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Abstract. The quest for making a triplet positronium (Ps) Bose—Einstein condensate confined in a micron-
sized cavity in a material such as porous silica faces at least three interrelated problems: (1) About 107 spin
polarized Ps atoms must be injected into a small cavity within a porous solid material without vaporizing
it. (2) It is known that Ps atoms confined in 30-100 nm diameter cavities in porous silica do not remain
in the gas phase, but become stuck to the cavity walls at room temperature (Cooper et al., Phys. Rev.
B 97:205302, 2018). (3) Cooling a gas of Ps atoms to cryogenic temperatures by energy exchange with
the walls would be a very slow process (Saito and Hyodo, in: Surko, Gianturco (eds) New Directions in
Antimatter Chemistry and Physics, Springer Dordrecht, Netherlands, 2001) because of the relatively low
collision rate with the walls and the large mismatch between the masses of the Ps and the wall atoms. A
possible solution of these difficulties is presented, based on cooling the implanted positrons in an isotopically
pure diamond single crystal target, subsequent saturating of the wall Ps coverage so that a substantial
portion of the Ps will be in the gaseous state, and thermalizing the gas-phase Ps via collisions with the low
effective mass wall Ps. A design process for the target material is outlined as well, including preliminary

results in porous cavity fabrication using focused ion beam milling.

1 Introduction

Positronium (Ps) is the hydrogen-like bound state of an
electron and its positron antiparticle [1,2]. The ground
state of Ps is split into (1) a singlet with a mean life-
time of 125 ps that decays into two 511keV photons;
and (2) a triplet state with a mean lifetime of 142 ns
that decays into three photons with total energy of
1022keV [3,4]. One of the most interesting possibili-
ties with dense Ps is observing the first Bose-Einstein
condensate (BEC) consisting of an atom that is its own
antiparticle, by producing a large number of atoms in a
small volume at or below a critical temperature [5-8].
Some designs for such an experiment have been based
on the idea of depositing a large number of Ps atoms
inside a cavity formed within a porous insulating mate-
rial like silica (SiO3) or possibly liquid *He bubbles con-
taining many positrons [9]. One severe problem with
these ideas is that having enough Ps atoms requires
implanting a large number of energetic positrons in
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small volume which can heavily distort the microstruc-
ture of the material, i.e. melt the solid target. A second
problem is that the cooling time of the Ps is propor-
tional to the effective mass of the atoms in the cavity
walls times the mean free path of the Ps in the cav-
ity, and it would be difficult to obtain a below room
temperature gas in a 100 nm diameter cavity within
one mean lifetime [10] without laser cooling [7,11,12].
Another main concern is the recent report of Cooper
et al. [13] that Ps atoms inside such a cavity will likely
become stuck to the inner walls of the cavity at room
temperature and therefore might not be able to form a
Boltzmann gas, let alone a BEC, in the vacuum space
of the cavity.

The experimental work leading up to this conclusion
began with Deutsch’s discovery of positronium in 1951
[14] and Paulin and Ambrosino’s discovery in 1968 that
nearly free Ps is formed efficiently when fast beta-decay
positrons are implanted into various fine ceramic pow-
ders [15]. Curry and Schawlow then showed that Ps
is emitted into vacuum from a layer of MgO powder
with a mean kinetic energy of 0.28 +0.10¢V [16]. Sfer-
lazzo et al. then found that Ps appears to exist as a
physisorbed surface state on a single crystal quartz sur-
face at low temperatures, from which it can be desorbed
into the vacuum with an activation energy of about
0.15eV [17,18]. On the other hand, Ps in nanoporous
silica with a 2.7nm mean pore diameter moves about
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as a nearly free particle and cools to near room
temperature (42 = 3meV) [19]. In apparent contra-
diction to this, it has been shown [13] that Ps in
nanoporous silica containing isolated voids with diam-
eters up to 75 nm is not free to move about and decays
with a lifetime of 90 ns with no dependence on the aver-
age pore size above some critical size. From this it may
be concluded that the Ps in large pores is attracted
to the walls and might possibly move about along the
inner wall surface, but is not emitted into the vacuum
space at room temperature, whereas the Ps in a small
pore has sufficient confinement energy to allow it to tun-
nel from pore to pore. All of these observations are in
agreement with a calculation by Saniz et al. [20] which
shows there is a Ps bound state at a flat quartz surface
with a binding energy of 0.14€V.

