

(57)

The energy of a possible nonmagnetic state (nat)
=(na)=n is 2T+ Un? and is proportional to U as
U—w.

When the correlation is included, the average energy is

To(nar)+To(nas)+ Ulnarna ). (58)
For a nonmagnetic state, U(nanas) is finite as U —
because no two electrons occupy the impurity levels at
the same time and allow the Coulomb repulsion to
come into play.

In the Hartree-Fock theory, the condition for a mag-
netic state can be written in a similar way to the
Stoner-Wohlfarth condition for the ferromagnetism of
a pure metal. The Hartree-Fock expression for the
density of states is

pa’(E)= (1/m)A/{E—To—A—=U(na.))}*+47]  (39)

) Hoad __ 2 [ (E)dE (60)
Ay dmaoy) ’
d{nas) Er dpya°(E)
d(nd,ﬁ.,)—_U /‘ e dE (61)
Knate) s ). (62)

d(nd,_,)
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F1c. 3. The critical curve plotted
from (55) and (56). In region (1)

magnetic states are possible. sl
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The condition for magnetic states that d{nas)/d(r4,—0s)
< —1 becomes
Upa?(Ex)>1. (63)

It is not possible to take the correlation effects into
account simply as an energy shift. The modification
of the widths is of equal importance and it is for this
reason that we cannot switch the derivatives in Eq.
(59) and present our results in a similar way to (62).

If for simplicity we make the assumption that the
matrix elements for the d- and band-electron scattering
are constant over the band, explicit expressions for
A(E) and A(E) can be derived. From (36)

A(E)=7|V|%0(E), (64)

where po(E) is the density of states of the imperturbed
conduction band.
For a parabolic density of states with a band width E,,

. A(E)=q|V|2EY2 0<E<E, (65)
an
2 VEo/E _
AE)=0|V| {(E) In m‘—\/EO}: (66)

Q is the atomic volume. A is negative only in the lower
half of the band. The magnitude of the ratio A/A
increases towards the bottom of the band.

A more symmetrical density of states that has been
considered by Clogston? is

A(E)=n|V |%1— (E/Eo*}
8 A. M. Clogston, Phys. Rev. 125, 439 (1962).

(67)

To" Er

which has a band width 2E,,
E—E,

E+E,

A(E)=n|V|*|2(E/Eo))+ (E*/E¢—1) Ini

I
(68)

A is negative in the lower half of the band and the ratio
A/A— — w0 as E+Ey— +0.

In general the type of band which will favor the
occurrence of a magnetic state is one which has a dip
in the region of the impurity level so that A is small,
and is weighted in the lower region so that A is pre-
dominantly negative. If the impurity level falls either
above or below the band, A— 0, and it becomes a
discrete atomic level.

When U/A is large but finite, magnetic solutions are
still possible but as U is reduced they eventually dis-
appear. Using (42) a plot of (#4t) and (n4) is shown in
Fig. (4b) which gives a magnetic state. Equation (43)

(@ [}

LNy <Ny

0,5 0.5

o o5 ' o 0.5 '

<Ney

F16. 4. (a) A plot for values Ep—To/A=—3,A/A=—35. There are
three solutions. (b) The same plot with finite U, U/A=8.

4y
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T+2U e
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Fic. 5. The electron energy levels for an impurity
with two orbital states.

is rather too complicated for an analytic expression to
be derived for the value of U/A at which the magnetic
solution disappears.

When the impurity state is magnetic there is a
polarization of the band electrons. It is partly an
apparent polarization due to the mixing of the states
by the scattering, but there is also a contribution which
is induced by the impurity. The total polarization can
be calculated from Gyx?(E). From Egs. (28)-(33)

1 1
Grx” (E) —_——

T E—ex

(E—To)(E—To—U)

E—To—U(1—(Ag,—0))
de 2 —1

x 'ﬁ . (69

k F—eg

+wm%@—@{

To calculate the density of states of the band electrons
pv” (E) we use the relation

| Va2 dA  dA
k (E—— ek+ie)2
The density of states deduced from (69) and (70) is

pe? (E) = po° (E)
{dA( (E—=To)(E—Toy—0U) A)—AZ%}
A}ZN)T. (1)

(70)

& E—Ty— U(1_<7Ld,-a>)

(E—To)(E—To—U)
X[ ’E— To— U(1—(na,—s))

The polarization is

Er

] oot (B) —pot (B)E. (72)

The “compensation theorem” of Anderson and Clog-
ston,? that the polarization is zero for a flat band, is no

?P. W. Anderson and A. M. Clogston, Bull. Am. Phys. Soc.
6, 124 (1961).
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longer true if the E dependence of the level shift is
included. For a flat band the polarization is

Er gA
/ —(pat—pa*)dE.
dE

—00

(73)

From Gy (E) it is also possible in principle to calcu-
late the distribution of the polarization about the
impurity.

IV. DISCUSSION

The results of the preceding calculation indicate that
the correlation of the electrons in the impurity levels
plays an important role in determining whether mag-
netic states are possible. If the energy shift A is negli-
gible magnetic states do not occur. It is conceivable
that in some dilute alloys that A/A is negative and large
enough for a localized moment to be formed but in
general this does not seem likely.

