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Abstract. We use maximum entropy to deconvolute the experimental resolution from
(projected) 2DACAR (two-dimensional angular correlation of electron—positron annihilation
radiation) data for Cr, Mo, V and their alloys. When the original data are subtracted from
the deconvoluted data, the difference distribution reveals far more Fermi surface information. It
is found that the difference plot may also be used to calliper the N-hole pockets of the projected
Fermi surface. The dimensions that we obtain for pure Cr and Mo agree well with those from
the literature, although those we obtain for V are smaller. The technique is designed to permit
the callipering of the N-hole pocket in certain alloys for eventual comparison with work on
oscillatory exchange coupling in magnetic multilayers.

1. Introduction

In this Special Issue, Lathiotaket al [1] present theoretical results obtained from a study

of oscillatory magnetic exchange coupling in Fe/Cu-alloy/Fe multilayers and the role of
the Fermi surface topology of the non-magnetic spacer layer in determining the period of
the oscillatory coupling. The study emphasizes the need for quantitative information on
the Fermi surfaces of materials, especially disordered alloys, used in the manufacture of
magnetic multilayers. Unfortunately, owing to technical difficulties there is a scarcity of
experimental data for these types of disordered alloy. Here we initiate a study of this
problem and discuss the potential of 2DACAR (two-dimensional angular correlation of
electron—positron annihilation radiation) to calliper the Fermi surface of chromium and its
alloys which are widely used as spacer layers. The origin of the exchange coupling in these
particular multilayered systems is still controversial.

Chromium has a long history of experimental investigation, due in part to its anti-
ferromagnetism at low temperaturds,(= 311 K) and the associated spin-density wave that
forms along a single [100] direction in the crystal. The spin-density wave is incommensurate
with the lattice and has a period which is inversely proportional to the length of a nesting
vector QO = (27/a)(1 £ 68); § = 0.05) that spans thd'-centred electron octahedra
and H-centred hole octahedra of the paramagnetic Fermi surface (figure 1). Oscillatory
magnetostriction and de Haas—van Alphen torque measurements in the antiferromagnetic
phase are consistent with a remapped paramagnetic Fermi surface which includes magnetic
band gaps along the direction @ [2]. However, positron annihilation results have
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previously indicated little difference between the high-temperature paramagnetic and low-
temperature antiferromagnetic phases, perhaps due to residual strain in the sample [3] or
more likely due to the difficulties in forming a singl@-domain in the sample.

There are many other potential sites for nesting in the Fermi surface and these may play a
crucial role in the long-period oscillatory magnetic behaviour found in magnetic multilayers
which contain Cr or Cr-alloy spacer layers [4]. In particular, there is much interest in the
short nesting vectors which span the N-hole pockets, electron lenses and electron knobs.
The magnitude of these vectors may be accurately determined in good single crystals of Cr
using traditional quantum oscillatory techniques like dHvA. But of more interest to us (and
the multilayer community) is how these vectors evolve with alloying, and such information
is not accessible via traditional techniques. Instead, we hope to show that 2DACAR may
be used to probe the Fermi surface of the disordered alloy. We attempt to calliper part of
the Fermi surface (the N-hole pocket) from the data. This particular sheet is chosen, as
recent theoretical calculations indicate it to be one of the prime candidates for nesting in
oscillatory magnetic exchange coupling [5].

N hole pocket
I" electron Octahedron

lectron knob

(0]

H hole Octahedron

lens (hidden)

Figure 1. The Fermi surface of Cr showing tHe-centred electron octahedra, the H-centred
hole octahedra, elliptical N-hole pockets, and electron knobs. The electron lenses are hidden in
the body of the electron octahedra.