At first sight, the discovery of Cooper et al. [13]
makes it seem hopeless to think of making a Ps BEC
within a cavity because the Ps would stick on the inner
surface of the cavity. However, there is a limit to the
monolayer Ps density on the inner wall surface so that
there will be a gaseous Ps component given a sufficient
number of atoms. A serendipitous consequence of this
situation is that the gas-phase Ps should cool rapidly
[10] because the surface Ps is relatively strongly cou-
pled to the wall phonons and rapidly comes to thermal
equilibrium with the wall, and the volume Ps is quickly
exchanging its energy with a surface Ps layer that has
a very low effective mass compared to that of the wall
phonons.

2 Saturating the wall coverage

We can obtain an estimate of the monolayer Ps surface
density on a smooth cavity surface using Schick’s two-
dimensional hard core Boson model [21,22]. The 100%
polarized m = 1 triplet Ps—Ps scattering length at zero
energy is [23] a = 3.00ag, where ag is the Bohr radius
of hydrogen, ag = 0.0529nm. For a two-dimensional
system the mean-field total energy per particle due to
particle—particle repulsion at low surface densities nop
is

EMF o 27Tﬁ27’L 1
N — m |lnnsopa?
= 0.239eV x ['2D (1)

|1n (00252712D)|

Here nop is in units of nm™2 in the last expression,

and the mass m is that of Ps, 2m.. The relation
between FEyp/N and nop, displayed in Fig. 1, sug-
gests that a Ps surface binding energy of about 0.14 eV
[20] would support a surface density of pure m = 1Ps
equal to 1.5nm™2, thus ensuring that atoms in excess
of this density would be in the gaseous state. For a
1 pm diameter cylindrical cavity 100 nm thick, the satu-
ration number of m = 1 Ps atoms on the surfaces would
be about 3 x 10% atoms, with the other three spin states,
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Fig. 1 Energy per atom in the mean-field approximation
for a 2D distribution of spin-aligned triplet Ps atoms with
surface density nop. The point on the curve represents the
surface density at which the mean-field energy would be
equal to the 0.14 eV surface binding energy of Ps on quartz
120]

including the singlets, having quickly annihilated. With
an equal number of m = 1atoms in the 0.079 pm? vol-
ume of the cavity, the total m = 1Ps number would
be 6 x 10%, and the density in the gas phase would be
4 x 10" em ™3 for which the BEC critical temperature
would be about 170 K. In a more realistic model, the
roughness of the cavity walls might affect the average
surface density depending on the length scale of the
roughness.

3 Obtaining high positronium densities

To achieve the BEC critical temperature of around
170 K, the total number of initial m = 1 Ps atoms will
have to be double the foregoing maximum number, or
1.2 x 107 atoms, if we are using an incoming cylindri-
cally symmetric Gaussian beam with a 1 pm FWHM.
The initial number of incoming positrons will also need
to be increased by a further factor of 10 because the
fraction of positrons converted to Ps in the cavity is
only about 40%, and because only approximately one-
fourth of these will survive as pure triplet m = 1 atoms
assuming the initial positron polarization is 50%. This
value has been achieved by Rich et al. [24] by atten-
uating 22Na beta-decay positrons by a factor of 4 or
5, reducing the number of slower and therefore less
polarized positrons being moderated. The required ini-
tial peak positron areal density implanted at an energy
of 5keV into the 1um diameter central area of the
target is about 200 times greater than the threshold
instantaneous 2D density of 5keV positrons that will
melt a 150nm thick Ni foil, and the resulting high
temperatures would be completely incompatible with a
low temperature BEC for any ordinary materials. How-
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ever, the energy might be conducted away via ballistic
phonons [25-27]! in an isotopically pure diamond tar-
get at a temperature of about 10K and via the high
thermal conductivity in regions where the temperature
might be much greater.

