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Abstract

This thesis presents research on the effect of superconducting-helimagnetic heterostruc-
tures. First, the electric and magnetic properties of epitaxial Nb(20 nm)/HoDy(40 nm) bilay-
ers are studied. The saturation magnetisation values are consistent with previously reported
values for Ho and Dy. The magnetic spiral is observed up to 43 % Dy content although the
Dy content changes the stability of the helimagnetic state. The transition temperature (7;) of
the bilayers is obtained from resistance vs temperature curves for different external magnetic
field values. T lowered as the HoDy alloy transitioned from the helimagnetic state to the
ferromagnetic state. The change in T decreases with the Dy content.

Highly oriented Nb/Ho/Nb Josephson junctions are also studied in this work. The
electron mean-free-path in the normal state is longer in the textured junctions than in the
polycrystalline junctions reported below but still below the thermal coherence length implying
that the transport processes are diffusive. The decay length of the critical current (/) in the
helimagnetic state is over 100 nm and consistent with the non-magnetic coherence length in
the dirty limit.

The external magnetic field (H) dependence of /. deviates from the expected Fraunhofer
pattern and shows split peaks with extra minima and concave central peak. A theoretical
model was constructed to explain the I, (H) curves. The model assumes that the magnetisation
increases faster along the edges of the junction and the highly magnetised regions propagate
from the outside to the centre of the Ho barrier. The model successfully reproduces the
characteristic features observed in the junctions and implies that in certain junctions, regions
with 0 and 7 phase change coexist next to each other.

The main results presented in Chapter 9 have been published before the submission of
this thesis:

B. Borcsok, S. Komori, A. 1. Buzdin, and J. W. A. Robinson, Sci. Rep. 9, 5616 (2019)
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Introduction

Superconductivity was discovered by Onnes who noticed that the resistivity of mercury
drops to zero around 4.2 K. The lack of energy dissipation is still probably the most well-
known property of superconductivity and most applications try to take advantage of the zero
resistance. High temperature superconductors have the potential to reduce the energy loss
between the power plants and the consumers by replacing parts of the electric grid with super-
conducting lines. The German city Essen has recently trialed a 1 km-long superconducting
line [1].

Superconducting parts have also been proposed for electronic devices. Despite the
continuous cooling required to keep the parts superconducting, the energy benefits can
overweight the cooling cost resulting in more energy consuming systems like supercomputers
and server centres [2]. Moreover, using superconducting computing elements can also
make computers faster [3]. These potential advantages motivate the development of new
superconducting devices with potential applications in computing.

Most superconducting devices rely on the interactions between superconducting and
non-superconducting materials. In recent decades, there has been increased interest towards
introducing ferromagnetic elements in superconducting devices. For example, the resis-
tance of a superconducting spin valves can be controlled with an external magnetic field
similarly to classical spin valves used in hard drive readout heads, although their resistance
change comes from the suppression of superconductivity as opposed to the varying number
of conduction channels. Josephson junctions with magnetic barriers also have potential
application as logic gates in superconducting computing as well as qubits in quantum com-
puters [3, 4]. Furthermore, Cooper pairs with spin-1 can be generated with inhomogeneous
interface magnetisation, which opens up the possibility of using spin polarised supercur-
rent in information technology [5]. These are just a few of the potential applications of
superconductor-ferromagnet heterostructures.

Rare earth ferromagnets provide an excellent candidate for superconducting devices.
Their low exchange energy and lack of spin-polarisation enhance their interaction with

superconducting material. They often also have more exotic magnetic structures at low
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temperature including magnetic spirals. The helimagnetic state can be used to create the
inhomogeneity to spin-1 Cooper pairs [6].

The aim of this thesis is to further understand the effects and behaviour of the magnetic
spiral in superconducting devices. First, we study the proximity effect in highly-textured
Nb/HoDy bilayers. The magnetic spiral is observed in the alloys and the effects of the
transition from the helimagnetic state to the ferromagnetic state on the Nb is measured for
multiple compositions. Secondly, the Josephson coupling is investigated in highly textured
Nb/Ho/Nb junctions. The increased crystal quality leads to higher characteristic voltages
across the junctions, which decays much slower with the barrier thickness than in the
polycrystalline junctions.

The thesis consists of 4 Parts. Part I summarises the essential background knowledge used
in this work including the fundamental theory of superconductivity (Chapter 1), Josephson
effect (Chapter 2), magnetism (Chapter 3) and the ferromagnetic proximity effect (Chapter 4).
Part II focuses on the experimental techniques used in the sample preparation (Chapter 5)
and measurements (Chapter 6). The result of this work are presented and discussed in
Part IIT with Chapter 7 presenting the measurements on Nb/HoDy bilayers, textured Ho
Josephson junctions being discussed in Chapter 8 and the theoretical model for their magnetic
dependence is presented in Chapter 9. We summarise the experiments (Chapter 10) and an
outlook for potential future work (Chapter 11) in Part I'V.



Part I

Background






Chapter 1
Basic superconductivity

Superconductivity was first discovered in 1911 by Onnes in solid mercury shortly after he
managed to liquefy helium [7]. He noticed that below about 4.2 K the resistance of mercury
disappeared. Soon many other metals were found to have superconducting phase at low
temperatures. In 1933, Meissner discovered that superconductors fully expel any magnetic
field and show perfect diamagnetism [8]. The phenomenon was named Meissner effect after
him. However, it took almost 40 years to construct the first theory explaining conventional
superconductivity. It was the Ginzburg-Landau theory in 1950 giving a phenomenological
explanation [9] and the Bardeen-Cooper Schrieffer (BCS) theory followed in 1957 discover-
ing the microscopic processes [10]. These theories allowed scientists to predict and exploit
new phenomena in superconductors such as flux quantisation, the Josephson effect, etc.
This chapter summarises the two fundamental theories of superconductivity. Section 1.1
outlines the Ginzburg-Landau theory and section 1.2 outlines the summarises the BCS theory.

Section 1.3 discusses superconductivity outside the superconductor.

1.1 Ginzburg-Landau theory

The Ginzburg-Landau theory is a macroscopic theory, i.e. it provides a framework that
can explain the observed properties and phenomena of the superconducting phase without
explaining the microscopic processes responsible for the existence of the phase. It builds
on Landau’s earlier work on phase transitions and suggests that superconducting phase can
be described by a complex order parameter () [11]. Experiments showed that the heat
capacity changes discontinuously at the transition temperature (7;), while the entropy remains
continuous, therefore the superconducting transition must be a second order phase transition.
Assuming the free energy density (f) is analytical near 7; and can be expressed in terms
of the powers of y and (T — T;) and considering the coupling to the magnetic field, the
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following form was proposed for f:

f:(x|l;/|2—|—§|W|4+ﬁ|(—ihV+2eA)l//|2+%HOB%A (1.1)
where A is the magnetic vector potential, By, is the magnetic field induced by the supercur-
rents, o, 3 and m are free parameters. The first two terms are from the Landau-theory to
ensure that the phase transition is second order. When o > 0, v = 0 minimises f, however
when a <0, |y| = \/T/ﬁ with any arbitrary phase corresponds to a minimum, which
breaks the symmetry of f. This means that ¢ is temperature dependent and zero at 7, so
close to T¢ it can be approximated as @ = a(T — T), while 3 needs to be a positive constant
for the transition to be second order. The third term in (1.1) represents the gauge-invariant
kinetic energy and m can be interpreted as an effective mass. It can be derived from the
BCS theory that m represents the mass of the Cooper pairs, therefore m = 2m,, where me
is the electron mass. The last term is the energy density of the magnetic field induced by
the supercurrent. The positive sign of this term means that it acts as an energy penalty for
magnetic fields inside the superconductor and leads to the Meissner effect. (1.1) contains
all the lowest order terms that are consistent with the symmetries and gauge invariance of
superconductivity.

In equilibrium, the total free energy must be at its minimum. Minimising f with respect

to ¥ and A gives the two Ginzburg-Landau equations:

.
%(—zhv+2eA)2w+(oc+ﬁ|l//|2)l//:0 (1.2)

. VXB ieh , . de*A 2en
ji= = (VY YY) =y =
Ho m m

where ¥ = ,/nsexp(i@), ng is the superfluid density and 6 is the superconducting phase.

(hVO +2¢A) (1.3)

m

(1.2) is the first Ginzburg-Landau equation and has a form similar to the Schrodinger-
equation for a free particle meaning that y behaves similarly to a macroscopic wavefunction
with the main difference that it is not linear. The second term includes a term with |y |2
which breaks the linearity. The lack of linearity means that the superposition principle is
not applicable for superconductivity unless || < 1 in which case the non-linear term is
negligible and (1.2) becomes linear. The second Ginzburg-Landau equation defines the
supercurrent density according to Ampere’s law and relates it to y. The change of the
superconducting phase results in a supercurrent along the gradient. Therefore, 6 is changing

linearly in superconducting wires carrying charge in zero magnetic field. The last term
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includes A and implies that the presence of a magnetic field generates supercurrents in
accordance with the Meissner effect.

The perfect diamagnetism of superconductors can be explained by taking the curl of (1.3)
V’B=B/A\?, (1.4)

where A = \/m/(4ppe?ns) is the London penetration depth. (1.4) was originally derived
from the London equations in 1935 by Fritz and Heinz London who were the first to explain
the Meissner effect [12]. The London equations are based on classical considerations and
assume that electrons move in the superconductor as if they were moving in vacuum. (1.4) is
a typical screening equation and predicts the magnetic field to decay exponentially inside the
superconductor as it is energetically favourable to shield an external field with supercurrents.
The Ginzburg-Landau theory explains the origins of the London equation and derives an
expression for A. As ng =|a| /B and & o< (T —T;), A is proportional to (T — T.)~'/2 and
therefore diverge at T;. as expected.
London also suggested the following equation for the time evolution of the superconduct-
ing phase 20 2
e
T E‘P (1.5)
where ¢ is the electric potential. (1.5) cannot be derived from the Ginzburg-Landau free
energy but it is familiar from quantum mechanics. Combining (1.5) with the time derivative

of the current from (1.3) gives

dj 2eng 0A 4e*ng

I 2eVp +2e— | = E 1.6

ot m eV +2e ot m (1.6)
where E = —V¢$ — dA /0t is the electric field. (1.6) is an acceleration equation: an electric

field increases the current through the superconductor but not needed to maintain that current.
As we have seen so far Ginzburg-Landau theory successfully explains the resistance-free
current and the perfect diamagnetism, the two main characteristics of the superconducting
phase.

There are further phenomena that can be derived from the Ginzburg-Landau equations.
Integrating (1.3) along a closed loop in a region where there is no supercurrent, i.e. j; =0,

shows that the enclosed magnetic flux must be

6= fA-al = —n/2e00 (17)
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where A0 is the total phase change of y along the loop. As Y needs to be single valued, A
needs to be a multiple of 27z. This means that the magnetic flux enclosed by a superconductor
is quantised with the magnetic flux quantum being ¢y = h/2e. The superconductor will
screen the magnetic field inside a superconducting ring such that the flux is a multiple of yy.

We can also investigate how small perturbations in Y behave in the superconductmg phase.
If the superconductor is in a zero-field equilibrium state with uniform |y| = \/W
and a small perturbation of d y is introduced, (1.2) transforms into:

Sy

£ =0 (1.8)

V251[/——( lot| +3Bng) Sy = V2Sy —2—

where & = \/h?/2m|ct| is the coherence length. (1.8) shows that a perturbation dies off
exponentially over the length-scale of £. The temperature-dependence of & is the same as A
and diverges at 7. This is not surprising as the perturbations make y collapse as the system
reaches T¢.

A and & are the two characteristic length scales in the Ginzburg-Landau theory. They
are both expressed in terms of fundamental constants and the free parameters from (1.1) and
they can be used to write & and 3 in terms of measurable quantities. Both A and & have the
same temperature dependence and so their ratio (k) is independent of 7. k¥ only depends on
material parameters and is used to distinguish between type I or a type II superconductors.
The energy penalty for inducing magnetic field relative to the energy penalty for fluctuations
in Y is dependent on K so type I and type II superconductors behave differently in strong
magnetic fields.

The Ginzburg-Landau theory is based on the power series expansion of the free energy
about T so it is the most accurate close to 7¢. It is independent of the microscopic processes
responsible for the existence of the superconducting phase, therefore it is applicable for both
Type-I and Type-II superconductors and, with slight modifications, to other phase transitions,
such as superfluidity. Its power lies in describing macroscopic process such as the effect
of an external magnetic field on a superconductor, which relevant for Josephson junction
discussed in Chapter 2. Although the Ginzburg-Landau theory is powerful to describe
macroscopic processes, it is insufficient to predict physical parameters, like T; or & and to
analyse microscopic phenomena such as the long range triplet generation. To fully understand
superconductivity a microscopic theory, such as the Bardeen-Cooper-Schrieffer (BCS) theory,

18 needed.
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1.2 BCS theory

Although both superconductors and superfluids can be described by the Ginzburg-Landau
theory, their microscopic theory is very different. The main reason is that the particles
involved in superfluidity are bosons while in superconductivity they are fermions. Einstein
and Bose suggested the existence of Bose-Einstein condensate in 1924 for photons and
then they extended their theory for massive bosons [13]. In 1938 Fritz London suggested a
mechanism for superfluidity [14] and in 1947 Boguliubov derived the kinetic equations and
the spectrum of excitations from the second-quantised Hamiltonian [15]. Even though the two
phenomena are very similar in some sense, both involve particles moving without dissipating
energy, they are different in that electrons cannot form a Bose-Einstein condensate because
of the Pauli exclusion principle so a different theory was needed to describe superconductors.

In 1957 Bardeen, Cooper and Schrieffer proposed that electrons can have attractive
interactions mediated by lattice vibration (phonons) [10]. For stationary charge, the lattice
distorts to screen the charge. If an electron is moving fast enough there will be a delay in
restoring the lattice, which leads to a positively charged screening cloud behind it. The
positive tail will attract other electrons. They also showed that an overall attractive interaction
of any magnitude between the electrons near the Fermi surface leads to the formation of
Cooper pairs at low temperatures. Cooper pair is a pair of electrons with opposite wave
vectors coupled together in the spin singlet state. As the electrons are in a spin singlet state,
their overall spin is zero, which means that they can behave similar to bosons and undergo
condensation.

A year later Boguliubov confirmed the theory by deriving the existence of Cooper pairs
using second quantisation assuming four-point interactions between the electrons [16]. Using
the creation operator a;T, which creates a single electron with momentum k and spin up, and
the annihilation operator ay 4, the effective Hamiltonian is

H= Z gka;(;ak,c + l Z a,tﬁq’cl aZz_qukl J2,qky 6%k, 07 - (1.9)

k.o k1,01,k2,02,q9
The first term represents the kinetic energy for single-particle energy measured from the
chemical potential (i) & = h2k? /2me — . The second term is the potential energy term
for a four point interaction between two electrons where the transferred momentum is q.
VK| ko,q 18 the energy change corresponding to the momentum transfer and is negative if the
interaction if attractive. This Hamiltonian assumes that interactions between electrons are

local and can be thought of as a collision. This assumption is reasonable in that sense that the
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superconducting condensate can be derived using it. For some more complicated phenomena,
such as the proximity effect discussed in Section 1.3, a non-local Hamiltonian is needed.

The BCS state is a coherent state of Cooper pairs and can be written in the following
form k

IBCS) =[] (uk +e%val al L ¢) 10) (1.10)
k

where |0) is the vacuum state. a,t s p@—k+s,| creates a Cooper pair with pair momentum 27s.
As all pairs have the same pair momentum and phase, the state represent a supercurrent flow
and in the ground state s = 0. From the normalisation of |[BCS), u,% + v% =1, where u,% and vi
are the probabilities of the given state being empty or filled. To find the values for u; and v,
the expectation value of the Hamiltonian needs to be minimised, which takes the following

form for the s = 0 ground state

(E) = (BCS|AIBCS) = Y. 2viec+ Y viupruvieVie k- (1.11)
% Ik

The % factor is missing from the second term because Vi _i p—x = V_j i x— it is the same
if k; = k and ky = —k or the other way around. Minimising (E) with respect to v; and the

normalisation condition gives
Qupvier — Ay (uz —vi) =0 (1.12)

where
A ==Y wpvirVi i (1.13)
k/

Ay can be interpreted as an internal field describing the overall influence of the other pairs. It
can vary in space and it used as the main quantity to describe the superconducting state in
the BCS theory. For most systems Vj _; x is only slightly depend on the value of k and for
most cases the band gap can be assumed to be independent of k, Ay = A. This is called the
weak-coupling limit.

With further algebra it can be shown that energy dispersion for single-particle excitations,
i.e. electrons from breaking Cooper pairs, depends on A

E} =} + A% (1.14)

This means that creating an excitation requires at least A energy. There is a gap with size
A 1in the excitation spectrum, which is why A is called the BCS band gap. Measurements

have found such gaps in the excitation spectrum of superconductors before the BCS theory
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and this prediction supports the validity of the theory. This also means that all scattering
processes with energies below A are prohibited because there are no available states to
transfer into. This leads to the dissipationless supercurrent. The presence of excitations
decreases the binding energy and hence A, since the sum in (1.13) has fewer terms. This is
why the superconducting phase collapses above the critical current density. Once current has
enough energy to create a few excitations, it decreases the band gap, which lead more and
more excitations until all Cooper pairs break up.

The values for u; and v, can be expressed from (1.12) in terms of A and &. Substituting
these back to (1.13) gives the self-consistency equation for A

A=Y 2y (1.15)

ko 24/€l+A?

The self-consistent equation provides a route to calculate or estimate A from the density of
states relevant k values. For example in the weak-coupling limit, we can assume that only
energies below the kg 0p are relevant, where 6p is the Debye temperature. The sum can be

turned into an integral and we get

ky6p

__ % ~1/NV .
sinh(1/NV) "~ 2kebe (1.16)

From (1.16) it is obvious that if there is any attractive interaction between electrons, the
superconducting gap will appear at 7 = 0.

So far we only considered superconductivity at 7 = 0. For 0 < T' < T. the superconduc-
tivity still exists but excitations will be present due to thermal fluctuations. If the occupation
number of excitations with Ej energy (f;) is known, the calculations can be carried out
very similarly to the zero-temperature case. (1.14) remains the same but the self-consistent

equation changes to
A
A:—E (1 =2f) ———=V. (1.17)

K 2,/ + A2
(1.17) can be used to calculate A(T') at any temperature. Assuming f; has Fermi distribution,
the self-consistent can be solved numerically at the transition temperature, where A(7;) =0,
giving
kpT. = 1.14kpBpe NV (1.18)
Comparing (1.18) to (1.16), T can be related to A at zero temperature Ag = 1.76kg7;. Simi-
larly the temperature dependence of A near 7, can be derived as A(T) ~ 1.74A¢/1 — T/ T...

This is clearly not true at very low temperatures because it grows over Ay.
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Gor’kov derived the Ginzburg-Landau equations from the BCS model [17]. In his
derivation he used the Fourier transform of the creation and annihilation operators, which
describe the creation of and annihilation of electrons at a certain position instead of with
a certain momentum. He found that the Ginzburg-Landau order parameter is proportional
to the expectation value of the pair annihilation operators in real space. Considering the
non-local interactions in superconductors he also related y to the gap field (A(r)) and found
that & = hvg/mAy, where v is the Fermi velocity. This confirms that both theories are
equally valid description of superconductivity. This allows us to use them interchangeably to

describe superconducting processes.