Further, as can be seen from figure 1, in a projection onfdl§ plane, the hole pocket
can be quantitatively assessed without resorting to a full three-dimensional reconstruction
of the Fermi surface. This consideration is important when one is faced with the need for
performing measurements at many different alloy compositions, since individual 2DACAR
spectra can take several weeks to accumulate. We use a recently introduced [6] technique
based on maximum-entropy deconvolution to calliper the dimensions of the Fermi surface
and test its suitability on a model Fermi surface. The technique is then applied to
several 2DACAR spectra, measured on different spectrometers under different experimental
conditions, to obtain the required callipered dimensions. Finally, we discuss the future
direction of the study in terms of improving the callipering technique for its eventual
correlation with the observed magnetic multilayer behaviour.
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2. Experimental procedure

Our samples originated from several sources and were oriented so that the [110] direc-
tion of the crystal lay along the measurement (integration) axis of the spectrometer. We
examined the following materials: Cr, £g5M0g 15, M0, Ciy95V0.05, Clo25V 075 and V. For

most of the samples, measurements were made at Bristol on a 2DACAR spectrometer with
an intrinsic spectrometer angular resolution dWmradx 0.57 mrad (the Brillouin zone
dimension [-H) for Cr is 2r/a = 8.42 mrad). The quoted resolution applies only to
the spectrometer and does not include thermal contributions or the finite spot size of the
positron beam which broadens the resolution parallel to the sample surface (usually aligned
along one of the resolved directions). For one samplg,¥iy 75, the measurements were
made in Geneva at a slightly better resolution [7].

A 2DACAR spectrum represents a projection of the electron—positron momentum
density p?” (p)). In the one-electron approximation, an electron from bamdth reduced
Bloch wave vectork contributes top? (p) at p = hk and also atp = h(k + G),
where G is any reciprocal-lattice vector. The LCW formalism [8] allows us to fold those
contributions at finiteG' back into the first Brillouin zone (wher& = 0). The resulting
LCW distribution represents the projected electron occupation demsgky, in which full
bands are transformed to a roughly constant background and Fermi surface ‘breaks’ are
superimposed as steps & (projected steps in the case of 2D data). If the positron
wavefunction is independent &f the LCW operation delivers the true electron occupancy in
k-space; otherwise modulations are introduced into the measurements. In practice, ‘positron
wavefunction perturbations’ are small for simple metals but can be considerable in more
complicated electronic structures. In the LCW distribution, these modulations are expected
to be slowly varying functions [9], and in our experience they always appear be less sharp,
but are occasionally greater in magnitude, than Fermi surface breaks [10]. Fortunately, data
analysis techniques have been developed to suppress these problems. The first is known as
the ‘frequency-limited derivative’ technique and is essentially a band-pass filter [9]. The
second involves subtracting the original data from the maximum-entropy deconvoluted data
(denoted as ‘MaxEnt-Raw’). Both techniques act as filters to remove the low-frequency
components from the data.

Another factor which affects our ability to determine the Fermi surface is the projected
nature of the data. We have shown in the past that very accurate callipering of the Fermi
surface can be achieved by reconstructing the three-dimensional Fermi surface from several
2DACAR projections [12]. However, we wish to see here what can be achieved using a
single 2DACAR projection. In the past, studies of NpMo, have shown that a second-
derivative analysis of the LCW distribution yields a good estimate of the projected N-hole
pocket [13]. Taking the derivative is problematic for discrete, noisy data; a small feature
such as the N-hole pocket may extend over only 11 channels in the case of our coarsest
calibration. Instead, we take a different route and apply maximum-entropy (MaxEnt)
deconvolution to the LCW distributions in an attempt to remove the total experimental
angular resolution, including thermal contributions. Our FORTRAN program models the
resolution as a single Gaussian and uses the Cambridge algorithm [11] and chi-squared
statistic to successively iterate towards a solution which best represents the underlying
distribution, free from experimental resolution. By using this algorithm it is possible to
enhance the Fermi surface breaks (either in 2D or 8Dor k-space) at the expense of
relatively smooth, long-range distortions introduced by the positron wavefunction. We then
invoke a special property of the MaxEnt-Raw filtering technique to locate the breaks. Taking
the difference between an enhanced and raw spectrum removes all long-range distortions, so
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reducing the positron wavefunction perturbations and leaving sharper Fermi surface features.
As MaxEnt deconvolution is an ‘honest’ method, which should not shift the position of the
Fermi breaks, their positions will be marked by zero-crossing&atin the difference
spectrum. Therefore the zero contour in the difference plot should reveal the Fermi surface.
This idea is strictly valid only in 3D where the steps are sharp. In a 2DACAR distribution,
the sharp discontinuities are smeared by projection and from overlap with other sheets. It is
the validity of our callipering technique in 2D, given these factors, which we need to check
using a model Fermi surface.