3.1 Polarized positrons

At the high densities needed for making a Ps BEC a col-
lection of Ps will quickly annihilate unless the positrons
are partially polarized. 100% polarized positrons (polar-
ization p = 1, or probability 1 of having their spins
aligned parallel to the axis of quantization, i.e. the
z-axis) combining with an equal number of unpolar-
ized electrons produce a population of ground state Ps
atoms with the following proportions in the four ground
state sublevels:

50%°3S1m =1,
25%3S1m =0, and
25% Sy m = 0. (2)

The positron polarization is defined as p = (N7 —
N|)/(N; + N), where N; and N| are the number of
positrons having their spins aligned parallel or antipar-
allel to the z-axis. Positrons with polarization 0 < p < 1
have probability %(1 + p) of having their spins aligned
parallel to the z-axis and %(1 — p) of being antiparal-
lel. Upon combining with unpolarized electrons to make
ground state Ps, the probabilities of the four Ps states
will be

1
—(1+p)3Sm=1,

4

1

§(1+p)351m:0,

1

g(l +p)'Som =0 (3)
plus

1 3

Z(lfp) Si1m = —1,

1 )

g(1770)351771:0,

1 1

g(l—P) Som =0 (4)

! The remarkably high thermal conductivity of diamond
might possibly be compromised in an experiment by the
ionization produced by the implanted positrons. Each 5 keV
positron will produce an electron-hole (eh) pair for every
~ 30eV of energy lost, or about 170 pairs per positron.
The maximum number of eh pairs per unit volume in the
initial volume occupied by the stopped positrons is 8.5 X
106 eh pairs per em?® in a density of C atoms equal to
1.76 x 102 cm?, amounting to 4.8 x 10™7 eh pairs per carbon
atom, about three orders of magnitude less than the critical
electron-hole liquid density in diamond. See Refs. [28-30].
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for a total of

1

ne +p)2Sim =1,

1

ne —p)°Sim=—1,
1
Z 351 m = 0,
oS )
z m =
1 -0

At high densities the 3S; m = —1 atoms will spin

exchange or form Ps; molecules with an equal number
of 381 m =1 atoms, the 35; m = 0 atoms will annihi-
late with each other, and the .Sy m = 0 atoms will have
annihilated with their 125 ps lifetime. The probability
P of the Ps being in an m = 1 state at high densities
is then

PESIm=1)={04p)~ {0-p)=1p ()

It is then imperative that the positron polarization
be made as large as possible [28]. An ordinary positron
beam using a ?2Na positron source and a conical solid
Ne moderator yields a beam of 28% polarized positrons
[28]. We can get about 50% polarization by attenuating
the fast positrons with a layer of absorbent material,
such as Ar frozen over the source, that cuts the beam
intensity to 25% [24] at the primary moderator. With
this polarization, at most 25% of the positrons could
form polarized Ps suitable for making a BEC.?

3.2 Dense positron production

The necessary high areal density of low energy positrons
may in principle be achieved using the method of
“brightness enhancement” [31]. In the present case this
could be implemented as follows.