1.3 Superconductivity at the interface

In the previous sections, we only considered bulk superconductivity and ignored any
effects from surfaces. Surfaces and interfaces become important in thin film superconduc-
tors and nanoscale devices such as Josephson junctions. We present a macroscopic and
microscopic approach to understand the influence of interfaces on the superconductor.

1.3.1 Proximity effect

We start with a macroscopic approach following the Ginzburg-Landau theory. In sec-
tion 1.1, we minimised free energy density f to derive the Ginzburg-Landau equations.
However in principle, the total free energy (F) is the quantity that needs to be minimal when

the superconductor is at equiliblrium

_ _ 2 B Ly 2 L
F_/Vde—FoJr/VlaW/I + 71Vl +2m]( ihV +2eA)y| +2uOBM dv. (1.19)

In the bulk minimising F and f is equivalent. The distinction only becomes significant at the
surfaces. To study the surface contribution the kinetic energy term can be rewritten using the

divergence theorem

/2i|(—ihv+2eA)t/f}2dV:/ %w*(—ihVHeA)z‘/’dV
v 2m v 2m (1.20)

ih
+l—j{ Y (—ili+2eA)ydS
2m Jv
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If we now minimise F with respect to y and A we get back the Ginzburg-Landau

equations from the volume integrals but the surface integral yields a boundary condition
(—ihVy+2eAn)y =0 (1.21)

where the suffix n refers the component normal to the surface. This form of the boundary
condition means that in the absence of a magnetic field | y| remains the same right to the
surface. (1.1) includes no term for surface energy so there is no energy penalty for keeping
Y large at the surface or having a discontinuity in y. The microscopic theory has confirmed
that (1.21) is the correct boundary condition for interfaces with vacuum and insulators, when
electrons are fully reflected from the surface. When electrons can leave the superconductor,
into a normal metal (N) for example, including a surface energy term proportional to |l//|2 in

(1.20) gives a more appropriate boundary condition in the form of

(—ihVn+2eAn)l//:% (1.22)

where b is called the extrapolation length. As the gradient of Y is negative at the surface, y is
decreasing near the surface and b determines the level of suppression. The suppression from
the surface exponentially approaches the bulk value over the coherence length. (1.1) is also
valid in the normal metal but ¢ is positive and y is zero in the bulk. At the surface however,
V¥ is non-zero and exponentially decays into N over the length scale of the coherence length
in N (&,). If &, is finite, ¥ can penetrate N over a finite distance. Therefore, placing a normal
metal next to a superconductor weakens the superconductivity in the superconductor near
the surface and induces superconductivity in the normal metal over a short distance. These
phenomena are called the proximity effect and the inverse proximity effect and were first
experimentally demonstrated by Meissner in 1960 [18]. The measurement showed that thin
layers of normal metals (Cu, Au, Ag, Cr, Fe, Co, N1 and Pt) can become superconducting
when placed in contact with superconducting tin and that the 7; for thin tin wires decreases if
coated with normal metals.

The suppression of the superconductivity decays into the superconductor over the coher-

ence length like most perturbations. The decay length of ¥ in the normal metal is

_ _ ./ 123
& kT O & 6mkpT (1.23)

in the clean and the dirty limit respectively, where [ is the electron mean free path. In the

clean limit £ < [ and the electron’s motion is ballistic, while in the dirty limit / < &, meaning

that the electron’s motion is diffusive.
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Fig. 1.1 An illustration of y at a SN interface. The dashed line shows the extrapolation from
the gradient of y at the interface. The decay length of y in S and N are & and &, respectively.

For an exact solution, the Boguliobov equations need to be solved in principle. However,
besides a few simple cases solving the Boguliobov equation is troublesome and simpli-
fications are needed [19, 20]. The equations can be simplified by using Green functions
and applying quasiclassical approximations that average over the oscillations below the
characteristic length scales of superconductivity. For systems in the dirty limit (I < &p),
this leads to the Usadel equation for the normal (G(x,®)) and anomalous Green’s functions
(F(x,0))

2 82

_b G(x, w)ﬁF(x, ) — F(x, Co)ﬁG(x, )| + oF (x,0) = A(x)G(x, ®)

2 (1.24)

G*(x,0) +F*(x,0) =1

where @ = (2n+ 1)nT are the Matsubara frequencies and D = vgl/3 is the diffusion coeffi-
cient and the second equation is the normalisation condition [21]. In the N region A(x) =0
so the right-hand side is zero. Similarly to (1.15), the Usadel equation is also accompanied
by a self-consistency equation for the S layer
T; A(x)
A(x)In — + kg T — —Fx,0)| =0 1.25

Wi Tt Y (40 - Rl 1.25)

where 7 is the critical temperature of the structure and Ty is the critical temperature of the

bulk superconductor.
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Kuprianov and Lukichev derived the general boundary conditions for Usadel equa-

tion [22] which takes the following form near 7;

O. % = O, aFn
i dx x:O_ ! dx x:07

dFy
Fs<0) - Fn(o) +Rinth (a) x:()’

(1.26)

where o is the normal state conductivity and R;, is the interface resistance per unit area.
Equivalent boundary conditions apply for G(x, ®). (1.26) shows that ¥ can be discontinuous
and Rj, increases the discontinuity at the boundary and hence weakens the proximity effect.
This is not surprising as when the transparency is low (and Rjy is large), most of the electrons
are reflected back from the interface and the regions can hardly affect each other. An

illustration of y at an interface is shown in Fig 1.1.

1.3.2 Andreev reflection

For a microscopic approach we need to understand how single electrons can form Cooper
pairs at the interface and how normal current is converted to supercurrent and vice versa. A
single electron is an excitation in the superconducting phase but excitations are not allowed
below the gap, which suggest that low energy normal currents cannot enter superconductors.
There are no experimental observations of this. Andreev gave a theoretical explanation for
the normal current-supercurrent conversion in 1964 and the process was named Andreev
reflection after him [23]. He considered an electron approaching the superconductor from
the N side with energy E. Near the interface A increases from 0 to Ag, which is the band
gap at the interface. The electron needs to be reflected back at the point when A(r) = E.
However, considering the Boguliobov equations, which can be considered the non-local
equivalents of (1.12), it turns out that the electron is reflected as a hole with opposite spin
and momentum. The process conserves energy and momentum and enters 2e charge into
the superconductor meaning a Cooper pair is formed. The process works the same way for
hole which are reflected from the interface as electrons. Andreev reflection does not change
the entropy therefore there is no energy barrier or interface resistance (Rj,) for the current
flowing through an NS interface. This process assumes that the electron has energy below
the bulk band gap (A.) and that A(r) changes slowly compared to the Fermi wavelength
near the interface. If there is a sharp change in the band gap, part of the current is reflected
back to N. If the electrons are higher in energy than A.., they can enter S as excitations.
Both of these processes involve energy dissipation and lead to an interface resistance. High
temperatures, when A is suppressed and impurities on the interface, which decrease the
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transparency and result in a sharp change in A(r), both increases Rj,.. Andreev reflection is
also strongly inhibited in ferromagnet-superconductor interfaces because electrons are highly
spin-polarised and the process is spin-dependent.



Chapter 2
Josephson effect

In the previous section we saw that superconductivity can survive in a non-superconducting
material over a short range. If a very thin barrier is placed between two superconductor,
the decaying order parameters overlap and therefore the supercurrent can flow through the
barrier. This structure is called a Josephson junction, named after Brain Josephson who
theoretically predicted the phenomenon in 1962 [24]. His original calculations considered
tunnel junctions with insulating barrier (I) but the general results hold for a wide range of
structures and were experimentally confirmed shortly after [25-27]. Josephson junctions
have been used for magnetic field measurements in SQuID devices and the new voltage
calibration standard also relies on Josephson junctions. In this chapter, we discuss the most

important properties of Josephson junctions.

2.1 Weak links

Superconducting junctions are normally classified based on the strength of the coupling
between the superconducting electrodes. Strong links provide a strong coupling and behave
as a continuous bulk superconductor therefore y is continuous across a strong link. On the
other hand, weak links are capable of carrying supercurrent but their behaviour is different
from bulk superconductors, for example y can be discontinuous in a weak link [28]. Even
though the main results hold for a wide range of structures, we only consider weak links
here.

When the phase on one side of the link is increased by 27, a strong link is left with
a phase gradient and a supercurrent flowing through it as y needs to remain continuous.

However, a weak link returns to the original state, which means that the free energy of the link
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must be a periodic function of the superconducting phase across the junction (® = 6, — 0;):
F = —Fycos(0) (2.1)

where Fy is a positive constant. If there is a voltage V' across the weak link, it will increase
the phase difference according to (1.5). The power done on the link by the current /5, which
is IV, must be equal to the time derivative of the free energy

oF i 2eV
ISV = E = F() Sln(@)T (22)
and therefore
Iy = I.sin(®) (2.3)

where I, = 2eFy /T is the Josephson critical current. [ is a supercurrent as it can flow through
the weak link even when V =0if —I. < Iy < [..

2.2 Josephson critical current

To deduce the magnitude of /. the microscopic theory is needed to be considered. Joseph-
son originally derived his theory for tunnel junctions, where the two superconductors are
separated by a thin normal metal layer (N). If the thickness of the N layer (d) is short com-
pared to the characteristic lengths, especially the coherence length in N (&,), the tunnelling
process can be described by the tunnelling coefficient # and the density of states on both sides.
If the same superconducting material is used on both sides of the junction the following
formula can be derived for the critical current [24, 29, 30]

 7A(T) A(T)
le="5,p" tanh (—ZkBT> (2.4)

where A(T) is the BCS band gap of the superconductor at temperature 7, and R, is the
normal state resistance of the junction and it includes the effect of ¢. Important to note that
I.R,, also called characteristic voltage, is independent of the thickness of the N layer and all
thickness dependence is included in R,. At 7' = 0, the the characteristic voltage, is 7A(0)/2e
in an ideal weak link.

When d is comparable to or greater than &y, (2.4) is not accurate anymore as a significant
proportion of the Cooper pairs is lost in N. In this case the proximity effect on both sides
of N needs to be considered. The order parameter penetrates the normal metal from both

sides and they overlap in the middle therefore supercurrent can flow through the junction.
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The calculations give a simple formula for critical current near 7; [31, 28]

_ 3m A} d/&
¢ 2eR, kT, sinh(d /&)

(2.5)

where d is the thickness of the barrier, A is the BCS band gap just in side the superconductor.
Ag 1s used in this formula to take into account the inverse proximity effect. The thickness
dependence of the characteristic voltage is dictated by the (d/&x)/sinh(d/&EN) part, which
can be closely estimated as an exponential decay. The length scale of the decay is set by &y,
which is equal to ivg /2mkg T in the clean limit and to \/lth/TkBT in the dirty limit, where
[ is the electron mean free path in N. As both A and &y increases with falling temperature, I,
also increases when T is decreasing for both thick and thin Josephson junctions. (2.4) takes
the same for near 7; as (2.5) does when d — 0
2
I o i,{%(n—n 2.6)
where Ag is the BCS band gap at 7 = 0. The agreement in the limiting cases shows the
consistency of the theories. Both formulas predict /. to increase linearly with temperature
near 7¢.
The critical current can be calculated at a general temperature using the Usadel equation.
Once the Green’s functions F(x,®) and G(x,®) are obtained from (1.24) and from the
relevant boundary conditions, the supercurrent density through the Josephson junction takes

a from similar to (1.3)

(2.7)

dF* dF
Js(®) = ienDmkgT Y (F —F*—),
w

dx dx

where 7 is the electron density and D is the diffusivity. In most cases the form of F is such
that (2.7) has the normal sinusoidal dependence I; = I. sin ®. For low interface transparency,
(2.7) transforms into [32]

A2 2k cosh(2kd)
o = ienDkp Ty ( =
Jo = lenLEB Zw:(hw) tanh(2kd) (1 + T2k2) + 2k

(2.8)

where k = \/2®/D is the wave vector and I' = R0,V A% + Hw? /h@ is the interface factor.
(2.8) takes into account the affect of the interface, which in general lowers the critical current.

However, in the perfectly transparent limit (Rj,; — 0) it becomes similar to (2.5). (2.8) is
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widely used to fit measurement data for metallic Josephson junctions and we also use it in
Chapter 8.

2.3 Current-source model

If the current through the junction is greater than /., some voltage is required across the
junction. The current-voltage characteristics (IV') can be complicated for Josephson junctions
but for most cases the resistively shunted junction (RSJ) model provides a reasonable
explanation. In the RSJ model, the supercurrent flows through an ideal Josephson element
and all the normal current flows through a normal resistance in parallel to the junction. The
voltage arises from the normal current through the resistance.

Let us consider what happens when we drive a current / through a junction in the RSJ
model. / is the sum of the currents flowing through the Josephson element (/) and through
the normal resistor (I,)

I=I+1I,=1Isin(®)+V/R (2.9)

where V' is the voltage across the junction and R, is the normal state resistance. (2.9) can be
turned into a differential equation of ® using (1.5) and V = ¢

h d®
—— =1—1.5in(0). 2.10
2eR dr $in(6) 2.10)
It is easy to see that if / < I, ® reaches a value for which V = 0 and the junction is fully

superconducting. If 7 > I, however, ® keeps increasing. The analytical solution to (2.10) is

Q) Vv Wyt
Itan (3) — .+ R an <7J> 2.11)

where @y = 2¢V /1 is the Josephson frequency and V is the mean voltage across the junction
defined by the following relationship

_ o\ 2

4 2 2

— | =I'-1I;. 2.12
(Rn) C ( )

V has this quadratic behaviour because the superconducting phase is continuously in-
creasing if I > I; so the supercurrent oscillates. It is easy to see from (2.10) that ® changes
slower near sin® = 1 than near sin® = —1 so the time average of [ is not 0. As V increases,
I gets closer and closer to V /R, because the fluctuation in the rate of change of ® gets smaller
so the Josephson junction behaves as a normal resistor when the 7 > I. (Fig 2.1).
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Fig. 2.1 The current-voltage characteristics for the resistively shunted junction model. The
dashed line indicates the classical resistance approached asymptotically at high voltages.

2.4 Josephson junctions in magnetic field

So far we only investigated Josephson junction in zero magnetic field. The second
Ginzburg-Landau equation links the superconducting phase to the vector potential so a
non-zero magnetic field will affect ® and hence /.. To understand how /. depends on an

external magnetic field B, first we need to look at the relationship between A and ©.

2.4.1 Gauge invariance

The Ginzburg-Landau equations depend on A and v, which are not observable quantities
but related to the electric and magnetic fields as E = —V¢ —dA/dt and B=V x A. E and B
remain unchanged under the gauge transformation A — A+ Vy and ¢ — ¢ + dx /dt, where
x(r,t) is an arbitrary function. The supercurrent js is observable and cannot depend on the
gauge. To make sure that (1.3) is gauge invariant, the superconducting phase also needs
to undergo the gauge transformation 8 — 6 — (2¢/h)y. Similarly, the Josephson critical
current also has to be gauge invariant, therefore ® in (2.3) must be the gauge invariant phase

difference defined by
2

2
0=6,-6-" [ A 2.13)
1
where the integral is evaluated along any line between the superconducting electrodes With
this definition of ®, all equations in the previous sections remain true and can be used to

investigate the behaviour of a Josephson junction in a magnetic field.
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Fig. 2.2 The schematic of the path integrals in (2.14).

2.4.2 Quantum interference

In general, O is position dependent. To understand how © varies with position, let us
evaluate (2.13) for two lines dx from each other (Fig 2.2). If the integrals start and end
deep inside the superconducting electrodes where the magnetic field is zero and y and 0 is

uniform, the change in ® must be equal to the difference between the two line integrals of A

2 C 2 B
A®:9C—9D—§/D A-dl—93+9A+§/A A.dl

B C
_z2e (/ A-dl—/ A-dl).
h A D

As shown in the previous section, ® is gauge invariant so (2.14) can be evaluated in any

(2.14)

gauge. If we consider the gauge in which A = 0 deep inside the superconductor, where the
magnetic field is zero, the line integrals of A between A and D, and C and B must be zero.
Therefore, connecting the two line integrals to form a rectangular loop integral does not
change the right-hand side

AG):%]{A-dl:ZE% (2.15)

h ®o
where A¢ is magnetic flux through the ABCDA loop. The second equation uses the fact that
the integral of the magnetic vector potential along a closed loop is equal to the magnetic
flux through that loop. The magnetic flux can be written as A¢ = Bd.gdx, where B is the
component of magnetic field at the centre of the junction perpendicular to the ABCD loop
and d. is the effective thickness of the junction such that Bdeg = | f B dl. This relates the
gradient of ® to the magnetic field perpendicular to its direction
00 Bdeg

So=2m . (2.16)
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An equivalent equation for d®/dy can be derived. If the spacial variation of B and degs is
known, ®(x,y) can be obtained by solving the differential equations. To find the total critical

current, we need to integrate over the whole junction

o= [[ .y sin[@(x.y))dxay 2.17)

where j is the local critical current density. j. can be affected by impurities and the interface
quality through A and £y as discussed in Section 2.2. This is the general method to calculate
how an external field influences the critical current in a Josephson junction. In Section 2.6

(2.17) 1s evaluated for circular and rectangular junctions with negligible screening.

2.5 Magnetic screening

The difficulty in using the method outlined in the previous section is that B is the total
magnetic field, which can differ significantly from the applied field due the screening effects.
Combining the Maxwell equations with (2.3) we get

JB : o
5y HoJs = HoJe sin@®. (2.18)
Differentiating (2.16) with respect to x and substituting in (2.18) a differential equation for
O is obtained 2
e 1
=5 = 53 5n0 (2.19)
oxr A}

where Aj = /o /27 g jedesr is the Josephson penetration depth. For a typical junction, Ay
is of the order of 1 to 1000 um [33]. The general solution of (2.19) is complicated but the

solutions can be described qualitatively using the similarity to the equation governing a
pendulum. When © < 1, and (2.19) reduces to

70_o

5 = 72 (2.20)

and has exponential solutions decaying with Aj. (2.20) has the same form as the first
London equation (1.4) and represents a screening current solution similar to the Meissner
effect. The main difference is that while the London penetration depth depends on the
superconducting parameters, the Josephson penetration depth has no explicit dependence on
the superconductors. If the weak link is much wider than Aj;, then it can completely screen
out fields lower than a critical field value of B, = 21y jcAy.
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2.6 Negligible screening

If the junction’s lateral dimensions are smaller than Ay, the magnetic screening is negligi-
ble. This corresponds to A; — oo in (2.19). In this case the net magnetic field is equal to the
applied external field B = Bey. If a uniform external field is applied in the y-direction, then

from (2.16)
Bde

0

O=0p+27

X 2.21)

provided the junction is also uniform and de¢ is a constant. The value of @ is chosen in a
way to minimise the free energy of the junction and hence maximise /., which is achieved by
®p = 7/2 for symmetric junctions. j. is influenced by impurities and the interface quality
but usually the variations from these sources are negligible and j. can be assumed to be

uniform as well. Substituting these into (2.17) we get an integral for /. that only depends on

Bd
Ie=je / / cos (27r ¢effx) dxdy. (2.22)
0

(9.5) is analogous to the diffraction integral of a wave passing through an aperture. In

the junctions geometry

this analogy /. is equivalent of the amplitude of the waves and B is equivalent of the position
on the screen. I;(B) follows the Airy pattern in circular junctions and the Fraunhofer pattern

in rectangular junction

o . |Sil’l (ﬂ:BLdeff/¢O) ‘
IC N WLJC ﬂ:BLdeff / ¢0

= Iy|sinc (79 /¢o)| (2.23)

where L is the dimension of the junction in the x-direction and w in the y-direction and
¢ = BLd.f 1s the magnetic flux through the junction (Fig 2.3). The absolute value of the
integral is taken because I. is defined to be positive. I. goes to zero when the junction
contains a whole number of flux quanta and current flowing forwards cancels the current
flowing backwards. The maxima of the lobes of the Fraunhofer pattern decreases as ¢ .
The quantum interference in a single Josephson junction was first experimentally observed
by Rowell in 1963 [26].