A dilute alloy of nickel impurities in copper falls
within the scope of the model as the nickel atoms effec-
tively supply only one d orbital to the conduction band
of the copper. In this system localized moments have
not been observed which indicates that our conclusions
are correct.

Our Hamiltonian is inadequate as a description of
dilute alloys in which localized moments have been
observed. For example, to describe manganese ions in
copper the full degeneracy of the d levels should be
taken into account and the intra-atomic exchange be-
tween orthogonal orbitals included.

The Hamiltonian

H=Ti(nu+nu+tnu+tnu)+ (U—T)munat+nunsy)
+ U(Un%u'}‘ﬂn”u—i—%21%21+ﬂ2t%2¢)

can be used for an impurity with two degenerate levels
o1 and ¢, where J is the intra-atomic exchange coupling.
If we assume that the lowest level is occupied by a
spin-up electron in the state ¢y, there are three ways in
which a second electron can be added: (i) to the state
@3 with its spin parallel to the original electron which
requires an energy To+U—J, (ii) to the state ¢, with
its spin anti-parallel to the original electron requiring
an energy T+ U, (iii) to the spin-down ¢; state with
an energy T+ U. The energy of a third electron is
To+2U in case (i) and To+2U—1I for (ii) and (iii).

If the Fermi level of the conduction band lies between
To+2U—J and To+ U—J then the levels of an isolated
impurity will be occupied by two electrons with parallel
spins and the impurity atom will have a spin one. The
three-fold degeneracy of the level will be lifted by a
magnetic field and the state S,=1 will be occupied.

When the impurity levels are weakly coupled to the
band via an interaction of the form (5), the levels will
be broadened and shifted but their relative positions
will be the same. The ‘“magnetic” state is likely to
persist, for if one of the impurity electrons is scattered
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into the band it is energetically more favorable for an
electron in the same spin state to take its place. Only
when both electrons are scattered into the band can the
impurity spin be reversed. Nevertheless it is not clear
whether there are magnetic states in the sense that
(nir+n2t)=2, (n1y+ne)=~0 or whether (n1r-+mn21)
=(nu+ns) and the total spin changes from the up
to the down state with a relatively long period. In this
latter case, the impurity states cannot be separated by
a magnetic field until the magnetic shift uH exceeds
the widths of the levels A so that they can be resolved.
If A is small the susceptibility might have a Curie-
Weiss behavior at high temperatures and in large fields.

In other alloys, such as cobalt or iron in palladium,
which are best described by Wolff’s model, the inter-
actions between the band electrons are important. In
palladium these interactions cause the pure metal to
have a high susceptibility and this is certainly the reason
for the giant moments which have been observed by
dissolving such impurities as iron in the metal.

Another effect which is likely to modify our results
is the s-d exchange interaction

¥ Vi {3 (cxt Towrt— e Towrs) (mar —nas)
k,k’/

+6ktf6k'wd¢TCdf+Ck;T6k'16d1TGd¢}- (74)
This interaction is more likely to increase the polariza-
tion of the band electrons than to help in forming a
moment. Its effect on localized states has been con-
sidered in the Hartree-Fock approximation by Kim and
Nagaoka.l®

Finally we note the qualitative similarity of our
conclusions and those of Hubbard” and Kannamori'! on
the parallel problem of predicting the conditions for
ferromagnetism in a pure metal. In both cases the corre-
lation reduces the probability of magnetic states as the
electrons avoid populating orbitals on the same atom
resulting in an effective reduction of the Coulomb re-
pulsion U. In the model of a pure metal there is a

10D, Kim and Y. Nagaoka, Progr. Theoret. Phys. (Kyoto) 6,
124 (1963).
1 J, Kannamori, Progr. Theoret. Phys. (Kyoto) 30, 275 (1963).
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short-range interaction U associated with the orbitals
of all the atoms so that the reduction due to correlation
does not occur quite to the same degree as in an alloy.

When this work was completed we received a report
of the work of Schrieffer and Mattis®® who have also
considered the correlation effects in Anderson’s model.
In our notation they have written the Green’s function
Ga:°(E) in the form

Gaa”(E)= (E—To—Z,(E)+iAE/|E|)™,  (75)

where 2,(E) is the proper self-energy and contains the
correlation effects. An integral equation is set up for
2,(E) which is approximately evaluated in the low-
density limit (#4,)<0.3 or 1—(#4,)<0.3 when the
particle-particle f-matrix graphs give the dominant
contribution.

This can be compared with our expression for G44° (E)
which was obtained without the low density restriction.
It can be written in the form (75) with an explicit ex-
pression for Z,(E)

2o(E)=U(na—0)/[1=U(1—(na—s))/ (E=T0)]. (76)

With a self-energy of this form, the assumption of
Schrieffer and Mattis that the spectral weight or density
of states obtained from G447 (E) has a Lorentzian form

1 1
—|ImGa(E) | =-A/[(E— e+ 47]

is too restrictive except for small or large U. In the
latter case, by molding Gas°(E) to such a spectral
density, the interesting width effects which we discuss
following (46) are lost.

Despite these differences, our qualitative conclusion
that a single-orbital impurity in a metal is unlikely to
have a moment is the same.
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