Positrons from a Penning—Surko buffer gas trap [32]
are transported to a high-vacuum positron trap until
about 6 x 10® positrons are collected and compressed
using the rotating wall technique [33]. The positron
plasma is ejected from the trap, accelerated to 5keV,
extracted from the guiding magnetic field, and focused

2 A second choice that is much more difficult and uncer-
tain would be to filter high density positrons through a
layer of surface positrons on a remoderator foil that have
made themselves 100% positively polarized by forming
Psa molecules. The remaining positively polarized surface
positrons will not capture positively reemitted positrons
but will capture negatively polarized positrons to make
Ps2 molecules, leaving only 100% polarized positron to be
reemitted. In either case, the remoderated positrons will
not be highly polarized if the remoderator foil is ferromag-
netic with in-plane directions of the electron polarization,
as would be the case with Ni below its Curie temperature,
354°C [29]. Non-ferromagnetic remoderators could be Al,
W, Pt, Cu, etc. (e.g. Mills [30]).
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by means of a magnetic lens to a 65 pm FWHM diame-
ter spot onto a 150 nm [34] thick single crystal Ni(100)
remoderator foil, making use of improvements to mag-
netic field extraction, as detailed by Hurst et al. [35].
The foil may be held above the 627 K Curie temperature
to prevent possible depolarization of the positron spins.
Other moderators, such as Pt, W, and diamond, are
possible that would have a good slow positron yield, but
would not have to be heated. The positron pulse length
can be extended from 3ns to approximately 50ns to
minimize space charge effects upon focusing onto, and
extraction from, the Ni foil.

The Ni has a negative affinity [36-38] for positrons,
of which about 20% will be emitted from the backside
of the foil and into the vacuum, with a kinetic energy
of 1.1eV and a thermal energy spread dictated by the
temperature of the remoderator foil, and an angular
spread of about +0.2rad [34].

3.3 Remoderated positron implantation

The remoderated positrons are accelerated to 5 keV and
focused to less than 1 pm FWHM onto a diamond tar-
get, shown in Fig. 2. The positrons stop in the diamond
at a place that has been thinned to about 400 nm thick-
ness, reducing the potential number of useful m = 1 Ps
atoms to about 6 x 107. With a Ps cavity 1 um diameter
x 0.1 pm deep, and an initial positron spin-polarization
of about 50%, the initial m = 1 triplet Ps density from
Eq. (6), including a further 50% loss to wall Ps, will be
about 4 x 10'° cm ™3, where the BEC critical tempera-
ture is around 170 K, as calculated in Sect. 2.

3.4 Heat transport

The central deposited energy per unit area (7 J-cm™2),
spread over a time of 50ns to reduce space charge
effects, is removed via ballistic phonons in the diamond
target and possibly assisted by the high thermal con-
ductivity (see Fig. 2 of Ref. [40]) which is greater than
400 W-cm~'K~! between 50 and 100 K. The thermal
diffusivity

a=—, (7)

is the diffusion coefficient in the thermal diffusion
equation

or
5 =oV°T. (8)

Here k = (4 — 6) x 10*W-m~'K~! is the range of
the thermal conductivity of isotopically pure diamond
between 50 and 100K, and p = 3.51 x 10°kgm™3
is the density of diamond. The specific heat of dia-
mond at 100K is ¢, = 22.2J-kg 'K~!, and it varies
between (3.33-22.2) J-kg ' K~1 as T° between 50 and
100K [41]. Taking the thermal diffusivity at 100K to
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be a = 0.513m2s™ !, the thermal diffusion length X in
a time 7 = 10 ns is

A=+var =1/0513m2s~! x 10-8s = 71.6 pm. (9)

At 50K, the diffusion length will be v/8 times longer, or
203 pm since the specific heat is following the Einstein—
Debye T dependence at low temperatures [42].

Since the phonon diffusion length will be 400 times
larger than the radius r of the positron spot and
1600 times greater than the 130 nm median penetration
depth [43] of 5keV positrons in diamond, the volume
of material in which the positron deposition energy will
be eventually deposited will be greater by a factor of
about 4002 x 1600 = 2.5 x 10® than the initial depo-
sition volume, leading to a negligible temperature rise
of only a few K. However, a complication arises as the
roughly 100 times more numerous electron—hole pairs
generated by the impinging 5keV positrons will scat-
ter the ballistic phonons. The severity of this effect has
been determined for pure Si at room temperature [44—
46], but we know of no information about scattering
of phonons from electron—hole pairs in diamond at low
temperatures.