In case j is not uniform, the integral is more complicated and I.(B) deviates from the
patterns discussed above. (9.5) can be used to predict the I.(B) pattern from j(x,y) and find
the critical current distribution from Z;(B). An example for this is the effect of a small random
fluctuation in j., which lead to non-zero minima in I.(B) [34]. The residual critical current

is proportional to the mean-square of the fluctuations and decreases with the dimension of
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Fig. 2.3 The I.(¢) curve of a rectangular junction follows the Fraunhofer pattern.

the inhomogeneities. Further examples for relating I.(B) ot j.(x,y) are given by Barone and
Paterno [35].






Chapter 3
Fundamentals of magnetism

Magnetism is the field of physics that studies magnetic ordering of materials. Many
types of magnetic ordering exists such as ferromagnetic, antiferromagnetic, ferrimagnetic,
helimagnetic for example. The magnetic phase transition can be of various order but in most
cases a phenomenological approach similar to the one discussed in Section 1.1 can be applied.
In this chapter we summarise the basic ideas of magnetism and outline the framework used

in the next chapters and discuss the properties of Ho and Dy.

3.1 Molecular magnetism

In this section we present a molecular theory for magnetism originally proposed by
Heisenberg [36]. In this model, we assume that the material is made up of small magnetic
dipoles that can orient themselves independently of each other. These dipoles are normally
the atoms or electrons of the material and the magnetic moment often called spin. Heisenberg
proposed that the potential energy between two atomic dipoles with spins S| and S, can be

written as
Ey, = —JS1-8S> 3.1)

where J is the exchange energy, the energy associated with flipping one of the moments
to point in the opposite direction. If J is positive, E, is minimal when the two magnetic
moments are aligned with each other leading to ferromagnetism whereas materials with
negative J prefer antiferromagnetic order, where the spins ordered in alternating directions.

For a lattice of dipoles the same idea can be extended but the potential energy needs to be

summed over all pairs of dipoles. Including the contribution from the external magnetic field,
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total free energy of the system is

ZL§S+ﬂmZSB (3.2)
ij

where g is the gyromagnetic ration and g is the Bohr magneton. This is a many-body
problem that cannot be solved analytically without any further approximations, although it is
easy to see that the energy minimum still corresponds to the parallel alignment of all spins if
the exchange energy is positive between any two dipoles. If the thermal energy kg7 is much
larger than J, the thermal fluctuations dominate and the alignment of the dipoles is random.
On the other hand, when the thermal energy is much below the dominant J values, magnetic
ordering happens.

Summing over all pairs of atomic dipoles is computationally cumbersome. The equations
can be simplified by noticing that E}, depends on the ith spin linearly, which allows us to
factor out S;. In this case the net effect of the other spins is equivalent of an external magnetic
field. This field can be expressed in terms of the average spin § and the number of nearest

neighbours z using the mean field approximation
Eng=gusy_Si(h+B) (3.3)
i

where £ is the field experienced by the individual spins, often called the exchange field

SzJ

::———2: (3.4)

gHB gHB

and S; is the component of S; parallel to B. The mean field approximation for ferromagnetism
is also known as Weiss theory after Pierre Weiss who first published it in 1907 [37]. The
approximation assumes that the fluctuations from S are small and that the energy only
depends on the relative alignment of the spins, otherwise S; could not be factored out. 4 is
proportional to the total magnetisation of the material (M) as both of them depend linearly on
S so h = AM. The advantage of the mean field theory is that the total free energy is the sum
of single particle energy contributions, which allows us to write down the partition function
(Z) and calculate the total magnetisation by minimising Z. The calculations lead to following
equation between the normalised variables m = M /M, t =T /Oc and b = B/AM;

(3.5)

25+1 32S-|—1m-l—b> 1 <3 1 m-l—b)
28
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where M = ngugsS is the saturation magnetisation, n is the number of dipoles in the lattice,

S 1s the spin of each dipole and ®c is the Curie temperature given by

_ guB(S+ 1AM, _ S(S+1)z/

o)
¢ 3kg 3kg

(3.6)

Both ®¢ and 4 are proportional to J therefore both the exchange field and the exchange
energy can be easily estimated from the Curie point, which is easy to measure. (3.5) can only
be solved numerically but plotting both sides offers some insight into the form of the solution
(Fig 3.1). When b =0 and 7 > 1 the only solution is m = 0 however, when ¢ < 1 there are
also finite solutions (one of them minimises Z the other one maximises it). Therefore the
magnetic ordering happens at O¢ in zero field when the gradient of the two sides of (3.5)
are equal at m = 0. At low temperature (¢ ~ 0) or in a high magnetic field (b — o), when
the thermal fluctuations are negligible compared to the magnetic and exchange interactions
(kyT < J or kT < UpB), the solution is m = 1 so the saturation magnetisation is achieved.
The energy required to flip an atomic dipole (2JS + ugB) is much grater than the thermal
energy (kgT') so all the spins stay aligned. Fig 3.1 shows numerical solutions as a function of
temperature for multiple field values.

M is continuous but not smooth at ®¢ meaning the transition is second order like the
superconducting transition. Therefore the Landau theory is applicable to magnetism as well
and many of the derivations in Section 1.1 hold if y is substituted with M.

When a magnetic field is present, M is finite at all temperatures. When m + b is small, the
right-hand side of (3.5) can be approximated from the Taylor expansion to find the magnetic

susceptibility above O¢
_ HoM Ho Oc
B AT—-0¢

x diverges at O¢ and decreases inversely with the temperature difference.

(3.7)

The mean field theory provides a good approximation for the magnetic ordering. For
J > 0 it explains the basic properties of ferromagnetism and the J < 0 case can be used
to describe ferrimagnetism and antiferromagnetism. The theory is valid for any exchange

interaction that only depends on relative alignments of the spins.

3.2 Origins of the magnetic coupling

In the previous section we presented how a general exchange interaction can lead to the
formation of magnetic order below the Curie point. If the interaction was purely magnetic,
J would be approximately g /.L% /27r3, where L is the vacuum permeability and r is the
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Fig. 3.1 The magnetisation in the Heisenberg model. (a) shows the graphical interpretation
of (3.5) for spin-half system (S = 1/2) at zero field with y = m/t. At temperatures above Oc
(red line) the only solution is m = 0, whereas for T < O¢ there are two solutions with finite
magnetisation, one of which corresponds to the maximum and the other one to the minimum
depending on the direction of the field. The intercept at m = 0 is a saddle point. (b) shows
the solution to (3.5) as a function of temperature for multiple field values. In zero field there
is a sharp increase of magnetisation at ®c. In finite field the magnetisation is always finite.

distance between the two dipole [38]. This is much smaller than the experimentally observed
exchange field in some materials and could only lead to magnetic ordering below 1 K.
Ferromagnetism has been observed far above room temperature as well so the magnetic
dipole interaction is not enough to explain the magnetism in these materials. The microscopic
process resulting in the interaction between the atomic spins can vary from material to

material. The three most common origins of exchange coupling are discussed in this section.

3.2.1 Localised spins

Let us consider a lattice of localised spins, where each site has one or more atomic
orbitals that overlap slightly with neighbouring orbitals. Because of the overlap of orbitals
from neighbouring sites, "hopping" is allowed, i.e. the electrons can move to neighbouring
sites providing a way for interaction between sites.

For simplicity, let us intuitively consider the interaction between two electrons from two
neighbouring sites. Electrons are fermions, therefore the overall wavefunction of these two
electrons must be antisymmetric. If the spins of the electrons are in one of the three triplet
configurations, which are all symmetric under electron exchange, the spacial wavefunction

must be antisymmetric. Similarly, the antisymmetric spin singlet state requires a symmetric
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spacial wavefunction. The antisymmetric spacial wavefunction must have a nod between
the two sites leading to an increase in the average distance between the two electron and a
lowering of the electrostatic repulsion. Therefore the spin singlet state has higher Coulomb
energy than the triplet states. The singlet state has zero total spin whereas the triplet states
have a total spin of 1 meaning that the parallel alignment of neighbouring spins is energetically
more favourable.

John Hubbard formalised the arguments above using the second quantisation notation [39].
He wrote down the corresponding Hamiltonian which has six eigenvectors: three of which
corresponding to the triplet states, one to the singlet states and the other two corresponds to
the two electrons being localised on either one of the sites. When the Coulomb repulsion of
two electrons on the same site (U) is much higher than the hopping term between the two
sites (¢), U < t, the doubly occupied states are practically unreachable energetically and
the exchange coupling is the energy difference between the singlet and triplet states, which
simplifies to J = 42 /U.

This process is called direct exchange as the interaction happens between nearest neigh-
bours. In some materials the interacting spins are separated by other sites and the interaction
is mediated by the atom in between. This process is called super exchange and was developed
by Anderson to explain the antiferromagnetism in MnO [40]. The exact form of the exchange
energy depends on details of the exchange but it is proportional to #* as opposed to 1> because
the electron needs four hops to interact with the electron on the other site and get back where
it started.

The Hubbard model explains the exchange coupling in terms of Coulomb interactions
and hopping terms, which can produce interactions strong enough for ®¢ above room
temperature. It assumes that the spins are localised and the interaction between spins is via

hopping between sites so it is most applicable for magnetic insulators such as MnO and NiO.

3.2.2 Itinerant ferromagnetism

In transition metals the d-electrons are delocalised over the whole lattice and the Hubbard
model is not applicable to describe their magnetic behaviour. Stoner considered the rise of
the exchange field from the point of view of the density of states [41]. Delocalised electrons
can be described occupying the band states. In a non-magnetic metal the band structure has
equal number electrons with each spins but in some metals spontaneous spin polarisation
occurs.

Let us consider the effect of moving small number of electrons (67) from the spin down
band to the spin up band at 7 = 0 when all states are occupied below the Fermi energy (Ef)

and all states are empty above (Fig 3.2). Taking the electrons with energies between Er — O E
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Fig. 3.2 Density of states in the Stoner model. Some electrons from the top of the spin-down
band are moved over to the spin-up band

and Ef from the spin down band and placing them on top of the spin up band creases their
energies by 6 E. The number of electrons transported is 6n = g(Ep)dE /2, where g(EF) is
the density of state at the Fermi energy. So the kinetic energy of the system increased by
AEyi, = g(Er)(SE)?/2.

The potential energy decreases due to Coulomb interaction. Electrons with opposite
spin can occupy the same states and therefore increase the Coulomb energy. Moving some
electrons over decreases the level of double occupation and hence the potential energy by
AEpo = —U(g(Er)SE)?/2, where U is the Hubbard U given by

U://d3rd3r'—ez [y |y (3.8)
Amey|r —r'| ’ ’

The total change in energy is AE = AEyin + AEpot = (1 — Ug(Er))g(Er)(8E)?/2. If
AE < 0 moving electrons from one spin state to the other is energetically favourable so the

condition for the spontaneous ferromagnetism to be stable is
Ug(Er) > 1 (3.9

which is known as the Stoner criterion. The case of finite temperature can be treated similarly
by including the Fermi-Dirac distribution to take into account the effect of thermal excitations.

Itinerant ferromagnetism typically occurs in transition metals, such as Fe, Co, Ni, where
the magnetisation arises from the conduction electrons. In certain alloys of transition metals,

like NiFe, the density of states have different shapes for up and down spins leading to
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g1+(Er) # g, (Er). These materials have higher ©c as moving electrons from the narrower

band to the wider band require smaller increase in kinetic energy.

3.2.3 Indirect exchange

Many rare earth metals show very strong magnetic ordering at low temperatures. The
magnetic moment per atom measured in experiments correlate strongly with the total spins
of the electrons on the f-orbitals suggesting that the magnetism does not originate from
the delocalised electrons. However, f-orbitals are very localised and the overlap between
adjacent atoms is insignificant so direct exchange is unable to give rise to ferromagnetism.
The magnetic order, therefore, must the result of an indirect exchange.

Rare earths have the highest magnetic moment per atom among the elements due to the
unpaired electrons on their f-orbitals. The magnetic field from the atoms partially polarises
the delocalised electron cloud in the vicinity of the atom. The polarised electrons can
then interact with the neighbouring atoms mediating the exchange interaction between the
magnetic moments.

The exchange coupling can be derived by considering the magnetic response of an
electron gas to a magnetic field at zero temperature. Using perturbation theory, it can be
shown a plane wave magnetic field in the form of H(r) = Hycos(q - r) gives rise to a similarly

oscillating magnetisation of the electron cloud

M(r) = Mgycos(q-r) = xqHqcos(q-r) = xpf (%) Hqcos(gq-r) (3.10)

where
1 —x2

X

1

f(x):§<1—|— In

x—1

XHD 3.11)

and xp = o3 g(Er) is the Pauli susceptibility [42]. In the limit of g = 0, xq — xp which is
the magnetic response of the free electron model to a uniform applied field. The susceptibility
drops down quickly over 2kr and even goes negative as shown in Fig 3.3a. This is a
consequence of sharp drop in occupation above the Fermi energy. The electron cloud is
ineffective in screening perturbations that oscillate faster than the electrons states with the
highest available energies.

As the response in (3.10) is linear, the magnetisation induced by an arbitrary external
field can be deduced by taking the Fourier transform of the magnetic field and multiplying
it with x4. Therefore the real space magnetisation will be the convolution of H(r) and the
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Fig. 3.3 The magnetic susceptibility of the conduction electrons as a function of wave vector
(a) and in real space (b). xq drops down sharply at Fermi wave number as the screening is
inefficient at short wave lengths. x(r) changes signs and persist over a long distances.

real-space susceptibility, which is

_ 2k} xp sin(2kgpr) — 2kgrcos(2kgr)
N T (2/{1:}”)4 '

x(r) (3.12)

The interaction between the conduction electrons and the atomic dipoles is local and
proportional to the magnetisation of the electron cloud at the position of the dipole. Therefore
the exchange coupling between atoms is proportional to y(r) (plotted in Fig 3.3b) and
strongly depends on the separation between the sites. In large distances J o cos(2kgr) /1,
which can lead to interactions over much longer range than direct exchange. It can also
change sign so the depending on the separation between atoms it can lead to ferromagnetic
or antiferromagnetic coupling. It can be used to change the coupling between thin magnetic
layers by adjusting the spacer thickness between them. The interaction is often called the
Ruderman-Kittel-Kasuya-Yosida (RKKY) coupling after the people who derived it and
explained the magnetism of rare earth elements with it [43—45].

The above calculations were carried out for 7 = 0. At finite temperatures there are
occupied states above the Fermi surface and the electrons are more effective at screening
shorter oscillations. As temperature increases Xy gets more spread out and therefore y/(r)
is more localised and the RKKY coupling is shorter range. At very high temperatures, the

electrons can screen any wavelength and the magnetisation of the electron cloud will be
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proportional to the inducing field everywhere meaning that there is no coupling between
atomic dipoles.

An important property of the RKKY coupling that it leads to much lower spin-polarisation
of the conduction electrons than the spontaneous spin polarisation typical for transition metals.
The magnetisation of the electron cloud induced by the magnetic moments of the atoms ()
fluctuates but its maximum value can be estimated as M ~ ypm/47r>, where r is the atomic
radius. The magnetisation is proportional to the spin-polarisation P = (ny —ny)/(ny +n)) =
M /ugn = 3uoupm/4nr3mev. Substituting in values for Ho, who has the highest atomic
moment, the spin-polarisation is P &~ 1 x 107>. This is negligible compared to the spin-

polarisation in transition metals, where it can be as high as 90 % [46].

3.3 Magnetic structure of Holmium and Dysprosium

In Part III superconducting structures with Ho and Dy are discussed so we shall have a
look at their magnetic structure in further detail. Both of them are rare earth elements and
the RKKY coupling is responsible for their magnetic ordering. As all lanthanoids, they are
paramagnetic at room temperature but at lower temperatures they show a rich magnetic phase

diagram including helical and conical magnetic structures.

3.3.1 Helimagnetism

In the previous sections we saw how nearest neighbour interactions can give rise to
ferromagnetism and antiferromagnetism although more complex magnetic structures also
exist. Most rare earth metals have a helical or spiral phase, where the magnetic moments
in each atomic layer are parallel to each other but the magnetisation direction rotates from
one plane to the next (Fig 3.4a). Helimagnetism can only be understood if the next nearest
neighbour interactions are also taken into account. If o is the rotation angle between the
planes and J; and J;, are the exchange coupling between the nearest-neighbour and second

nearest-neighbour planes, the energy of the interaction is
Eex o< —Jjcosa —Jrcos2x. (3.13)

If J1 > 0and J, > 0, ¢ = 0 minimises E.x and we returned to the ferromagnetic case. In

general Eqy is minimal when

JEx
o

o< Jisinot +2J2sin20 =0 (3.14)
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Fig. 3.4 (a) [llustration of the helimagnetic order. (b)The phase diagram for the model with
nearest-neighbour coupling J; and next-nearest-neighbour coupling J>

so when J
coso = —4712 or sinot =0 (3.15)

From these conditions we find that if J/; > 0 and J, > —J; /4, a = 0 and the ferromagnetic
order is stable, if J; < 0 and J, > J;/4, a = m and the system is antiferromagnetic, and
finally if J, < —|J /4

When J, < Jj, the above derivation gives back the ferromagnetic and antiferromagnetic

, Eex 1s minimal for 0 < o < 7 resulting in helimagnetism (Fig 3.4b).

results from Section 3.1.

The RKKY coupling is long range and can change sign over distance therefore it can
give rise to helimagnetic structures. The temperature affects the RKKY exchange energies
because the thermal fluctuations weaken the spin polarisation of the electron cloud and
because the lattice spacings change with temperature. Therefore, most rare earth metals have

a rich magnetic phase diagram including helimagnetic and ferromagnetic phases as well.

3.3.2 Holmium

Ho has atomic number 67 with electron configuration [Xe]4 f! 16s2. Because of the high
number or unpaired electrons on its f-orbitals it has an atomic magnetic moment of 10.34 g,
which is the largest among the elements [38]. Ho has a hexagonal closed-packed (hcp) lattice
structure.

As most rare earth elements, Ho has multiple magnetic phase transitions. It becomes

helimagnetic at ®y = 133 K with a rotation angle of o = 50° around the c-axis. Decreasing
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Fig. 3.5 Ho M(H) curve measured at 4.2 K. H is applied perpendicular to the axis of the
magnetic spiral. The virgin curve exists the hysteresis loop indicating the presence of the
magnetic spiral. The graph is adopted from [50].

the temperature, the rotation angle decreases to 35° at 4.2 K. The magnetisation (M) also de-
velops an out-of-plane component below ®¢c = 20 K. However, the ferromagnetic component
can easily be suppressed by strain and has not been observed in thin films [47, 48].

When an external field (H) is applied to Ho single crystals at 4.2 K, the magnetic spiral
gradually distorts and unwinds to a ferromagnetic state. In small fields the distortion of
the spiral is reversible, but a remnant ferromagnetic component develops in larger fields.
Once the magnetisation is saturated, Ho remains ferromagnetic indicating that the spiral
magnetic structure is metastable at low temperatures. The magnetisation process of Ho at
low temperatures was studied extensively using neutron diffraction in [49].