The width of the resolution used during deconvolution is both sample and experiment
dependent, but we found that the actual width had little bearing on the Fermi surface
dimensions obtained in the MaxEnt-Raw callipering technique.

3. Results

To test the MaxEnt-Raw method we generated model Fermi surfaces for Cr, Mo and V
with an N-hole pocket size chosen in accordance with previous estimates [14-17]. This

Figure 2. [110] LCW distributions for (a) Cr, (b) GrssMog.15, (€) Mo, (d) Cio.gs5Vo.0s,

(e) Cip25Vo.75, (f) V. The resolved directions are= [110], y = [100] and a projected Brillouin

zone is drawn in each figure for clarity. Electron sheets appear as light areas and holes as dark
areas. The N-hole pocket that we chose to calliper is locatedyat N
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model is projected down the [110] direction (the experimental integration direction) and the
MaxEnt-Raw method applied. It was apparent once we began that the only sheets which
could be correctly callipered in the [110] direction were the N-hole pockets. All other
sheets, such as the electron lens and electron knobs, gave incorrect callipered dimensions
due to overlap from other sheets. But as can be seen in figure 1, the four N-hole pockets
above (and four below) the central plane are cleanly projected along the [110] direction.

From the model, we found the method correctly assessed the size of the N-hole pockets
in Mo and V, but slightly overestimated (by2%) smaller pockets equivalent to those
found in Cr. It should be pointed out that the N-hole pockets were modelled as spheres,
and not ellipsoids as expected from other work [14-17]. Thus any callipered dimension
obtained from a [110] projection can be compared directly with the input radius. In the
case of the experiment, the hole pocket is an ellipsoid whose orientation must be taken into
account when comparing our experimentally derived dimensions with previous estimates of
the major- and minor-axis dimensions along NHA; End NH. Another limitation of the
model is the absence of any positron-induced perturbations, but we hope to rectify this in
the future. Despite these limitations, the agreement that we find is gratifying and it gives
us some confidence in our ability to calliper the N-hole pockets.

We now turn to the experimental data. Figure 2 shows the LCW folded 2DACAR data
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Figure 3. The MaxEnt-Raw difference for the materials listed in figure 2. Note the more
pronounced N pockets for Cr.
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Figure 4. The zero contour in the MaxEnt-Raw difference. The outlines of the projected N
pockets are clearly visible.

for all of the materials studied. Note the much larger N-hole pockets (atifNMo and V

and their near absence in Cr. It is apparent from the figures that the disordered alloys have
a well defined Fermi surface and there is a steady evolution in the raw data as a function of
concentration. We have suggested in the past [18] that the N-hole pockets in Cr (which are
smaller than those in Mo) may be obscured in the LCW picture by the positron wavefunction
perturbations and that one way to remove these is via the MaxEnt-Raw technique which
filters out the low-frequency components in the data. The application of this technique
gives the ‘difference’ distributions presented in figure 3. It should be noted that the use
of the band-pass technique [9] yields similar pictures. The N-hole pockets for Cr are how
more pronounced and there is a clear increase in size as the V or Mo content increases in
the alloy samples. In figure 4 we plot the zero contour from the difference which reveals
the outline of the projected N-hole pockets. To estimate the size of the N-hole pocket, a
vertical slice is taken through the centre of thg Nocket and the distance between the
zero-crossing points is measured. This particular direction is chosen as it is closest to the
[110] N-H direction, a commonly used growth direction in magnetic multilayer systems.
Unfortunately, it is not possible to obtain this measurement directly from the width of the
central N pocket as it projects onto other (electron) shedts s¢e figure 1. At this stage we