3.5 Positron mobility in diamond

The positron mobility in natural type Ila diamond (see
Fig. 1 of Ref. [47]) at temperatures from 30 to 120K
is  ~ 250cm?V~!'s~!. The positron diffusion coeffi-
cient at 100 K in natural type Ila diamond is therefore
D = pkT/e = 2.5cm?s™ !, and the diffusion length in
one mean positron lifetime, 7 = (97.5 4+ 1.5) ps [48],
is A\ = VDr ~ 0.16um. In isotopically pure CVD
diamond the dip in the mobility that is observed at
150K in type Ila natural diamond would likely not
be present, and the mobility should be proportional
to T73/2, suggesting that at 30K the mobility could
be 1 = 4000cm?V~!s~!, with a diffusion length A\ ~
1.76 pm. Thus, the positrons should efficiently reach
the hollow cavity depicted in Fig. 2b and fill it with Ps
[49,50].

3.6 Emission of positronium at the diamond surface

Some of the positrons will be directly emitted into the
cavity as Ps. The energetics of this process are quite well
known for clean, hydrogen-free, (2 x 1) LEED-pattern
type ITa diamond (100) surfaces, where at room tem-
perature the positron work function is —4.20 £+ 0.04eV
[51]. On the other hand, the electron affinity—the min-
imum energy required to remove one electron from the
valence band maximum to the vacuum for clean C(100)
(2x1)—is 5.6 €V [52]. Therefore the maximum energy of
Ps emitted from these surfaces starting from a positron
in its ground state and diamond with no excitations is
¢ps = 4.2+ 6.8 — 5.6 = 5.4eV. The fact that [39] the
zero-energy extrapolated positron reemission probabil-
ity at room temperature is 67% implies that 33% of the
positrons escaping from diamond should be making free
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Fig. 2 Cross section of a possible isotopically pure diamond/porous silica target (a), with a close-up (b) of the 100 nm
thick porous silica Ps cavity. Part (c) shows a magnified view of the thin (400nm) diamond membrane and the graph in
part (d) shows the stopping profile of 5keV positrons in the thin diamond. The diamond surface facing the cavity would
perhaps best be a hydrogen-terminated surface as discussed in Ref. [39], although carbinol-termination may be required if

a stronger bond is needed

vacuum Ps. Some of the Ps or positrons may be stuck to
the diamond surface as well as the porous silica surface,
and some fraction of the energetic free positrons from
the diamond could also make Ps via collisions with the
silica.

We conclude that a sizable fraction of the positrons
that escape into the cavity will make Ps and that it
should be possible to produce a high density collection
of cold polarized triplet Ps that would form a BEC with
a critical temperature of about 170 K. The presence of
such a BEC would be identified by measuring the angu-
lar correlation of annihilation radiation with an angular
resolution of 0.1 mrad [53].

4 BEC target fabrication process

The fabrication of the BEC target will entail three dis-
tinct processes and result in an etched diamond window
sharing a common surface with a cylindrically shaped
cavity in a porous silica layer [54].

4.1 Fabrication of the porous silica cavity

In preliminary investigations various silica films were
deposited on Si substrates using a magnetron sputter-
ing system (AJA ORION 5) and RF power supply with
discharge power of 300 W. The resulting film thick-
ness was 300nm. The deposition was performed at an
Argon pressure of 11.25 mTorr, which would correspond
to pore diameter sizes of 5.2nm [54]. We chose sputter-

deposition of silicon dioxide over the sol-gel method
[55] because of the controllability of the film thickness
and porosity, as well as ease of use and quick turnover.