The M(H) curves also show signatures of the presence of the spiral state in Ho at low
temperatures. The magnetisation curve of the virgin state exits the hysteresis loop of the
fully magnetised ferromagnetic state (Fig 3.5). This can be understood by considering
the magnetisation process again. As the magnetic spiral is metastable and has zero net
magnetisation, M only increases slowly until H is large enough to unzip the spiral. Due
to the energy barrier between the helimagnetic and ferromagnetic states, the field required
to unzip the spiral is larger than the coercive field, which shows as the virgin curve going
outside the hysteresis loop. A detailed examination of Ho M(H ) loops and their comparison
to neutron scattering results is found in [50].



38 Fundamentals of magnetism

3.3.3 Helimagnetic-ferromagnetic transition

The simple explanation presented in Section 3.3.1 is insufficient to explain the irreversible
helimagnetic-ferromagnetic transition and the third-nearest-neighbour interaction is also

need to be considered. Ignoring the out-of-plane magnetisation, (3.13) modifies to
Eex < —Jicoso —Jrcos2a — Jycos 3. (3.16)

By differentiating E.x with respect to «, it can be seen that E.x has three local minima
when J% > 3J1J3(J1 — 3J3). One of them is at o = 0 and corresponds to the ferromagnetic
state and the other two are the opposite of each other and correspond to the helimagentic
state. The Ecx () curves are plotted for a range of J values in Fig 3.6.

Let us consider cooling our system from well above the transition to the helimagnetic
state. Slightly above Oy, only J; and J, are significant and E.x only has two minima
symmetrical to O (blue curve). At ®y the thermal energy is equal to the energy lowering of
these minima and the magnetic spiral forms. As the temperature lowers further, the range
of the RKKY coupling increases and the value of J3 also becomes significant resulting in
lowering of the central peak (green curve). At even lower temperatures, J3 is larger leading
to a third minimum at & = 0. If J3 is large enough, the minimum at ¢ = 0 becomes the
global minimum (purple curve) but the system cannot transition because of the energy barrier
between the two minima, hence the helimagnetic state is metastable.

Applying an external magnetic field favours parallel alignment of the atomic spins
therefore it increases the value of J; in relation to J> and J3 (red curve). The external field
lowers the energy of the ferromagnetic state as well as the energy barrier between the states
until o = 0 is the only minimum (orange curve). If @ = 0 is the global minimum in zero
field, the ferromagnetic order is stable and persists when the external field is removed. If the
external field increased only until the energy barrier is comparable to the thermal energy,
a fraction of the system can transition into the ferromagnetic state resulting in a remnant
ferromagnetic component when the field is removed. This simple model can illustrate the
magnetic phase transitions observed in Ho, although detailed calculations based on the

detailed Fermi-surface are needed to compute the magnetic phase diagram of Ho.

3.3.4 Dysprosium

Many properties of Dy are similar to Ho as they are adjacent elements in the periodic
table. Dy has an atomic number of 66 and one fewer electrons on its f-orbitals than Ho. The

atomic magnetic moment of Dy is 10.20ug, which is just slightly smaller than in Ho. Dy
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Fig. 3.6 Model for the helimagnetic-ferromagnetic transition. The Eex(0t) curves are vertically
displaced for readability and normalised for comparison. At @y the energy minimum is at a
non-zero angle so the spiral state is stable (blue curve on top). As the temperature lowers a
local minimum appear as at zero angle (green curve) and gradually grows until it becomes
the global minimum (purple curve). The energy barrier between the minima prevents the
spontaneous transition to the ferromagnetic state. An external magnetic field lowers the
energy barrier (red curve) until it disappears and the system transitions into the ferromagnetic
state (orange). When the magnetic field is removed, the system remains ferromagnetic as it
is lower in energy.

also has a helimagnetic phase between 179 and 85 K with the rotation angle decreasing from
43° to 25° with temperature. Below 85 K Dy is ferromagnetic with its moment lying in the
basal plain. The reported values for @¢ and Oy vary slightly depending on the measurement
technique and the crystal quality [S1-55].

3.3.5 Ho-Dy alloys

Both Ho and Dy has a hexagonal closed-packed (hcp) lattice structure and they form a
solid solution when alloyed together. Few studies have been done on the magnetic structure
of Ho-Dy alloys using neutron diffraction and these results are summarised in [51]. The spiral
phase has been observed for a temperature range in all compositions. The Neél temperature
(®n) varies linearly with the composition between the Neél temperature of Dy and Ho. The
Curie temperature decreases quickly with Ho content and the ferromagnetic phase was not
observed for Ho content above 25 % at 4.2 K, although there is a lack of data for compositions
between 25 and 50 % Ho content.






Chapter 4
S/F structures

Superconductivity and ferromagnetism promote opposite spin ordering as discussed in the
previous chapters so they tend to compete with each other. This competition can lead to novel
phenomena when both states are present in the proximity of each other. Ferromagnetism is
normally more stable than superconductivity because the energy gain per atom at the magnetic
transition is approximately kg®c from (3.6) where as at the superconducting transition it
is ~ (kgT.)?/Er and T, < ®c < Ep normally. Therefore the effect of the ferromagnet on
the superconductor is more significant than the other way around. For this reason most
research on S/F heterostructures focuses on the changes in S although there have been a few
theoretical predictions and experimental observations implying that a superconductor can
influence the domain size of an adjacent F layer and it can also couple F layers if placed
between them [56, 57]. In this chapter we discuss the theoretical background ferromagnetic
proximity effect and the generation of long-range triplet superconductivity, and review recent
experiments on a few S/F heterostructures including magnetic Josephson junctions and

superconducting spin valves.

4.1 Proximity effects in ferromagnets

The exchange field of the ferromagnet tries to align all magnetic moments. This leads to
a quick dephasing and breaking of the Cooper pair entering a ferromagnetic material and
the superconducting wave function decays much faster in ferromagnetic materials than in
normal metals. If the spin-up direction is defined to be along the exchange field(h), the
energy of the spin-up electrons lowers while the energy of the spin-down electrons increases.
To compensate for this the spin-up electrons increase their kinetic energy while the spin-
down electrons decrease, which results in the Cooper pairs acquiring a net momentum of
28kgr = 2h/vp so y oscillates with period wvg/h.
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We can use the Ginzburg-Landau formalism to get a simple picture of the proximity
effect in a ferromagnet [58]. For a normal metal we used (1.8) to understand the decay of
v close to the interface. To explain the experimental results for ferromagnetic proximity
measurements, the second derivative term also needs to be included resulting in an equation
in the form of

ay +bViy 4 cViy =0 (4.1)

where a, b and ¢ are parameters that depend on the temperature and the exchange field. With
the boundary conditions that ¥ = y at the interface and y — 0 far from the interface, the

solution for uniform boundary takes the form of

v(x) = woe X% cos(kax) (4.2)

where k% + k% =b/a and k%k% = c¢/a. This means that the order parameter oscillates inside a
ferromagnetic layer.

For more complex systems, the Usadel equation can be extended to magnetic materials
as well by replacing @ with @ + ik in (1.24). Averaging the normal Green functions over the

Fermi surface, we arrive to the linearised Usadel equation
, hD 9?

In the F region A(x) = 0 and normally kg7 < h so the Matsubara frequency term can be
neglected giving a simple second order differential equation

, D J°F;

ih Sgn((ﬂ)Ff— EW = (44)
The boundary conditions (1.26) are also applicable to S/F interfaces as long as 7 < EF.

This criterion is satisfied for rare earth metals where the exchange field is generated by the

RKKY coupling and # is relatively small. Under the boundary conditions the anomalous

functions are complex exponentials therefore the order parameter has a damped oscillatory

behaviour in the ferromagnet

v~ Y Fi(x,0) ~ Ae /% cos (x/&) (4.5)

where & = \/hDg/h is the coherence length in F. Therefore we recovered the same oscillatory
behaviour as from the Ginzburg-Landau formalism. The length scales of the oscillation
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and the decay are the same because diffusion and elastic scatterings dominate the electron
transport.

In the clean limit (§ < [), the Usadel equation is not valid and another approach is
needed. It can be shown that the oscillations are still present but the decay is non-exponential

y e nsin(y/ ) (4.6)

where the two length scales are ¢ = hvg/2mkgT and & = hvg/2h [58]. The oscillations
are governed by the exchange field and the decay is determined by the pair breaking of the
Cooper pairs due to thermal fluctuations. Because usually &5 > &y¢, close to the interface
the decay is ~ 1/x, which is much slower than in the dirty limit. Unsurprisingly, the range of
the proximity effect in ferromagnetic materials is longer in the clean limit than in the dirty
limit, however, typically they are both shorter than in nonmagnetic metals.

The self-consistency equation (1.25) provides a way to predict ;. for S/F structures and
hence connect the theoretical calculations of the anomalous Green functions to measurable
quantities. The general method for S/F structure is solve the Usadel equation for the
relevant boundary conditions for the system and use (1.25) to find 7*. This method has
formed the basis of many theoretical calculations for multilayer structures investigating the
effect of the layer thicknesses and interface transparency. One of the main predictions of
these calculations is the non-linear dependence of the critical temperature on the F layer
thickness (df) [59, 60]. The oscillations are due to the system switching between the 0
phase (y does not change sign in the F layer) and 7 phase (y changes sign in the F layer).
Experimental observations confirmed this prediction first in Nb/Gd multilayers [61] and later
in Nb/CuMn [62], Nb/Co [63] multilayers and Fe/Nb/Fe [64], Fe/Pb/Fe [65], Fe/V/Fe [66]
trilayers as well as in Nb/Ni [67] bilayers. The theory suggests that the 7; oscillations
quickly disappear with increasing interface transparency implying the importance of sample
preparation. A demonstration of this effect is that the magnetron sputtered Nb/Gd multilayers
show clear T. oscillation with the Gd thickness [61], while similar structures grown with
molecular beam epitaxy show step like decrease of T; [68].

It is important to emphasise that the Usadel equation is only valid for weak ferromagnetic
materials (h < Ef) as in strong magnetic materials the Green functions oscillate on the atomic
length scale and our approximations break down. Rare earth metals, where the magnetism
arises from the RKKY coupling, are ideal for testing predictions based on the Usadel equation

due to their relatively low exchange energy.
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4.1.1 Andreev reflection at S/F interfaces

As discussed in Section 1.3.2, electrons are reflected back as holes with opposite spin
and vice versa on the S/N interfaces. This process is strongly spin dependent and involves
both spin bands. In metals where the density of state for spin-up and spin-down electrons are
unequal, Andreev reflection is suppressed and the interface resistance is increased. When the
ferromagnet is fully polarised Andreev reflection is prohibited and the normal-supercurrent
conversion is only possible via other dissipative processes. Spin-polarisation lowers the
transparency of the interface (¢, the fraction of the incoming electrons transmitted through
the interface) and can decrease the interaction between the S and F layers. This is typical for
transition metal ferromagnets where the origin of the magnetism is the spin imbalance among
the delocalised electrons. In rare earth metals the magnetism originates from the spins of
the ions in the lattice and the spin-polarisation of the conduction band is negligible so the
interface transparency is only dependent on the Fermi energy mismatch and impurities at the

interface.

4.2 7 junctions

In the previous section, it was shown that y oscillates in a ferromagnetic layer. It is
possible to design Josephson junctions with a ferromagnetic barrier, called 7 junctions, such
that the phase shift across the junction is 7 instead of 0. The 7 phase shift corresponds to a
change of sign in ¥ and can be thought of as the junction having negative /.. As the sign of
v depends on convention, it cannot be measured so the basic properties of 7 junctions are the
same as that of 0 junctions discussed in Chapter 2. However, if a & junction is inserted in a
superconducting loop, ¥ need to change along the superconducting wires connecting the two
sides of the junctions resulting in supercurrent flowing through the circle [69]. Therefore,
supercurrent is flowing in the ground state of a ring containing a 7 junction as opposed to a 0
junction, where the ground state has zero current. Moreover, the magnetic field dependence
of the transport critical current of SQuID circuits containing 7 junctions shifted by half period
compared to normal superconducting rings. Both the ground state current and the shift in the
magnetic response has been measured in superconducting rings with 7 junctions [70-72].

The phase shift across the junction is determined by the thickness of the junction, the
exchange field, the temperature and the transparency of the interfaces. It was shown theoreti-
cally that . displays damped oscillations as a function of thickness and exchange field with
the minima corresponding to the O to 7 transitions and the temperature dependance is also

non-linear [73, 74]. The critical thickness where the 0-7 transition occurs (d.) decreases with
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temperature [32]. The first unambiguous demonstration of the existence of 7 junctions was
done by observing the 0-7 transition as a function of barrier thickness in Nb/CuxNij_4/Nb
Josephson junctions. [75]. The experiments used weak ferromagnets because d, is normally
around &, as seen from (4.5) and (4.6), or even lower in the case of low transparency. In
strong ferromagnets, & is normally on the order of the lattice parameters and the oscillations
can be washed out by the thickness fluctuations.

Considering (2.1), the phase difference ® that minimises the free energy is either O or
7 depending on the sign of Fy. A more general expressions for the free energy take into
account higher harmonics and allow for other values of ® to minimise ' and make the 0-7
transition continuous. Theoretical calculations for different types of S/F/S junctions show
that even in the presence of second and higher harmonic terms in (2.1) the transition is still
discontinuous [76—78].The only effect of this extra terms is to prevent /. from vanishing at
d. [73, 79]. There have been theoretical proposals suggesting that if the magnetic barrier
thickness is exactly d, the thickness fluctuations can create small regions with 0 and regions
with 7 phase difference that could average out to an intermediary phase difference but this

has not been experimentally realised [80, 32].

4.3 Triplet Cooper pairs

In conventional superconductivity, the superconductive gap field is isotropic and inde-
pendent of the direction of the momenta of the electrons. This leads to zero orbital angular
momentum (s-wave) and therefore the superconductive wavefunction having a symmetric
spacial part. Electrons must obey Fermi statistics meaning that their overall wavefunction
must be antisymmetric under the exchange of particles so Cooper pairs must have antisym-
metric spin wave functions in s-wave superconductors. There are four possible ways to
combine two spins: the spin-0 singlet state and the three spin-1 states. Only the singlet state
is antisymmetric which is why Cooper pairs in conventional superconductors have zero total
spin.

In strongly correlated system, which is the case for many high-temperature superconduc-
tors, the attraction between electrons tend to depend on the direction of the momentum and
is not uniform along the Fermi surface which leads to the anisotropy of A(k). The number of
planes in which A(k) is zero equals to the orbital angular momentum of the superconducting
wavefunction (/). An odd vale of / represents an antisymmetric spacial wavefunction, which
would lead to triplet Cooper pairs. Non-s-wave superconductivity has been observed in many
cuprate superconductors although mostly d-wave, which requires antisymmetric spin wave

function also.
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Triplet Cooper pairs can also be induced in ferromagnets. As discussed in Section 4.1,
when a Cooper pair enters a ferromagnet, the spin-up electron gains 4 energy while the
spin-down electron decreases in energy by 4. This leads to the following time evolution of

the two wave functions

| T)e= 1) xexp(ior) (Te= (] xexp(—iar)

4.7)
[ De=1[4) xexp(—ior) (L= (] xexp(ior)

where @ = h/4nh.Using the Dirac notation the singlet and the triplet states can be written as

(4.8)

Therefore the time evolution of the spin states of the Cooper pairs are

(1) =(T11) xexp(ior) — (1| 1) x exp(—iwr)
=W cos (wt) + Pyisin (wr)

W(1) =(1] 1) x exp(io1) + (1| 1) x exp (—ior)
=W cos () + Pisin (or)

(1) =2,

YL (1) =¥,

(4.9)

Substituting ¢ = x/vp, the time dependence can be easily converted into spacial variation.
This oscillation is the same as that we observed in Section 4.1 but now we see that the Cooper
pairs oscillate between the ¥* and P,

|, has total spin 1 with 0 component in the z-direction, which is chosen to be along the
exchange field. It is a combination of both spin state so it decays in a ferromagnetic material
at the same rate as W3, If the direction of /& changes, the Cooper pairs will have a finite spin
component in the direction of the exchange field. This way W}, can be converted to . As
(4.9) shows, W] is not oscillating in the ferromagnetic material and insensitive to the pair
breaking process of the exchange field [81, 82]. The usual decay length of ¥} is normally
En = \/thl/TkBT in the dirty limit and &, = hvg/27mkgT in the clean limit. Both length
scales are much longer than & so the process is often called long-range triplet conversion. It
has been shown that any magnetic inhomogeneity at the S/F interface can induce the triplet

conversion [83].
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Fig. 4.1 The two most common SSV structures: F/S/F (left) and F/F/S (right). The arrows
indicate the directions of the magnetisations of the F layers. In both cases F; is pinned or
harder to switch, while F is the free layer. Often a normal metal layer is placed between the
F layers to decouple them and allow them to switch independently. Unlike in classical spin
valves, the current flows along the layers indicated by the arrow in the middle.

The first experimental evidence of long range triplet generation was in magnetic CrO;
Josephson junctions [84]. Supercurrent was observed to survive hundreds of nm in CrO,,
which is much longer than the expected range based on its ferromagnetic coherence length.
The source of inhomogeneity generating the triplets is slightly unclear in this experiment
but assumed to be due to impurities at the interface. More recent works either use multiple
independent magnetic layers or intrinsically inhomogeneous magnetic materials like Ho to
generate long range triplet pairs [85, 86].

4.4 Superconducting spin valves

Superconducting spin valve (SSV) are another trilayer structure commonly used in this
field. They are similar to classical spin valves, that are often used in hard-drive readout heads
and whose resistance can be controlled by an external field. The main difference is that while
in classical spin valves the resistance is controlled through the number of tunnelling channels,
the SSV effect is based on the suppression of the S layer by the adjacent F layers. The two
main structures for SSVs, F/S/F and F/F/S, are illustrated in Fig 4.1. The proximity effect and
hence the suppression of 7; varies with the relative alignment of the two F layers therefore if
the temperatures is held between the maximum and minimum 7, the superconducting phase
can be turned on and off by changing the magnetisation of F. However, the exact physics is
different for metallic ferromagnets and ferromagnetic insulators (FI). Some of the key SSVs

experimetns are summarised in Table 4.1.
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Table 4.1 Overview of superconducting spin valve experiments.

Type | Structure AT./mK Source |
Fe3 04/ IrﬂFeg 04 2400 [87]
FI/S/FI | EuS/Al/EuS >500 [88]
GdN/Nb/GdN 1750 [57]
FeNi/In/Ni 200 [89]
CoO/Py/Al,03/Al/Al,03/Fe 44 190]
Fe/V/Fe 30 [91]
FIS/E Ni/Nb/Ni 41 [92]
CuNi/Nb/CuNi 6 [93,94]
Ho/Nb/Ho 400 [95]
F/E/S Co/Cu/Py/Cu/Nb 120 [96]
CoO/Fe/Cu/Fe/Pb 50 [97]

4.4.1 SSVs with ferromagnetic insulators

The first theoretical consideration of the F/S/F structures comes from de Gennes [31].
He considered SSVs with ferromagnetic insulators (FI) in the limit of 7 < 7;. In these
systems the Cooper pairs cannot penetrate the FI layers so only the average exchange field &

experienced by he Cooper pairs influences 7;
- a
h:hd—cos(9/2). (4.10)
S

where 4 is the exchange field in the FI layers, a is the lattice parameter, d is the thickness of
the S layer and 6 is the angle between magnetisation of the two FI layers. The description only
works when d; is smaller than the coherence length of the superconductor. de Gennes derived
that the presence of the exchange field suppresses the condensation energy (E.), which is the
difference between the normal phase energy (E;) and the energy of the superconducting state
(Es(0)), which now depends on 6

4 +h2(9)] 4.11)

where N(0) is density of states in the condensate at 0 K. This shows that if 4(0) > %A the
superconducting state is destroyed for some range of 6. If this is the case, the supercon-
ducting phase can be turned on and off by changing the relative alignments of the FI layers.