only have an approximate value for the hole dimension as we are looking at the projection
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down a direction which lies at an angle to the main ellipsoid axes. Work is in progress in
an attempt to derive the main ellipsoid axis dimensions by analysing the shape of the zero
contour in the difference plot and comparing with the projected outline of ellipsoids derived
from recent KKR-CPA calculations for the elements and their alloys [5].

Table 1. Diameters of the N-hole pockets for Cr, Mo and V. The present work corresponds to
a projected diameter (see the text) and previous estimates are Qlong the major and minor axes
of the ellipsoid. All of the values are in units ofrZa. To convert toA~1, multiply by 27/a.

Previous estimates

Present Lattice parameter
Element work NH N° NP a (A)
Cr 0.182+0.002 0.158 [14, 15] 0.215 [14, 15] 0.246 [14, 15] 2.88
0.210 [14, 15] 0.340 [14, 15] 0.344 [14, 15]
Mo 0.266+0.002 0.2168 [16] 0.3248 [16] 0.3616 [16] 3.15
\% 0.260+0.002 0.3508 [17] 0.4235 [17] 0.4453 [17] 3.02

Our estimates of the (projected) callipered dimension for Cr, V and Mo (averaged over
various dimensions due to the projection) are shown in table 1 together with those for the
individual dimensions of the N ellipsoids found in the literature. The error that we quote
reflects the accuracy with which we can determine the dimension from the difference plot
and does not take into account other systematic errors—for example, sample misalignment
(<1-2). We should also point out that the room temperature lattice parameter has been
used to calculate the projected reciprocal-lattice vectors (for LCW folding) yet each material
was measured at low temperature. Fortunately, the thermal expansion of these materials is
small over the temperature range in question, but a thermally induced change in the lattice
parameter may have a small effect on the calculated LCW distribution. Our estimates
for the size of the projected N-hole pocket for Cr and Mo lie between the NH dnd N
values quoted from other work (which they should, given the [110] projection). However,
our callipered dimension for V is slightly smaller than those quoted. A second-derivative
analysis of the vanadium N-hole pocket in the LCW distribution yielded a very similar
result to the present MaxEnt-Raw technique. We suggest that as the alloys approach V, the
N-hole pocket becomes so large that it overlaps with surrounding Fermi surface sheets, so
distorting its apparent size. This view is consistent with the larger N-hole pocket that we
find in Cry25Vo75 Where there is less problem from overlap. Exactly why such an effect
is not seen in the model, where similar large N-hole dimensions were used, is still under
investigation. We suggest that a full 3D reconstruction may be necessary for the V-rich
Cri_,V, alloys.

4. Conclusion

We have shown that it is possible to derive reliable dimensions for the N-hole pocket in Cr,
Mo and their alloys from (projected) 2DACAR data without the need for 3D reconstruction
of the Fermi surface. More work is needed to get the three main axes of the N-hole pocket
and this is currently in progress.

For V-rich Cr_,V, alloys the situation looks problematic. The dimensions that we
obtain from 2DACAR are smaller than those derived from theory and other experiments.
Our simple model analysis suggests that it should be possible to measure the N pocket in
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V, but we speculate that the discrepancy arises from an overlap with other sheets in the 2D
data.

Itis believed that a vector spanning the N-hole pocket is a prime candidate for driving the
oscillatory magnetic exchange coupling found in the magnetic multilayers. The technique
that we present here can potentially be used to identify all possible nesting vectors in
Cr;_,Mo, and dilute Ct_,V,, and monitor their evolution (as a function of material or
alloy concentration) for comparison with the multilayer behaviour.
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