A gallium focused ion beam (FIB) incident on the
film’s surface was then used to mill a 1pum diameter
cavity (trench) to a depth of 100nm (Fig. 3). For the
initial attempts at milling porous silica, the Duobeam
Quanta 200i FIB was used at 30keV and 10 pA. With
these parameters we were able to achieve cavity dimen-
sions close to the target value in Sect. 2. An Asylum
Research MFP-3D atomic force microscope (AFM) was
used in AC mode with a 7 nm radius Si probe to analyze
the topography of the sample. Depth profiles were taken
along the x and y axes, as well as the diagonals, scan-
ning left to right in the horizontal direction, to confirm
the 100 nm depth and symmetry of the cavity. Note that
it does appear that a slight pileup occurred in the lower
left portion of the cavity interior according to the AFM
image in (Fig. 3) and the bottom profile in green. There
was also a 20 nm addition to the rim height in the upper
portion of the cavity. Reducing the beam current should
minimize this redeposition for future milling. Surface
roughness of the surrounding area measuring 100 pm?
was 3.3 nm.

To mitigate Ga™ contamination and artifacts in the
silica, following the milling operation a broad argon
beam etch will be used to remove layers commensurate
with the ion implantation depth. If Ga™ contamination
persists, as an alternative, a neon FIB may be used,
which will remove the concern for such ion implan-
tation while maintaining an acceptable sputter rate
[56].
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Fig. 3 AFM micrograph of the milled cavity in porous sil-
ica, with distances in microns. Dashed lines correspond to
the orientation of the red and green depth (height) profiles,
rastering from left to right on the micrograph

4.2 Etching of the diamond sample

The diamond to be used is an isotopically pure CVD
diamond (100) with a thickness of 0.1 mm on a 1mm
ordinary CVD diamond substrate. A centrally located
trench will be etched at the top face of the diamond
using a process involving a reaction between Ni and
diamond [57]

First, a 1541 wm x 1541 pm Ni film will be deposited
at the center of the diamond’s top face. Then, the etch-
ing will occur via thermochemical reaction between the
Ni film and diamond as it is annealed at 1000°C in
water vapor for around 126 min (assuming an etch rate
of 8.7pum/min [57]). After this process, the deposited
film and oxide layers will be removed in a hot acid bath,
leaving a truncated pyramidal trench in the diamond
with the desired 1 pm x 1pm area and 400 nm thick-
ness depicted in Fig. 2b.

4.3 Bonding of the silica and diamond sample

To complete the Ps BEC target, the diamond must be
joined to the milled silica surface. By using a hydrogen-
terminated diamond surface there may be some concern
as to whether an adequate bond will form. In the case
where a stronger bond is required, recent results [58]
have shown that a diamond (100) carbinol-terminated
surface can achieve a low-temperature direct bond to a
silica substrate. Although this bonding process should
be adequate to prevent slippage of the diamond surface
facing the porous silica cavity, the Ps emission charac-
teristics at the carbinol-terminated surface, as well as
the question of Ps sticking to it, are not well understood
at this time, and would require further investigation to
determine it as a viable option.

Physical alignment of the micro-sized cavity with the
identically sized diamond trench will be challenging. To
resolve this issue, a flip chip bonder will be employed
to achieve highly accurate alignment when bonding the
two surfaces.
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5 Conclusion

Previous research has shown that the Ps cooling rate in
a porous silica cavity is very slow [10] and that the Ps
will stick to the walls of the cavity, possibly preventing
a dense Ps gas from forming a BEC. We have proposed
that the Ps will cover the walls with a definite number
of Ps per unit area owing to particle-particle repulsion,
and atoms past this monolayer will be rapidly cooled,
thereby populating the gas phase. Given this outlook,
we presented a procedure for positron remoderation
in which ~ 10® positrons are implanted into isotopi-
cally pure diamond and subsequently cooled via bal-
listic phonon emission. This would be followed by the
saturation of the volume and surface of a milled cylin-
drical cavity by Ps. Such a scenario may achieve the low
temperatures and volume densities for the realization of
a Ps BEC.
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