The superconducting spin valve effect for ferromagnetic insulators was experimentally con-
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Fig. 4.2 The reduced temperature, t. = T/ T.0, as a function of the reduced thickness of the
ferromagnetic layers for a set of different interface transparency. For each curve style the
higher curve corresponds to the AP state and the curve below to the P state. (Adopted from
[99D)

firmed soon after [87, 89] and more recently FI/S/FI structures were proposed for electronic

applications [88, 90].

4.4.2 Metallic SSVs

In de Gennes’ theory, the Cooper pairs only interact with the F layers through the
interfaces. In metallic SSVs this assumption is unrealistic as Cooper pairs can enter F for &.
The Usadel equation is commonly used to analyse metallic SSVs. Buzdin et al. considered
metallic spin valves with perfectly transparent interfaces [98]. He studied the parallel (P,
6 = 0) and antiparallel (A, 8 = ) alignments and showed that the change decreases with
increasing dg, which agrees with de Gennes’ findings. Tagirov examined the effect of the
interface transparency [99]. His main results are summarised in Fig 4.2. The figure shows
that for low transparency, when most of the electrons are reflected from the surface, there
is hardly any change in T¢. but for highly transparent interfaces the difference in 7; between
AP and P (AT;) can be much larger even up to 0.37;, although this is still smaller than the
prediction for FI SSVs. Tagirov also predicts that AT; is the largest when the thickness of
the F layers is around 0.4&;. For Nb, whose T; in bulk is 9.2 K, this would mean a change of
several K in the absolute transition temperatures of the AP and P states.

The experimental values are, however, significantly lower than the theoretical predictions,
especially in transition metals [94, 93, 100, 92, 90, 101, 91, 97]. AT; in spin-valves with
transition metals is below 100 mK because the high spin polarisation suppresses the Andreev
reflection and hence the proximity effect as well. Because the phase transition of the
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superconducting layer is spread out over a temperature range comparable to AT, only a
few of them achieves infinite magnetoresistance [91, 97]. In some cases inverse spin valve
effects were reported, where TCAP < TCP [100, 101]. This implies that for transition metal
SSVs factors other than the exchange field also influence 7. Theoretical calculations show
that Cooper pairs leaking into the F layers also suppress 7. and can be responsible for the
inverse spin valve effect [102]. The model also shows that the minimum 7;, corresponds to the
orthogonal alignment and not the P nor AP alignments due to the formation of triplet Cooper
pairs. This effect was experimentally observed in Fe/Fe/Pb and Co/Py/Nb SSVs [97, 96].
As Table 4.1 show FI SSVs have higher AT; than transition metal SSVs although rare-
earth metals like Ho and Dy show promising properties. Ho/Nb/Ho and Dy/Nb/Dy spin
valves were reported to have AT, ~ 400mK [95]. This is significantly higher than the values
reported for transition metals and comparable to the properties of ferromagnetic insulators.
Experiments suggest that the interface is crucial for SSVs and in systems where the Andreev

reflection is suppressed, like in transition metals, A7; is much smaller.



Part 11

Experimental techniques






Chapter 5
Film growth and junction fabrication

The magnetic spiral of Ho rotates around the crystallographic c-axis. In polycrystalline
or randomly oriented samples the behaviour of the helimagnetic state averages out therefore
oriented samples are required to study the magnetic spiral. The crystallographic orientation
of materials is determined by the sample preparation processes. In this chapter, we summarise
the sample preparation techniques - including DC magnetron sputtering, optical lithography

and focused ion beam microscopy - used in this work.

5.1 DC magnetron sputtering

All films are grown with DC magnetron sputtering, which is a form of Physical Vapour
Deposition (PVD). All PVD techniques create a physical vapour phase and the atoms or
molecules in the vapour diffuse towards and deposit onto the substrate without undergoing
any chemical reaction. PVD is suitable for growing thin films with uniform thickness and
low roughness.

The difference between the PVD techniques is the way the vapour phase is created. In
case of sputtering the vapour phase is created by a glow discharge or plasma. At the start
of the deposition the chamber is filled with a few Pa of sputtering gas, Ar is commonly
used because it easily ionises. To start the plasma, several hundred volts of DC voltage
is applied across the chamber to ionise the Ar gas. The large electric field accelerates the
created electrons towards the anode and the Ar ions towards the cathode. The accelerated
electrons and ions collide with neutral atoms and ionise them creating more charged particles.
To maintain the plasma the number of charged particles neutralising at the cathode and the
anode has to be the same as the number of charged particles being created in collisions. Both
the higher pressure of the plasma gas and the longer distance between the cathode and anode

increases the number of collisions and hence the number of new charged particles generated.
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Using an electron beam or filament emitting electrons can generate more ions and stabilise a
plasma at lower pressure. Electron sources are often used in plasma etching.

In sputtering, a plate of the source material, called the farget, is placed on the cathode.
The heavy positive ions bombard the target and knock off atoms or clusters of atoms creating
the physical vapour. There are many possible processes happening on the surface of the
target. including emission of sputtered atoms and secondary electrons, reflection et cetera.
The average number of target atoms sputtered on the impact of an Ar ion depends on various
parameters such as temperatures and mass, but it is approximately proportional to the energy
of the incoming ions and hence the voltage between the electrodes. As the Ar ions carry
charge, the number of incidences is proportional to the electric current flowing through
the cathode. Therefore the sputtering rate, the number of atoms sputtered per unit time, is
proportional to the electric power of the process P =1V.

The number of incidences and therefore the sputtering rate can be enhanced by using
magnetic electrode, called magnetrons. The magnetic field traps light charged particles,
mainly electrons, on a cycloidal path leading to more collisions and charged particle gener-
ation near the cathode. Deposition rates achieved by magnetron sputtering is typically an
order of magnitude higher than other sputtering techniques [103].

If DC voltage is applied, there is a constant charge transfer between the electrodes.
The accumulating charge on the cathode and the anode counteract the applied voltage and
eventually stops the plasma unless the charge is depleted. Therefore DC sputtering is only
efficient with conducting targets, typically metals. Radio frequency sputtering or pulsed laser
deposition can be used to grow insulating thin films.

Once the sputtered atoms enter the vapour phase, they scatter around in the chamber and
deposit on the walls and the substrate. The transport has no angular dependence as gravity is
negligible compared to the kinetic energies of the atoms so the deposition rate (deposited
atoms per area per time) decreases inversely with the square of the distance from the target.

The gas pressure has a complex effect on the deposited films. If the pressure is low the
incidence rate at the cathode is also low resulting in a slow deposition rate. The sputtered
particles have high kinetic energy when leave the target. In low pressure the mean free path
of the sputtered particles is long and if it is comparable to the distance between the target
and the substrate, particles do not thermalise and crash into the substrate with high energy
leading to intermixing and lattice defects. High sputtering pressure decreases the efficiency
of sputtering hence lowers the sputtering rate and can increases the amount of impurities
deposited in the films. Therefore there is an optimal gas pressure which needs to be calibrated
for the system and the material especially for high purity oriented films [104].
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5.1.1 Depositions

A-plane sapphire (1120) substrates are used in this work because it promotes the growth
of Nb (110) over the other orientations [105] and the c-orientation of Ho and Dy grow
epitaxially on Nb (110) due to the small lattice mismatch of about 2 % [106]. The substrates
are cut into Smm x5 mm and 5 mmx 10 mm pieces with a dicing saw and cleaned with
acetone and isopropanol for 10 min in an ultrasonic bath.

A photograph of the flange used for the depositions is shown on Fig 5.1. The substrates
are placed on the Ta strip, which can be heated by passing a current through. There are three
magnetrons on the flange allowing three targets to be sputtered without breaking vacuum.
They are separated by metal sheets to prevent cross-contamination during deposition. The
middle magnetron, which holds the Nb target, is situated right above the sample holder
68 mm higher. The other two are placed 70 mm out on each side of the heater, 100 mm
away from the substrates. The magnetrons are isolated which makes it possible to apply
different powers to each of them. Each magnetron has their own shutter, which can be closed
independently so deposition from different targets can be started or stopped independently
even without turning the plasma off.

In order to achieve high purity, the chamber is kept in ultra-high vacuum. It is pumped
with a diffusion pump and baked with a heater strip wrapped around the chamber for at least
8 hours before each deposition. During deposition, the walls are cooled with liquid nitrogen
so the remaining gases, especially water, freeze out from the gas space. With this procedure
base pressure below 10~° Pa and water partial pressure below 10~ Pa are achieved (verified
using an in-site residual gas analyser).

The substrates are heated to 900 °C for the Nb seed layer and the heating is lowered
to 650 °C for the consecutive rare earth layers as suggested by Nakahara er al. [106]. The
temperature of the heater is allowed to stabilise by waiting for 30 min before deposition. The
Ar pressure is set around 8 Pa when igniting the plasma and decreased to 1.60 + 0.05 Pa for
the depositions. The targets are presputtered for 10 min at high power and for 3 min at the
sputtering power with the shutters closed to allow the plasma to reach a steady-state and to

clean any oxidation from the surface of the targest.

5.1.2 Growth rate and temperature calibration

The deposition rates are calibrated for every material by a simple lift-off method. An
about 1 mm-wide line is drawn with a marker pen on the substrate and an approximately
100 nm-thick layer is deposited on top of it at room temperature without liquid nitrogen

cooling. The liquid nitrogen cooling lowers the base pressure and removes impurities, and
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Fig. 5.1 Photograph of the flange used in the depositions.

heating promotes the epitaxial growth so neither changes the deposition rate significantly.
For the calibration of the Ho and Dy growth rate, 10 nm Nb base and capping layers are also
deposited to prevent oxidation. After deposition the samples are cleaned with acetone in an
ultrasonic bath. The acetone dissolves the ink from the marker and removes the deposited
layer above it. Measuring the step height at the edge gives the thickness of the layer from
which the deposition rate is obtained.

The step height is measured by both a Dektak profilometer and an atomic force micro-
scope (AFM). The height profile is taken along 2000 um-long line perpendicular to the step
edge with the profilometer. Using the AFM, a 30 umx 30 um scan of the edge was taken at
different positions on both sides of the line (Fig 5.2). AFM gives high accuracy measurements
in a small area and the Dektak is able to measure the height profile over a longer distances,
but with a higher noise level. The step height was measured at five different positions and the
deposition rates are calculated from the average and error from the standard deviation of the
values. Both techniques agreed on the step sizes within the margin of error and the deposition
rates were found to be I'np, = 3.0+ 0.2nmmin~! for Nb, T'ygo = 3.9+ 0.2nmmin ! for Ho
and I'py = 3.6 & 0.2nmmin~! for Dy at 10 W.

The temperature of the heater strip is controlled by a current passing through it. The
heater strip is calibrated on a flange with a glass window using a pyrometer. The substrate
temperatures suggested by Nakahara et al. [106] are achieved using 38 and 24 A.
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Fig. 5.2 (a) example of an AFM scan at the edge of the step. (b) the step profile from
averaging the height along the step. A Heaviside step function is fitted to the profile to obtain
the step height.

5.2 Optical lithography

Optical lithography is a technique widely used in microfabrication and in semiconductor
physics [107]. A thin layer of photosensitive polymer is deposited on top of the sample and
is exposed to light through a mask that protects parts of the resist. The UV light changes
the chemical structure of a positive resist such that it becomes more soluble in the areas
exposed to light. These areas are removed by the developer agent and the same pattern is left
as the pattern on the mask. Negative photoresists become more resistant to the developing
agent resulting in the negative image of the mask being left on the sample. After developing,
the sample can be etched or deposited on to achieve the desired structures. The process is
illustrated in Fig 5.3.

To fabricate nanopillar Josephson junctions, 4-um-wide wires are patterned on the sputter
deposited films using optical lithography. The patterns are etched into the films using Ar
plasma milling creating a 4 pm-wide wire with 18 pads connected to different points allowing

4-point measurements on 7 sections of the wire.

5.3 Focused ion beam etching

The basic principle of a focused ion beam microscope (FIB) is the same as scanning
electron microscopy (SEM) but the secondary electrons used for the imaging are the result
of bombarding the surface with ions instead of electrons. Many different ion sources are

possible but liquid gallium sources are used most commonly because Ga has a low melting
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Fig. 5.3 Schematic diagram of the optical lithography process: (a) spin coating the resist
(red) on the sputter deposited film (blue), (b) UV exposure through the mask, (c) developing,
(d) Ar ion etching, (e) after milling, (f) final pattern.

point and not very reactive [108]. Also, Ga is molten for a wide temperature range, which
makes operation easier. Ga™ ions are extracted from the molten reservoir and accelerated
through the column. The beam is shaped and focused on the sample by a series of electrostatic
lenses and apertures. Besides using the secondary electrons from the impact of Ga™ ions,
the ion beam can be used to etch the sample if the current and the beam energy is increased.
The etching process resembles the sputtering process or plasma etching but the etched area is
much smaller in FIB therefore it is significantly slower. The main advantage of FIB etching
over other lithography techniques is that it requires no mask and it can be tailored to the
sample. FIB is ideal to finish and refine sub-micron features after the larger scale structures
have been created.

After patterning 4 pm-wide tracks from the Nb/Ho/Nb films using optical lithography and
Ar ion milling, the nanopillar Josephson junctions are fabricated as described in [109-111].
The track is narrowed to about 500 nm along a 2 um path with a 100 pA beam. The high
current beam can implant significant amount of Ga near the edges so the edges were cleaned
with a 10 pA beam leaving a wire 200 to 400 nm in width.

The sample is mounted on a holder in a way that allows it to be rotated so the Ga beam is
at 85° to the normal of the substrate. Two 100 nm-wide incisions are made 300 to 700 nm

apart such that one of them cuts down to the bottom third of the wire and above and the
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Fig. 5.4 Diagrams of the junction fabrication process (a-d) and SEM micrographs of the
nanopillar Josephson junctions from the top (e) and from the side (f) after FIB fabrication.
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other incision cuts the bottom two thirds leaving a superconducting bridge on the top. The
nanopillar created this way forces the current through the middle barrier layer creating a
Josephson junction. During fabrication, the sample is monitored via an SEM and images of
the structures are shown on Fig 5.4.

The advantage of this technique is to allow the fabrication of fixed cross-section junction
on the sub-micron scale. FIB has the capability to make nanopillars down to 100 nm for
conducting substrates. Insulating substrates, like sapphire, can accumulate charge from both
the Ga beam and the electron beam, which can distort the beam and cause a shift during
etching resulting in lower precision. The beam shift is experienced during the fabrication of

our samples preventing the creation of nanopillars below 200 nm in dimensions.



Chapter 6

Characterisation and measurement

The crystal and magnetic structure of each layer hugely influences superconductivity so
the samples are characterised using X-ray diffraction and vibrating sample magnetometry.
After characterisation, the electric properties are studied at cryogenic temperatures to un-
derstand the proximity and Josephson effects in rare earth - niobium heterostructures. This
chapter briefly outlines the background and specifics of these techniques used to characterise

and measure bilayers and Josephson junctions.

6.1 X-ray diffraction

X-ray diffraction (XRD) is widely used to characterise the phase and crystallographic
orientation of materials. The spacings between the atomic layers of a crystalline materials
are comparable to the wavelength of X-ray radiation, therefore crystals act as diffraction
gratings for X-ray beams. If the material is crystalline, the reflected X-ray beams interfere
giving rise to a material specific diffraction pattern. The diffraction angle (20) for which the
interference is constructive is determined by the distance (d) between crystallographic planes

and the wavelength of the X-ray beam (A4) according to Bragg’s law:
nA =2dsin(0) (6.1)

In high angle XRD measurements, or 260 — w scans, the X-ray source and the detector
are moved simultaneously to keep the incidence angle (@) half of 26 (Fig 6.1). If the
sample is well-oriented, one crystallographic orientation dominates throughout the sample
so only peaks from the corresponding set of planes appear in the diffractogram as beams
reflected from the other planes never reach the detector. Therefore the missing peaks from
the diffraction pattern is a signature of well-oriented samples.
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Fig. 6.1 Illustration of the XRD setup. The incident angle, the diffraction angle and the lattice
spacing are labelled on the diagram.

The width of the peak also hold information about the sample. In a thick single crystal
(r > A, where 1 is the thickness) without any crystal defects measured in a perfectly narrow
and perfectly collimated beam, the peaks are infinitely narrow and the full width half
maximum (FWHM) is practically 0. However, in practice measurements are not perfect and
there for the XRD peaks widen. Some sources of the peak broadening are instrumental like
the finite size and the divergence of the beam. The other sources of the peak broadening
originate in the sample such as non-uniform stress, grain boundaries and thickness. In think
films the thickness, or rather the thinness, of the film is often the most important factor.
When the thickness of the material is comparable to the wavelength of the X-ray, which is
A = 1.54A for Cu Ko radiation used in this work, the interference changes slowly from
constructive to destructive as moving away from the diffraction angle and therefore making
the peak wider. The peak widening from the thickness of the layer is given by the Scherrer

formula [112]
KA

FWHM = ,
tcos@

(6.2)

where K is the shape factor, which is usually close to unity therefore in this work it is
approximated as K = 1.

To determine the degree of epitaxy the sharpness of the peaks need to be examined with
rocking curves, where 20 is fixed at one of the peak values from the examined layer while
the sample is rotated and @ is varied. This technique is similar to X-ray topography as a
rocking curve is essentially a line section of an X-ray topograph. If the sample is highly
epitaxial, the beams diffracted from different planes are highly coherent and they cancel each
other if o slightly differ from 26 /2, therefore the peak in the @ scan is very sharp. On the
other hand, if the sample is not well-oriented, layers are not perfectly parallel to each other,

or there are multiple grains, the rocking curves broaden giving essentially flat rocking curves
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for polycrystalline samples. Measuring the FWHM of the rocking curves gives a quantitative
description of the level of epitaxy. If the FWHM is close to the value expected from the
instrumental broadening estimated from the substrate peak and the thickness broadening than
the sample is epitaxial. However, if the FWHM is larger than expected other broadening
effects, like strain or grain boundaries, are present in the sample suggesting the sample is

only highly-textured.

6.2 Vibrating Sample Magnetometry

A vibrating sample magnetometer (VSM) is used to measure magnetic properties. The
VSM consists of a sample holder, a pick-up coil and an electromagnet, see in Fig 6.2a. The
sampler holder vibrates the sample along the axis of the pick-up coils at a given frequency.
The periodic motion of the sample induces an AC voltage in the pick-up coil according
to Faraday’s law. The amplitude of the induced voltage is proportional to the magnetic
moment of the sample, therefore the magnetic moment of the sample can be obtained from
the signal once the device is calibrated. Because the signal has the same frequency as the
vibration of the sample, the background noise at any other frequency can be easily filtered
out. The electromagnet can induce an external magnetic field to measure M(H) curves. The
changes in the external field have a much lower frequency than the vibration of the sample
so it does not affect the measurement. The set-up can be used for in-plane and out-of-plane
measurements as well.

All the magnetic measurements were carried out in a He fridge at 10 K. The temperature
was kept above the Nb 7; = 9.2K as the signal from a superconducting layer can disturb the
signal from the ferromagnetic layers. Neither Ho nor Dy has any phase transition below 10 K
therefore the magnetic structure can be assumed to remain the same.

To characterise the magnetic properties of the films, the saturation magnetisation (M)
and remnant magnetisation (M;), and the coercive field (H,) are obtained from the M(H)
loops. H. is the field value where the magnetisation is zero therefore it is defined as the
H-axis intercept of the curve. M, is the magnetisation value in zero field, which corresponds
to the M-axis intercept of the curve. M; is the magnetisation of the fully saturated sample.
Due to the slight diamagnetic background signal from the substrate and the sample holder,
the saturated M (H) curve is rarely flat. The value for M is obtained by fitting a line to the
saturated region and the constant term of the line gives M. An example of an M (H ) loop for
a Nb(20 nm)/Ho73Dy;7(40 nm) bilayer is shown in Fig 6.2b illustrating the above definitions.



64 Characterisation and measurement

(a) (b)
Sample holder M

Pick-up coils Mg +- -

[-]

[]»
Electromagnet U £KDU
Sample

Applied magnetic field

Fig. 6.2 (a) Schematic diagram of the VSM. The sample holder vibrates the sample in the
middle of the pick-up coils. The changing magnetic flux from the vibrating sample induces
AC voltage in the pick-up coils. The electromagnet is used to induce magnetic field in the
sample space.(Adapted from [113]). (b) Illustration of the parameters of M(H) loops. H.
and M, are the intersections with the H- and M-axes. Mj is the constant term of the line fitted
to the saturated region.

6.3 Electric measurements

Two types of transport measurements are carried out in this work to measure 7. for
Nb/HoDy bilayers and I. for Josephson junctions both using a 4-point configuration. In a
4-point measurement, four different contact pads are wire-bonded to four different points on
the sample. The current is driven between two of these leads and the voltage is measured
between the other two. Four-point measurements exclude the resistance of the probe and

provide more accurate results.

6.3.1 Ciritical temperature

The critical temperature of films is obtained from measuring the resistance as a function
of temperature (R(T)). The resistance is measured in a 4-point reverse-polarity measurement
set-up. In a reverse polarity measurement the current is reverted at certain time intervals
and the resistance is the average of the two values measured in the different polarities. This
method cancels any constant potential and systematic error from temperature or chemical
potential differences at the contacts and interfaces.

The temperatures is swept across the superconducting transition and 7 is defined as the
temperature where the resistance is half of R, (Fig 6.3). Fitting a suitable function, such as
tanh(x), was considered to obtain T¢, although the shape of the R(T') curves varies slightly

between samples and the previous definition of 7, gives more consistent results than fitting.



6.3 Electric measurements 65

Fig. 6.3 A typical R(T) curve measured in a Nb/HogyDy,g bilayer in zero set magnetic field
showing the definition of T; as R(T;) = R, /2.

The 4-point measurement is performed among four points in a line on the surface of the
films meaning the measured value of R, depends on the relative positions of the four points
and holds little meaning by itself. The set up excludes the resistance from the probe and the
contacts and is suitable for monitoring changes in resistance and measuring 7.

The magnitude of the electric current can hugely impact critical current measurements.
If the current value is too large, the superconducting state can be suppressed near 7, when
the critical current density is low resulting in the measured 7; value being lower than the
actual value for the film. Decreasing the current, however, lowers the signal-to-noise ratio
and increases the uncertainty of the measurements. For our bilayer films the optimal current
value is found to be 10 pA.

The measurements are run in a cryogenic system using He cooling. The base temperature
is 1.5 K and with a built-in heater coil the temperature of the sample can be controlled. The
system is chosen for its temperature stability and ability to go below 4.2 K. The system also
includes an electromagnetic coil that can induce a magnetic field up to 8 T allowing T to be

measured in magnetic field or for different magnetic histories.

6.3.2 Critical current

The electric properties of Josephson junctions are measured in a liquid He dewar at 4.2 K.
A current signal oscillating at about 1 Hz is driven across the junction while the voltage across
is measured in a four-point configuration providing the current-voltage IV characteristics
for the junction. The oscillation frequency is far off from the Josephson frequency, which
is in the GHz range, so the Shapiro effect does not affect the measurements. By fitting the
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resistively shunted junction model from Section 2.3 to the IV characteristics, /. and R, values
are obtained.

The amplitude of the current signal is controlled over multiple orders of magnitude using
an amplifier. Due to the small cross-section of the junctions, relatively low currents in the
normal state can lead to significant heating melting the junctions. To avoid destroying the
nanopillars, the current is increased manually from O A until /; is found. For the same reasons,
extra care is taken to avoid stray currents by earthing the samples all times possible and
wearing insulating gloves when handling the samples and the probe.

Using the electromagnetic coil of the probe, an external magnetic field up to 500 mT can
be applied. I.(H) can be measured by slowly swiping the magnetic field. For magnetic field
measurements up to 1 T, junctions are loaded into a helium fridge and I.(H) is measured at

2.5 K. The lower temperature is chosen for an temperature stability of the He fridge.
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Chapter 7
Proximity effects in Nb/HoDy bilayers

Many of the applications of superconductivity involves heterostructures with not only
superconducting material that exploit the proximity effect [5, 114]. Even though research
into the proximity effect started around 1950s, there are still missing pieces in our under-
standing of the phenomenon. The band gap is smaller near the interface than in the bulk
of the superconductor (S) but short range superconductivity can also be induced on the
non-superconducting (N) side. The suppression of superconductivity in S and the appearance
of a band gap in N have been experimentally demonstrated by tunnelling density of state
measurements [115-117]. A good understanding of the proximity effect is the basis of all
superconducting devices.

The Eilenberg and Usadel equations provide a powerful tool to model the proximity
effect. They are applicable not only to normal metals but also to ferromagnetic interfaces,
where they predict an oscillating decay of the superconducting wavefunction [58]. These
theories are supported by experimental measurements of density of state (DOS) oscillations
in bilayers [118, 119], and the non-linear critical temperature dependence is also confirmed
in S/F bilayers [67], F/S/F trilayers [66, 64, 120, 65] and multilayers [61-63].

The stronger the magnetic exchange field (&), the faster the decay and the oscillations
of superconducting wavefunction are in the F layer, which can make the observation of
the proximity effect difficult in strong ferromagnets. Another important factor is the spin-
polarisation. High spin-polarisation suppresses the Andreev reflection leading to only a few
Cooper pairs entering F. Transition metals often have significantly spin-polarised conduction
bands and strong exchange fields arising from itinerant ferromagnetism, which reduces the
proximity effect. In rare earth (RE) metals, on the other hand, the magnetism originates
from the Ruderman-Kittel-Kasuya-Yoshida (RKKY) coupling, where the magnetic moments
from the f-orbitals interact via the polarisation of the conduction electrons. Even though the

RKKY coupling is propagated by the delocalised electrons, the polarisation of conduction
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band in REs is negligible compared to transition metals and their exchange field is also
typically an order of magnitude lower. These properties make REs ideal candidates to study
the proximity effect.

One of the main consequences of the proximity effect is the suppression of 7¢, which
is easily measurable experimentally [121]. The 7: shift strongly depends on the type of
scattering processes causing the Cooper pairs to dephase outside the superconductor but
also influenced by other factors like the interface transparency and material thickness. The
formation of long-range triplet pairs also lowers T as the triplet pairs can leak into F and
weaken the superconductive condensate [102, 97, 96]. The preparation technique has a huge
influence on the proximity effect, which is demonstrated well by the fact that magnetron
sputtered Nb/Gd multilayers exhibit clear 7; oscillation with Gd thickness [61], while
molecular beam epitaxy grown samples show step-like decrease in 7; [68].

Recently other REs, such as Ho and Er, have also been included superconducting de-
vices exploiting their helimagnetic structure in the pursuit to generate long range triplet
pairs [86, 122]. Most REs exhibit helimagnetism over some temperature range. By apply-
ing large enough external field, the magnetic spiral can be unwound irreversible in single
crystal, while in polycrystalline material the transition is never fully completed [49]. The
helimagnetic-ferromagnetic transition has been used to study the proximity effect in epitax-
ial Ho bilayers [48]. We conduct similar measurements on highly textured Nb/HoxDy;_
bilayers, and their results are presented and discussed in the chapter.

7.1 Sample preparation

Highly-textured Nb(8 nm)/HoDy(40 nm)/Nb(20 nm) films are grown with DC magnetron
sputtering on a-plane sapphire substrates as explained in Section 5.1. The intake in Fig 7.1a
illustrates the structure. The purpose of the thin Nb capping layer layer on top is to protect
the rare earth alloy from oxidation. It is too thin to superconduct therefore it acts as a normal
metal layer and should have no significant influence on the proximity effect in the bottom Nb
layer.

The rare earth alloy layers are deposited by simultaneously sputtering a Ho and a Dy
target. The composition is controlled by adjusting the sputter rate via the sputtering powers
on each target. This method is based on the assumption that the deposition rate of each
element is proportional to the sputter power and it is the same when sputtered individually
and simultaneously. To validate this assumption the total thickness of one sample in each
deposition round is measured by wrapping a | mm-wide Ta strip around one of the substrates.

After deposition, the strip is removed and the step height of the edge is measured using the
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Dektak profilometer. The measured thicknesses show good agreement with the expected
values suggesting the deposition rate do not influenced by whether one or two target is
sputtered.

The composition is varied between 20 and 47 % Dy content. Depositing alloys with less
than 20 % Dy either requires either the sputtering power on the Dy target to be too low to
maintain a stable plasma or the Ho deposition rate to be high, which lowers the crystal quality.
The composition of the rare earth layers is also checked using energy dispersive X-ray (EDX)
spectroscopy. The composition values from the EDX measurements agree with the calculated
values from the deposition rates within the margin of error, however the Ho and Dy emission
lines are very close to each other and close to the noise level that the uncertainty from the

fitting of the spectral scans is similar to the uncertainty in the deposition rates.

7.2 Characterisation

The sputtered films are examined by XRD to determine the orientation of the crystal
lattice. An example scan for 43 % Dy is shown in Fig 7.1. The only peaks corresponding to
the rare earth layer are the (002) and (004) peaks at 31.8 and 66.3°. The lack of other peaks
confirms that the magnetic layer is oriented with its c-axis out-of-plane. The Nb (110) peak
is near the Al,O3 peak where the background signal is high and samples containing only
28 nm of Nb in total show only a small bump next the substrate peak. The small peak around
29¢ is from the oxide layer. The FWHM of the HoDy (002) peaks vary between 0.8 and 1.5°,
which higher than expected from the instrumental and thickness broadening (0.1°) as well as
the values seen in previous work [95] suggesting that the films are highly textured but not
epitaxial.

7.3 Magnetic measurements

The in-plane magnetic properties of each HoxDy;_x composition are studied using a
VSM at 10K. The samples are cooled in zero field and the virgin curve was measured
from O to 1.5 T followed by a full hysteresis loops between 1.5 and —1.5T. To compare
the magnetic properties of the different compositions, characteristic field and magnetisation
values are compared including the saturation magnetisation (Ms) and remnant magnetisation
(M;), and the coercive field (H.). The variation of these parameters with composition is
plotted in Fig 7.2.

The saturation magnetisation for Ho and Dy and the slight increase of Mj is in agreement
with the previously reported values [52, 55]. The remanent magnetisation shows a non-
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Fig. 7.1 Typical XRD scans for Nb/HoxDy;_x/Nb. (a) 20 — @ scan of a film containing 43 %
Dy (black) with the scan of the bare substrate (grey) for comparison. The position of the
XRD peaks from Ho powder are indicated with blue lines on the bottom for comparison. The
intake shows the structure of the bilayer films (b) the rocking curve of the Hos7Dy43 (002)
peak at 31.8° with FWHM of 0.912° indicated by the grey line.

monotonic behaviour with composition as M; for the alloys is significantly lower than for
either element. The lower remanent magnetisation can be an indication of the formation
of magnetic domains in the alloys as magnetic domains broaden the magnetic reversal and
lower M, [38]. H. monotonically increases between Ho and Dy, which is common for alloys
with similar crystal structure.

The virgin curve exiting the hysteresis loop (demonstrated in Fig 7.3a) is an indication
of a metastable helimagnetic state transitioning to a stable ferromagnetic state. The spiral
state was observed in every alloy up to 43 % Dy content. The unwinding field (H,), where
the slope of the virgin curve is the highest, was defined to compare the magnetic spiral in
different compositions. H, was obtained by differentiating the virgin curve and finding the
maximum of dM /dH. The FWHM of the peak in dM /dH is a good measure of how quickly
the spiral unwinds. The definitions of these two parameters are illustrated with their values
for HoxDy_x alloys in Fig 7.3.

Both H, and the FWHM increases with the Dy content meaning that Dy broadens the
helimagnetic-ferromagnetic transition and shifts it to higher fields. The higher FWHM in
the alloys means that the transition starts at lower field than in Ho. Dy lowers the energy
barrier between the helimagnetic and ferromagnetic state leading to the transition starting at
lower field but also decreases the energy difference between the two states leading to a wider
transition.
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Fig. 7.2 Variation of the characteristic magnetisation values (a) and the coercive field (b)
with composition. Previously reported values of saturation magnetisation for Ho and Dy
are added for comparison [52, 55]. The error in the magnetisation is the combination of the
uncertainty in the thickness and the noise from the VSM measurement while the error in H,
originates in the step size of the field sweep.
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Fig. 7.3 Characterisation of the spiral state of the rare earth alloys. (a) The virgin curve (dark
blue) exits the hysteresis loop (light blue) when the spiral state is present in the as-cooled
bilayer. To find where the helimagnetic-ferromagnetic transition happens, M is differentiated
with respect to H for the virgin curve (right axis). The position of the peak (H,) and its
full width at half maximum (FWHM) are illustrated. (b) The variation of H, and FWHM
with composition. The error bars are equal to the step size of the field sweep in the VSM
measurement.
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Fig. 7.4 Typical R(T) curves measured in Nb/HoggDy» bilayers after applying different set
fields. R(T) is measured in zero magnetic field after removing the given Hg. T is defined
as R(T.) = R, /2. The curves start to shift when H,; reaches 0.3 T and finish the transition
around 0.6 T.

7.4 Critical temperature measurements

The critical current measurements are carried out in a liquid helium fridge in a 4-point
configuration as described in Section 6.3.1. The R(T') curves are measured in zero field for a
range of set magnetic fields (Hge). Each cycle starts at a temperature above the transition
temperature of the sample and before each temperature cycle, the applied magnetic field
is increased to Hge; and is removed after 1 min. Hge is applied when Nb is in the normal
state to avoid any screening from Meissner effect. Once the external field is removed, the
temperature is gradually lowered below 7; then increased to the starting temperature while
measuring R. This cycle is repeated for each Hg; value. The temperature range for each
sample is adjusted depending on their 7. The R(T') curves during warming are used in the
analysis as they show higher temperature stability. A set of R(T') curve is shown in Fig 7.4.
The plateau just above the superconducting transition is a sign of the superconducting peak
effect, which is typical for type-II superconductors like Nb. It is originates in the formation
of vortices and appears as non-monotonic behaviour in the R(7) and I.(T') curves or as a
peak in the I.(H) curve near the superconducting transition [123, 124].

The T;(Hset) curves for each composition are presented in Fig 7.6. The superconducting
transition decreases when Hge is increased above a threshold. The set field values where 7¢
drops show a good agreement with H, from the magnetic measurements confirming that the
change in T is due to the helimagnetic-ferromagnetic transition. The exchange field in the
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helimagnetic state averages to zero over the full period of the spiral (Ps). When Py < &,, the
helimagnetic rare earth layer is equivalent to a non-magnetic layer and the superconductivity
is more suppressed when the rare earth layer is in the ferromagnetic state than when in the
helimagnetic state. This agrees with previous work done on Nb/Ho bilayers [48].

The zero field critical temperature 7. and the difference in 7; between the spiral and
ferromagnetic states (A7) are plotted as functions of the Dy content in Fig 7.6a. T varies
significantly between samples so the reproducibility of the measurements is needed to
be tested so a Nb/HogypDy,¢ bilayer is remeasured multiple times. After the first set of
measurements, the sample is heated to room temperature without breaking the vacuum of the
cryogenic system, re-cooled then measured again. After the second measurement it is heated
to 100 °C in air for 15 min and measured again. Finally, it is remeasured after keeping it at
room temperature for 12 days. The resulting 7, (Hge) data is shown in Fig 7.6b. T, shows
no significant difference between the first two measurements. After keeping the sample at
100 °C for 15 min, 7, drops by 65 mK and it decreases by a further 25 mK after 12 days.
The decrease of 7. with time suggest that the samples slowly oxidise, which suppresses the
superconductivity. It is worth noting that the shapes of the T (set) curves in Fig 7.6b are the
same meaning that the effect of oxidation on H, and AT; is negligible. The change of the
samples over time makes reproducibility more difficult especially in the absolute 7; values.
Only one of the two samples measured are presented here for each set.

The variation in Ty is greater than 1 K and cannot be explained solely with the effect
of oxidation. The other causes are most likely to be originated in small variations on the
preparation of the films, such as fluctuations in the thicknesses, electron mean-free-path and
the quality of the interfaces that is affected by multiple factors such as the total deposition
rate and the vacuum base pressure during deposition. These influences does seem to have no
significant effect on AT, which decreases with Dy content.

The main effect of adding Dy to Ho is decreasing the electron-mean-free path and hence
the coherence length Erg = \/thl/TkBT as the Dy atoms can act as impurities in the Ho
matrix. This ultimately decreases the proximity effect as the Cooper pairs penetrate the
RE layer less far and therefore changes in the RE layer affect the condensate less. If Erg
becomes very short, the magnetisation of the interface determines the proximity effect.

The increased Dy content can also affect the magnetic spiral. The period of the magnetic
spiral in HoDy alloys has not been measured, though it would be expected to increase with
Dy content as Dy is ferromagnetic at 10 K. If & becomes comparable to or smaller than the
period of the spiral (P,), the Cooper pairs experience a non-zero / in the spiral state, which
increases the suppression of 7;. For high Dy content, / can drop to the interatomic distances

around (I ~ 1 nm) resulting in &, ~ 10nm (from (1.23) and using vg = 1 x 10°ms—! [125)).
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Fig. 7.5 T.(Hset) curves for (a) 0% (b) 20 % (c) 27 % (d) 43 % Dy content. The vertical
dashed line indicates the H, value for the given composition from Fig 7.3b. The error in each
T. measurement is estimated from the step size near the superconducting transition.
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Fig. 7.6 (a) Ty (left axis) and AT. (right axis) as functions of composition. (b) Repeated
T:(Hset) curves for HoggDyoo. The procedure is explained in the text.

This is about 2P in Ho therefore adding Dy can make P and &, comparable leading to a
non-zero & and the suppression of 7 in the spiral state. This effect lowers T; as well as AT;
but unlikely to explain the variation seen in Fig 7.6a. Because of the many factors influencing
T, it is impossible to justify the above process from the results.

Dy can also affect T¢. in the ferromagnetic state. The magnetic measurements show that
M, decreases with Dy content. If the magnetic domains are smaller than &,, the smaller M,
means that the average exchange field is lower. If / is lower, the proximity effect is also
smaller resulting in higher 7; in the ferromagnetic state. Both effects are responsible of
decrease of AT, with Dy content.

7.5 Conclusions

In summary, the magnetic properties of highly textured Nb/HoxDy_x bilayers, including
the unwinding of the magnetic spiral, is studied for up to 43 % Dy content. The saturation
magnetisation is consistent with the previously reported values for Ho and Dy but the
remanent magnetisation of the alloys is lower than the elements and decreases with Dy
content in the measured samples. The magnetic spiral is observed up to 43 % Dy content. Dy
broadens the helimagnetic-ferromagnetic transition and shifts it to higher field.

The transport properties of the bilayers are studied and a drop in 7; is found at increasing
set field consistently with measurements on Nb/Ho bilayers. The field value where 7;. drops
correlates well with H, indicating that the change in 7. is related to the rare earth layer

transitioning from the helimagnetic state to the ferromagnetic state. The magnitude of the
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T:. drop decreases with increasing Dy content and possible explanations are discussed. One
is related to the Dy content decreasing the electron mean-free-path and time Cooper pairs
spend in the RE layer, hence the effect of the change of magnetic state is smaller. The
increased Dy content also decreases the remnant magnetision of the films so the zero-field
average exchange field is lower in the alloys. The variation of the zero-field 7; cannot be fully

explained by the composition and other potential factors such as oxidation are discussed.



Chapter 8

Highly textured Nb/Ho/Nb Josephson

junctions

There has been significant developments over the past decade and half in the under-
standing of the interaction between superconductivity and ferromagnetism at supercon-
ductor/ferromagnet interfaces involving spin-singlet superconductors and transition metal
ferromagnets (TMFs) [5, 126, 127]. In a TMF there is an exchange splitting in the den-
sity of states for the up- and down-spin electrons of the order 1 eV, which manifests as a
spin-polarisation of the d-band electrons at the Fermi energy and a bulk magnetisation as
explained in Section 3.2.2. The spin-polarisation suppresses the Andreev reflection increasing
the interface resistance and the exchange field leads to a short-range oscillating decay of y
into the TMF. This results in /. decaying rapidly while oscillating between 0 and 7 states
in Josephson junctions with TMF barriers. Typical decay length for these systems is on the
order of 1 nm [75, 128-131].

The RKKY coupling leads to no spin-polarisation and results in weaker exchange field
in rare earth ferromagnets (REF) compared to TMFs, which makes them desirable for
spintronic applications. The spiral state of REFs, such as Ho and Er, can also provide
the magnetic inhomogeneity for long-range triplet generation. Recent experimental works
include the observation of large critical temperature shift in Ho/Nb/Ho superconducting
pseudo-valves [95], study of the proximity effect in the helimagnetic and ferromagnetic states
of Nb/Er and Nb/Ho bilayers [122, 48] and triplet Josephson junctions [132, 86].

Oscillations between 0 and 7 states can be controlled in Josephson junctions with
multilayer F barriers - for example in SFNFS junctions. The exchange field in both F layers
are additive meaning that the total exchange field is lower (higher) in the antiparallel (parallel)

state, meaning that /; can in principle be enhanced (suppressed). Misaligning the exchange
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field between the two F layers can also lead to conversion of single to triplet pairs as recently
demonstrated in [85, 86, 132—136].

0 to 7 transitions can in principle be manipulated in a Josephson junction with a single
F layer via temperature if the exchange energy is of the order of the thermal energy [73].
Alternatively, O-7 transitions can be achieved with a single F barrier in which the magnetic
state is magnetic-field-tuneable. Rare-earth elements, such as Ho or Er, are promising
candidates since at low temperature they have a complex magnetic phase diagram [38].

In this chapter, experimental results are reported for textured Nb/Ho/Nb nanopillar
Josephson junctions. The decay length of I; is over 100 nm and the maximum critical current
through the junctions is independent of the magnetic phase. We observe unusual features in
the magnetic field dependence of critical current [I.(H)] which relate to the unwinding of
Ho. A theoretical model indicating that /. is determined by magnetised and demagnetised
regions in the junctions is presented in Chapter 9.

8.1 Fabrication and characterisation

Textured Nb(250 nm)/Ho(d)/Nb(250 nm) trilayers are deposited by DC magnetron sput-
tering onto 5 mm x 5 mm heated a-plane sapphire substrates in Ar plasma in a chamber with
a base pressure better than 1073 Pa as detailed in Section 5.1.1. The bottom Nb layer was
grown at 900 °C to initiate epitaxial growth after which the temperature was decreased to
650 °C for the deposition of Ho and the top Nb layers. The Ho barrier thickness (d) is
variable between 7 and 30 nm. High-angle X-ray diffraction (XRD) (Fig 8.1) confirms (110)
and (001) orientations for Nb and Ho respectively. The FWHM of the w-scan around the Ho
(002) peak is around 1° and 0.6° for Nb (110) peak (inset of Fig 8.1).

The in-plane M(H) loops of a Nb/Ho/Nb trilayer at 10 K are shown in Fig 8.2a. The
magnetic spiral in the as-cooled films is metastable so the magnetisation from the virgin
state (dark blue curve) saturates in 0.8 T magnetic field, which is higher than the saturation
field for the magnetised sample (0.6 T). Once fully saturated, the films remain ferromag-
netic and display hysteresis in M(H) (light blue curve). The saturation magnetisation is

3 and

M, = 2660+ 150emucm 3, the remnant magnetisation is M; = 700+ 10emucm™
the magnetic susceptibility at 0T is ygo = 21.5 £ 1.9 which are consistent with previous
measurements [48].

The films are patterned into a 4 um-wide wire structure with optical lithography and
Ar-ion etching (Section 5.2). Nanopillar junctions around 400 nm in dimension are fabricated
using FIB according to Section 5.3 (Fig 8.2b). The beam shift from the substrate charging

up causes low success rate of only about 1 in 7 junctions working. The faulty junctions
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Fig. 8.1 A high angle X-ray diffraction trace of a Nb(250 nm)/Ho(30 nm)/Nb(250 nm) trilayer
showing c-axis texture with well-defined Ho (002) and Nb (110) peaks. The inset shows
rocking curves for Ho (002) (blue) and Nb (110) (red) with FWHM values of 1° and 0.5°

respectively.
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Fig. 8.2 (a) In-plane M (H) curves for a 5 mm x 5 mm Nb(250 nm)/Ho(30 nm)/Nb(250 nm)
trilayer at 10 K. The dark blue line shows the virgin curve following zero field cooling. The
light blue curve shows part of the ferromagnetic loop following magnetic saturation. The
coloured regions illustrate the magnetic phases of Ho and the possible magnetic structures
in zero field: (blue) helimagnetic (H) region that is reversible with magnetic field, (green)
above 4+0.15T H and F regions coexist when the magnetisation is partially reversible,
(yellow) beyond +0.75 T the Ho saturates to a ferromagnetic state (F) and the spiral cannot
be recovered without heating above Néel temperature. The unwinding process of Ho is
detailed in [49]. See also Fig 3.5 (b) Illustration of the structure of the junctions. The typical
dimensions are labelled
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either remain resistive at 4.2 K suggesting the superconducting bridge connecting the pillar
to the superconducting leads is either too thin or completely cut through, or the I.(H) curve
decreases monotonically away from zero implying the presence of a superconducting short
and that the incisions creating the pillar are not deep enough.

8.2 Zero field measurements

Electrical properties of Josephson junctions are measured using an oscillating current in
a liquid He dewar at 4.2 K using a four-point-measurement set-up. The current-voltage (IV)
characteristics are well-described by the resistively shunted junction model (Section 2.3). We
use this model to extract I, and the normal state resistance (Ry). The variation of I. and R,
with the Ho thickness is shown in Fig 8.3.

R, is the sum of the contributions from the resistivity of Ho (p) and the interfacial
resistance (Rjn) from the two Nb/Ho interfaces, R, = pd/A + Rjy/A. Both contribu-
tions are inversely proportional to the area of the junction A, therefore the R,A product
(Fig 8.3a) depends on d. By fitting a line to RyA vs. d, we estimate p = 160 £40nQm
with Rip = 20.6 + 1.6fQ? m. p is lower than the values reported for equivalent junctions
with polycrystalline Ho as the higher crystal quality decreases electron scattering [133, 137].
The large Rj; relative to pd indicates that the interfacial term dominates in R,,. A potential
reason for the high R;,; value is the mismatching band structure although that affects the
polycrystalline samples as well. Another explanation is that the deposition was stopped for
almost 1 h after the bottom Nb layer to lower the heater temperature. This time is significantly
longer than the wait between depositions for polycrystalline samples and can induce higher
concentration of impurities at the first Nb/Ho interface increasing Rjy;.

We estimate an electron mean-free-path in Ho of [ = vgme/pne? = 11+3nm and a
diffusivity of D = vpl /3 =5.94 1.5 x 10> ms~!, where vgp = 1.6 x 10®ms~! is the Fermi
velocity in Ho [125], me is the effective electron mass, n is the free electron density and e is the
electric charge. The [ value is in agreement with previous measurement in epitaxial Ho/Nb/Ho
SSVs [95]. The coherence length in the clean limit would be &, = hvg/2mkgT ~ 460nm,
which is much larger than / implying that the junctions are in the dirty limit, for which the
appropriate coherence length is &y, = \/hvpl/TkBT =46nm.

In Fig 8.3b, we have plotted the characteristic voltage (I.Ry) vs. d for our textured
junctions and polycrystalline Josephson junctions from previous experiments [137]. The
textured junctions show higher /. values than polycrystalline junctions for equivalent values
of d and I. has a much longer decay length. Fitting an exponential function to the data

an estimate of 250 & 100nm for the coherence length is obtained, which is between the
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Fig. 8.3 (a) RhA vs. d and (b) I.R, vs. d in zero magnetic field at 4.2 K for a series of
Nb/Ho/Nb Josephson junctions. The black data points correspond to the textured junctions
and the red data is from polycrystalline junctions [137]. For each thickness two junctions
were measured and the average values plotted. The error bars are the combination of the
uncertainty from fitting to the /V curves combined with the spread of the values measured at
the same thickness.

theoretical values for the clean and the dirty limit suggesting that our junctions on the border
between the two regimes. This is in contradiction with the electron mean-free-path implying
that the junctions are well in the dirty limit indicating that an exponential decay model from
(2.5) is too simplistic for our Josephson junctions.

To Usadel equation is more appropriate to model these junctions with. The corresponding
boundary conditions give Fy = A/ v @2 + A? at the boundary of the barrier [77]. With this

anomalous Green’s function the self-consistency equation (1.25) becomes

T. 1 1
Aln — —2mkgT =" I (8.1)
T a§0 <hw VA2 +h2a)2>

Using 7. = 9.2K for the bulk Nb critical temperature and 7 = 4.2K the self-consistency
equation gives A = 1.19wkgT = 1.36meV. This is the theoretical band gap value at 4.2 K.
The characteristic voltage can be expressed from (2.8) in terms of dy = d + Rin/p,

k=+/20/D and T = Rip\/ A2 + > 0? /hop as

AN’ 2k / cosh(2kd) 52)
ho ) tanh(2kd)(1+T2k2)+ 2k '

el.R, = ﬂkBTd()Z (
7}
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Fig 8.3b includes the curve from the Usadel equation for p. The curve from this equation by
substituting the measured values of p = 160nQm, Rip = 20.6fQ>m and A = 1.36meV. The
theoretical curve shows excellent agreement with the measured I R, values, which confirms
that the Ho junctions can be considered non-magnetic when the Ho is in the spiral state. The
close fit of the experimental data with the theoretical prediction also shows that Ho is a good
candidate for testing models based on the Usadel equations.

Extrapolating to d = 0, the point of intersection is IR, = 0.758 mV, which is a factor
of 2 lower than the superconducting gap of Nb calculated above. This is a consequence
of the low interface transparency (r = 1/(1 4 Rin¢/p&no) =~ 0.25). In the low transparency
regime, many of the Cooper pairs and electrons are reflected from the interface suppressing
the Andreev reflection and the supercurrent through the boundary. Our results show the

important role interfaces play in superconducting devices.

8.3 Magnetic field dependence

We now discuss the I.(H ) behaviour in the reversible field regime. Up to 500 mT external
field is applied in-plane to the junctions while continuously measuring the critical current
obtaining the I.(H) behaviour. For a rectangular Josephson junction, /.(H) should follow
a Fraunhofer-type behaviour according to (2.23). We observe three characteristic I.(H)
behaviours (Fig 8.4) which do not match standard Fraunhofer behaviour, including split
peaks at|H| > 0 (Fig 8.4a), a concave central peak at H = 0 (Fig 8.4b) or a convex central
peak at H = 0 with non-zero minima Fig 8.4c). The curves stay the same over time and
when sweeping the magnetic field in either direction excluding the possibility of the unusual
features originating from noise. None of these behaviours seem to be correlated to d. The
deviation from the Fraunhofer-like I.(H) curve indicates that the magnetisation and the
critical current density are not uniform inside the barrier. Chapter 9 outlines a model that
explain the I.(H) behaviour of the junction. It assumes that the magnetisation increases
faster near the edges of the nanopillar as the the Ho atoms have fewer nearest neighbours and
the exchange field is weaker. The high magnetisation region propagates propagates towards
the centre of the barrier as the external magnetic field increases. This creates a magnetic
field dependent non-uniform magnetisation profile within the barrier that can reproduce the
features observed in our junctions. The sharp central peak and the concave central peak
shown in Fig 8.4 can only be reproduced by the model if the supercurrent flows in the
opposite direction in the two regions meaning the junction is in a simultaneous 0 and 7 state.

To investigate the I.(H) behaviour in the regime where the magnetic spiral is irreversibly

unwound, junctions are measured in a liquid He fridge, where an external field up to 1 T
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Fig. 8.4 Measured I.(H) behaviours in the reversible field regime normalised to ¢y =
2.07 x 107> Whb. The barrier thickness (d) and the width (w) and length (L) of the junction
are labelled.

can be applied. Increasingly large set field is applied in-plane to the junction and I.(H) is
measured in the —150 to 150 mT range. This protocol enables us to systematically investigate
the form of Ic(H) across the magnetic phase diagram. Typical results are shown in Fig 8.5.
One key observation is that for larger Hy; values the I.(H) curves become increasingly
hysteretic with the central peak in /; shifting from zero magnetic field. The shift of the central
peak is proportional to Hge indicating that the unwinding of the Ho spiral is increasingly
irreversible. The largest observed separation between the maxima in I, (AH) is 55.7 mT,
which close to the coercive field of Ho of about 65 mT in an unpatterned film. A second key
finding is that the maximum value of 1. (/; max) is found to be independent of the magnetic
phase diagram implying that the coherence length is longer than the domain size when the
magnetisation direction switches. The is also a consequence of the low interface transparency.
As the transport properties are dominated by the interface, the change in the magnetic phase
of the Ho has negligible effect. The exchange field in Ho is estimated to be 1 meV in epitaxial
SSVs [95]. Substituting this value into (4.5), the ferromagnetic coherence length of Ho can
be estimated as Epyo f = \/m = 30nm, which is comparable to the barrier thickness. I max
remaining the same indicates that the magnetisation fluctuate over a length scale shorter
than éHO’f at H, therefore 7 is zero and I: max 1s independent of the magnetic history of the

junction.
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Fig. 8.5 I.(H) curves across the magnetic phase diagram. (a) I.(H) curves for set fields of
OmT (i), 500 mT (i1) and 1000 mT (iii). Red (blue) curves show [ in increasing (decreasing)
field. The insets show Hge; on the Ho M(H) curve. The definition of AH is illustrated in (iii).
(b) Ic max (blue) and AH (red) vs. UoHser. The error in Ic,max is estimated from the signal
fluctuation and the error in AH originates from the step size of the measurement.

8.4 Conclusions

In summary, we observe transport properties of highly textured Ho Josephson junctions
with barrier thicknesses in the range of 7 to 30 nm. The electron mean-free-path is more than
an order of magnitude longer in highly textured Josephson junctions than in polycrystalline
junctions due to the high crystal quality, although the interface resistance is also increased
due to the longer wait time between depositions of layers.

Even this increased / is much less than the thermal coherence length implying the
transport processes are diffusive. The measured characteristic voltage values are in good
agreement with the theoretical values from the Usadel equation. The coherence length is
46 nm, which is an order of magnitude higher than the coherence length in polycrystalline
Ho [137]. The extrapolated characteristic voltage at d = 0O is half of the band gap energy of
Nb indicating the significant influence of the interfaces on the Josephson effect.

Applying Hget up to 1 T, the I.(H) curves show hysteretic behaviour indicating that parts
of the magnetic spiral are irreversibly unwound. The separation of the I peaks increases with
Hge although the maximum value of /; remains unchanged meaning the magnetisation of the
barrier is not fully saturated. The shape of the I.(H) curves is unusual which implies that the

magnetisation is non-uniform inside the barrier and discussed further in the next chapter.



Chapter 9

Theoretical model for Josephson
junctions with non-uniform barrier
magnetisation

S-wave singlet superconductivity and ferromagnetism are competing phases. Over the
past half century considerable research has been undertaken in order to understand the
interaction between these phenomena at superconductor/ferromagnet (S/F) interfaces [5,
138, 81, 126, 127, 58, 139]. A key experimental development was the demonstration of
F-thickness-dependent oscillations in the Josephson critical current /. in S/F/S junctions, first
using weak ferromagnets (CuNi and PdNi [75, 129, 140-142]) and then strong ferromagnets
(Fe, Co, Ni and NiFe [130, 131, 143—-146]). This behaviour is a manifestation of the magnetic
exchange field acting differentially on the spins of the singlet pairs, which induces oscillations
in the superconducting order parameter in F superimposed on a rapid decay with a singlet
coherence length of & < 3nm [130, 143, 145, 147]. The superconductivity in F can also be
detected via tunnelling density of states (DoS) measurements [115, 116] and point contract
Andreev spectroscopy [148, 149]. Furthermore, the magnetic exchange fields from F induces
a Zeeman-like splitting of the DoS in S close to the S/F interface [5, 117, 150].

Recently there is a focus on Josephson junctions with inhomogeneous barrier magnetism,
involving misaligned F layers [85, 151, 152] and/or rare earth magnets such as Ho or
Gd [133, 153], in order to transform singlet pairs into spin-aligned triplet pairs [126, 154, 138].
Triplet pairs are spin-polarised and stable in a magnetic exchange field and decay in Fs over
length scales exceeding & [139, 138]. However, the relatively large (total) magnetic barrier
thickness in triplet junctions introduces significant flux which, in combination with magnetic

inhomogeneity, creates a complex dependence of /. on external magnetic field [155, 135].
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A complication for junctions with magnetically inhomogeneous rare earths such as Ho (or
Er) relates to the fact that the magnetic ordering and local magnetic susceptibility () depends
on a competition between Ruderman-Kittel-Kasuya-Yosida (RKKY) coupling between
localised moments and shape anisotropy. This competition leads to the formation of the
helimagnetic spiral as discussed in Chapter 3. At the edges of Ho, however, RKKY coupling
is reduced which, in combination with shape anisotropy, may favour easy magnetisation
alignment along edge regions. This translates to localised enhancements in ) at edges and
thus an inhomogeneous magnetic induction in the junction.

In this chapter we calculate the magnetic-field-dependence of the Josephson critical
current (i.e. Fraunhofer patterns) in S/F/S junctions with a position- and magnetic-field-
dependent-y (Fig 9.1). The model predicts anomalous Fraunhofer patterns due to spatial
variations in ) and magnetic induction in which local minima in I.(H) can be nonzero and

non-periodic due to interference between highly magnetised and demagnetised regions.

9.1 Magnetisation process

The S/F/S junction geometry under consideration is sketched in Fig 9.1 which summarises
the magnetisation process (Fig 9.1a-d). We consider the case of a Josephson junction with a
width L that is smaller than the Josephson penetration depth (which is usually the case for
experiments [35]), so the applied magnetic field (H) fully penetrates the barrier. Following
standard procedures outlined in Chapter 2, we calculate the phase variation across the S/F/S
barrier taking into account the contribution from the magnetic moment to the total flux
through the junction during the magnetisation process as summarised in Fig 9.1e. Applying
H parallel to y causes the magnetisation M along junction edges parallel to y to propagate
inwards towards the junction centre until magnetic saturation H = Hg. The expansion of the
magnetised region is assumed to be reversible with a width that depends on H and not the
magnetic field history. The propagation rate of the magnetised region is linear with H in our
model and the position of the boundary between magnetised and demagnetised regions is
a=L/2— PH (where P is the propagation parameter). The magnetisation is uniform in the
y direction and position-dependent in the x direction with M (x) = x(x)H. We note that for
certain materials the propagation rate of the magnetised region with H may not be linear, but
as a first approximation we choose a linear form here which is likely to apply more broadly

to magnetic materials in nanopillar Josephson junctions.
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H=0 H=H,

Fig. 9.1 Magnetisation process for an S/F/S Josephson junction with a position (x) and
magnetic field (H) dependent magnetic susceptibility x (x,H) and magnetisation M(x,H).
(a) For H = 0 the net barrier moment is zero everywhere but on increasing H (b-d), M
increases faster at the junction edges and propagates inwards until the magnetic barrier
saturates (H = H;) (d). (e) Spatial variation of magnetic induction B and superconducting
phase difference ® for 0 < H < H,. The external field H is always applied in the y direction.
The variables (M, ®, H, B) plotted on the z-axis are labelled.

9.2 Critical current calculation

The spatial variation M (x) means that the magnetic induction B(x) is non-uniform. The
line integral of B(x) across the junction gives the spatial gradient of the superconducting

phase according to (2.16)

90 _, JB.dl _ dH + YmdH
dx o ¢

9.1

where y, is the magnetic susceptibility in the magnetised region.The first term in (9.1) is
from the external field penetrating both the barrier and the superconductor over the London
penetration depth therefore d = d + 2. The second term rises from the magnetisation of the

material. Hence, ®(x) in the magnetised (a < x < L/2) and demagnetised (x| < a) regions is

given by
2%%% + 0 x| < a
Ox) = ¢°x_a J ) a (9.2)
Py aa 14 qme ) 42722 1@ <x<L)2,

where ¢ = UpHLd is the magnetic flux through the junction and ® is set to minimise the
free energy and maximise I.. The second term in (9.3) ensures ®(x) is continuous. The
spatial variation of the magnetic parameters and the superconducting phase difference are
sketched in Fig 9.1e.
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From (9.3), the position-dependent current density is

jcsin {275%%4—@0} ‘x‘ <a
jx) = 0 x 4 s (9.3)
Je@sin IZE%T <1+xm >+2n¢—z+®0 a<x<L/2,

where j is the maximum critical current density in the demagnetised region and Q is the ratio
of the critical current densities in the magnetised and demagnetised regions - i.e. Q = jem/ je-
The net exchange field in the magnetised regions can favour a transition to a 7-state [69, 73]
and hence the directions of j. and jcm can be opposite to each other meaning Q can be
negative.

The total critical current through the junction is the integral of j(x) across the junction.
As j(x) is unifrom in the y direction, the integration over y gives a factor of w, the junction

w/2 L/2 L/2
=w J(x)dx. (9.4)
-w/2JL L/2

As the model is symmetric in the x direction, it is easy to see that ®y = 7/2 maximises I.

width in the y direction

Using the symmetry, it is enough to evaluate the integral from O to L/2

L/2 a 0 x
]C=2W/ j(x)dx:2ch/ sin[ 7r——+ ]dx—l—
’ ’ Wl 9.5)
L/2 :
+2ijQ/ sin [2%296— (1 +xmd) +27r£— + r

¢o L ¢o L dx

To illustrate the general features of our model, we introduce the following dimensionless
parameters: the relative position of the boundary between the magnetised and demagnetised
regions [ = a/L, the effective permeability g = ymd/d + 1, and the normalised flux f = ¢ /.
Substituting these parameters into equation (9.5) and using sin(x + 7/2) = cos(x) gives the

following expression for /;

1 1
I. =2l / cos 27 f&] dF + 2100 |~ cos 27 f(£—1)g+27fl] d, (9.6)
0 1

where I is the total critical current in zero field. The relation between a and H transforms

_ %

into [l = % — pf in the normalised units, where p = i

P. With these parameters, the above
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integral can be evaluated to

I = j;—;{sin [27rf(1/2—pf)] +%sin [2nf(1/2+pf(q—1))} —%sin [27rf(1/2—pf)}}
Io | . .
= JI_; {sm [zf(1-2pf)] +2§sm (”fzpq> cos [(n:fl —|—pf(q—2))] } .
9.7)
At the magnetic saturation, f is p/2 meaning (9.7) is only valid for |f| < p/2. For|f| > p/2,

the barrier is magnetised with a high effective permeability g so I.(f) = Ic,m%, where

I m 1s the total critical current in the magnetised state and Io j = Lw je m = LwQ je.

As a sanity check, let us consider (9.7) for a few trivial case. For p = 0, meaning the
junction is demagnetised for all values of H, we recover the standard Fraunhofer relation
of (2.23). The solution takes the same form when the magnetised and the demagnetised
regions are equivalent —i.e. Q = 1 and ¢ = 1 for all values of p. Both of these agree with

the expectations.

9.3 Discussion of the result

The shape of I.(f) is determined by Q, p and ¢ and its magnitude by j. and the junction
area. The junction area depends on the fabrication and j. mainly depends on the material
therefore we focus on the general shapes of I.(f) curves different parameter sets can produce.
Fig 9.2 shows a few examples for I.(f) patterns.

When the susceptibilities in the magnetised and demagnetised regions are different, we
observe an interference in the critical current. However, due to the movement of the boundary
between the magnetised and demagnetised regions with field, I.(f) is more complicated
than simply the superposition of two sinc(f) functions. Due to phase oscillations in the
magnetised regions, the field position and number of local minima and maxima that appear
in I.(f) deviate from a non-magnetic junction with non-periodic behaviour. Furthermore, the
magnitudes of /. at local minima are not always 0 and /; at local maxima do not decrease
inversely with f as in (2.23) but can even increase. Once the barrier is fully magnetised
(f > p/2), we recover standard I.(f) behaviour with periodic minima and peaks in I.(f)
with peak heights decreasing inversely with f.

The parameters ¢, p and Q, influence I.(f) in different ways. For Q close to 1, j; in
the magnetised and demagnetised regions closely match, but in the magnetised regions the
superconducting phase oscillates faster resulting in small waves on the side of the central
peak. In the magnetised regions I, quadratically decreases with f for small H (f < 1)
and the central peak is rounded, resembling a sinc-type function (Fig 9.2b). For Q far
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Fig. 9.2 I.(f) vs. p and f for positive and negative values of Q. The blue curves show I (f)
forg=3,0=—1(a)and Q =1 (b). The red curves show standard Fraunhofer patterns for
a demagnetised junction (p = 0).

from 1 or negative, j. differs in the magnetised and demagnetised regions. For small H
(f < 1), I. is mainly determined by the propagation of the magnetised region and, because
the demagnetised region shrinks linearly, I, decreases linearly and the central peak is sharp
and concave. The difference in the shape of the central peak for Q =1 and Q = —1 is
demonstrated on Fig 9.2.

The other two parameters p and ¢ affect the position of the minima and maxima as
illustrated in Fig 9.3 which shows the position of the local minima and maxima of I.( f) for
multiple sets of parameters. The plots are obtained by calculating () numerically for a set
of parameters and finding the extrema of the curve. For each plot one of the parameters is
treated as a free parameter and varied slowly. If two peaks are very close to each other or if
their position changes rapidly with the free parameter, arithmetic limitations can lead to the
breaking of lines even for high sampling frequency as can be seen on Fig 9.3d near f = 2.5
and g = 0.03.

The value of g determines how fast the phase oscillates with f in the magnetised region
which influences the spacings between peaks. In general, higher values of ¢ bring minima and
maxima closer to the origin (f = 0) since the higher permeability in the junction causes the
superconducting phase to oscillate faster with f in the magnetised regions. This is illustrated
on Fig 9.3a-b. For positive Q, the curves at g ~ 1 resemble to Fraunhofer patterns but as g
increases, neighbouring minima converge and they merge together making the maximum
between them disappear. For negative Q, the peaks are shifted towards the origin and merging

of minima is not observed.
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Fig. 9.3 The positions of local maxima and minima in /.(f). (a) and (b) show the positions
of the minima (blue) and the maxima (red) of I.(f) with increasing g. (c-f) illustrate the
movement of the minima and the maxima as p changes for ¢ = 3 (c-d), and g = 1.5 (e-f).
The grey lines indicate the field values where the barrier is magnetised fully. In the fully
magnetised regions (shaded grey), a standard () Fraunhofer behaviour is recovered.



94 Theoretical model for Josephson junctions with non-uniform barrier magnetisation

The effect of p on the shape of I.(f) is more complex as it affects the speed of the
magnetisation process and hance at what field the magnetised region becomes significant.
If p ~ 0, the propagation of the magnetised region is very slow and its contribution only
because important in high fields, where /. is suppressed. This is the non-magnetic junction
limit. If p is large (p > 1/2), the barrier saturates for less than one flux quantum and 1. (f) is
dominated by the saturated behaviour. This is the case for most ferromagnetic Josephson
junctions. The most unusual patterns, such as non-zero minima and concave peaks, emerge
in the middle region (0.05 < p < 0.2).

Fig 9.3c-f illustrates the effect of p for four sets of values of ¢ and Q. Multiple minima
in I.(f) combine and some minima split into two minima forming a maximum. For Q < 0,
there is a minimum-maximum pair forming just below p = 0.2 (exact value depends on ¢ and
Q). This new peak is below 1 and has no equivalent in a Fraunhofer pattern. For the higher
value of ¢, a series of peaks split and combine at low p values. However when p > 0.2, the
shape of I.(f) only weakly depends on p since the magnetised regions propagate rapidly
with H and the magnetised regions dominate I.(f).

This model can produce I.(f) curves with a variety of features including split peaks,
concave central peak and non-zero minima. It is most relevant for systems with relatively
slow magnetisation process and stable non-magnetic state such that p is below 0.2. The
observation of similar pattern is most likely in metals with high susceptibility, especially for

positive values of Q.

9.4 Fitting to experimental data

The helimagnetic state of Ho is metastable, which can lead to a slow magnetisation
process with low p value. The Josephson penetration depth for the junctions in Chapter 8 is
Aj =~ 1 um, which is over the dimensions of the nanopillars meaning that the screening effects
are negligible in the barrier. The sub-micron size of the junctions also enhances the influence
of the surface and makes the magnetisation process plausible. Therefore, the junctions in
Chapter 8 meet the conditions for our model.

The model is fitted to the measured I.(H) curves by manually adjusting the parameters
as the high noise level of the measurements makes the automated fitting difficult. The main
examples are presented in Fig 9.4. The fitted curves match the dominant features of the
experimental curves such as the sharp central peak and shoulder peaks (Fig 9.4a), the concave
central peak (Fig 9.4b) and the non-zero minima (Fig 9.4c). The fitted values for ¢ are
in good agreement with the estimate from the slope of the M(H) curve near the origin in
Fig 8.2a, which gives ¢ ~ 3 for A ~ 45nm in Nb [156, 157].
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Fig. 9.4 Experimental (a-c) and calculated (d-f) I.(H) patterns normalised to ¢y =
2.07 x 10" Wb. The light blue curve in d-f show the standard Fraunhofer patter for
comparison. The junction dimensions in a-c and the fitting parameters in d-f are labelled.

For the d = 22 nm junctions, fitting to I.(H ) requires negative Q, which suggests that the
supercurrent is flowing in the opposite directions in the ferromagnetic regions with respect to
the antiferromagnetic region meaning the junction is in a simultaneous 0-7 state. Previously,
0-7 junctions were only created by varying the thickness of the magnetic layer in the barrier,
where the change in barrier thickness changes the superconducting phase difference across
the junction from O to & [158, 159]. The thickness change creates two fixed regions with 0
and 7 phase differences, whereas this model implies that these regions are magnetic field

tuneable in Ho junctions.

9.5 Conclusions

A generalised model is presented to predict the behaviour of I.(H) patterns in magnetic
Josephson junctions with a non-uniform magnetic susceptibility that peaks at junction edges.
An analytical expression for I.(H) is derived and the key parameters which describe the
shape of I.(H) are identified: the effective magnetic permeability ¢ of the magnetised region;
the propagation rate p of the magnetised region into the demagnetised region; and Q, the
ratio of the local critical current density in the magnetised and demagnetised regions. The
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calculations can be easily applied to understand the I.(H) behaviour magnetically complex
Josephson junctions with simultaneous 0 and 7 states.

The model is fitted to experimental I,(H) patterns from highly-textured Nb/Ho/Nb
junction. The theoretical curves manage to capture the main features of the measured data.
The fitted value for g is close to the estimate from the magnetic measurements. The model
implies that the d = 22 nm junctions are in a simultaneous O-7 state that is tuneable with the
external magnetic field.



Part IV

Conclusions






Chapter 10
Summary

The interaction between superconductivity and magnetism provides a wealth of new
physics and is a rapidly developing field of physics. The interaction hugely varies with
the properties of each material as well as the interface and theoretical and experimental
studies have been done on numerous systems. This thesis focuses on the Josephson coupling
and the proximity effects through rare earth helimagnetic interfaces. The main results are
summarised below.

A systematic study of the proximity effect in Nb/HoDy bilayers is presented in Chapter 7.
The bilayers are successfully grown along the Nb (110) and RE (002) direction. The magnetic
properties of the rare earth alloys are characterised at 10 K. The saturation magnetisation
values agree with previously reported values for epitaxial Ho and Dy. Signs of the metastable
magnetic spiral is observed up to 43 % Dy content, although the stability of the spiral
varies with the Dy content. Increasing the Dy content broadens the magnetic field induced
helimagnetic-ferromagnetic transition and shifts it towards higher field value indicating that
Dy lowers the energy barrier and also decreases the energy difference between the two states
in the low Dy content regime.

By applying increasingly large set magnetic fields, the transition temperature measured
in zero field is suppressed. The field at which the 7 shift occurs is consistent with the field
required to unwind the magnetic spiral of the rare earth alloy confirming that it is related
to the helimagnetic-ferromagnetic transition. The magnitude of the shift decreases with Dy
content. The remnant magnetisation of the alloys is significantly lower than the elements,
which is most likely to be responsible for the majority of the reduction in the transition
temperature shift. The Dy content can also shorten the electron mean-free-path and hence the
superconducting coherence length in the rare earth layer. As the Cooper pairs only penetrate

the rare earth layer over the coherence length, shortening it can reduce the effect of the
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change of the magnetic state on the Nb layer contributing to the lowering of the transition
temperature drop.

Chapter 8 presents measurements on textured Ho Josephson junctions and compares
the results to previous measurements on polycrystalline junctions. Texturing the junctions
decreases their resistivity and leads to a longer electron mean-free-path but it is still shorter
than the normal metal coherence length meaning that the system is diffusive. The charac-
teristic voltage of the textured junctions is an order of magnitude higher than that of the
polycrystalline junctions and it decays with the barrier thickness much slower. The decay
length is consistent with the dirty limit coherence length estimated for Ho.

The magnetic field dependence of the critical current shows some unusual behaviour
including split peaks, concave central peaks and non-zero minima. To understand the origins
of the I.(H) curves, a theoretical model is developed. The model assumes non-uniform
magnetisation in the junction, that is higher near the edges and zero in the centre of the
junction. The magnetised region penetrates towards the centre with increasing external
field until the junction is fully magnetised. The model successfully reproduces the unusual
features observed in the textured junctions. The fitting of the model suggests that the critical
current flows in the opposite direction in the magnetised and demagnetised regions of the
junctions with 22 nm barrier thickness. This implies that these junctions are in a magnetic
field tuneable simultaneous O-7 state, which could be employed in superconducting logic
gates.

In summary, we demonstrate that rare earth materials exhibit versatile magnetic properties
at low temperatures that can benefit applications in superconducting devices. The low
exchange field and negligible spin-polarisation makes it easy to study the proximity effect
and make theoretical predictions using the Usadel equation. The interface is crucial in both
the bilayers and the Josephson junctions. Moreover, texturing rare earth devices increases the
Josephson effect and can lead to novel phenomena. Although the Usadel equation describes
the spiral state well, the influence of the magnetic exchange field is lower in the magnetised

state than expected, which requires further theoretical consideration.



Chapter 11
Future work

To further understand the interaction between the helimagnetic structures and supercon-

ductors, further research is required. A few potential directions are outlined below.

* Magnetic characterisation of HoDy alloys using neutron diffraction
We use vibrating sample magnetometry for the magnetic characterisation of the rare
earth layers. Neutron diffraction measurements could complement the VSM measure-
ments and provide insight into the effects of Dy on the magnetic spiral and unwinding

process.

* Superconducting spin valves with HoDy alloys
Previously epitaxial Ho/Nb/Ho spin valves showed large change in 7; depending on
the relative alignment of the magnetic layers. Adding Dy to the Ho layers of the spin
valve most likely increases the resistivity. Measurements on spin valves with varying
resistivity could help understand the reasons for the larger change in 7; in spin valves

with ferromagnetic insulators.

* Measure highly textured Ho Josephson junctions with higher barrier thicknesses
The high critical current measured in or junctions suggest that functioning Josephson
junction can be fabricated with thicker barrier. The wider range of barrier thickness
can help us better understand the effects of the magnetic spiral on the Josephson effect.
However, the higher Ho thickness can also make it harder to grow highly textured

junctions.

* Investigate the magnetic properties of the nanopillar structures
The magnetic properties of the nanopillar structures can differ significantly from
the unpatterned films measured in this work. Measuring the magnetic moment of a

nanopillars on the sub-micron scale is difficult due the small signal. A possibility is
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to fabricate an array of nanopillars using electron beam lithography and measure the
magnetisation of the array using X-ray magnetic circular dichroism (XMCD). The size
of the XMCD beam is normally around 1 mm in diameter therefore it could not be
used to confirm the magnetisation process proposed in Chapter 9, however, it could
highlight differences in coercive field and saturation magnetisation between the film

and nanopillar.

Relate the parameters of the theoretical model to physical parameters

Systematically varying physical parameters, such as temperature, barrier thickness
and junction dimensions, and relating them to the theoretical parameters p, g and Q
from the I.(H) fits can show insight to the physics of helimagnetic junctions and build
knowledge to design structures for computing purposes. Adding Dy to the Ho barrier

can also be used to control the resistivity and exchange field of the magnetic layer.

Study highly textured Ho junctions in perpendicular magnetic field

A magnetic field perpendicular to the barrier layer induces an out-of-plane magnetisa-
tion component to magnetic spiral of Ho making it a conical magnetic structure. The
conical structure introduces chirality to the junction therefore breaking the symmetry
between the two current direction. This asymetry might affect junction properties such

as I. and deform the IV curves.
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