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We consider theoretically isomeric excitation of ?>Th in a laser-heated cluster. A 2*Th cluster is first
radiated by an intense femtosecond laser pulse, causing ionization of the constituting atoms. The cluster
will then survive for a time on the order of 1 ps, during which the electrons collide with the nuclei
repeatedly and excite them to the isomeric state. Two mechanisms are responsible for the isomeric
excitation: nuclear excitation by electron capture (NEEC) and nuclear excitation by inelastic electron
scattering (NEIES). By changing the laser intensity, one can tune between NEEC and NEIES continuously.
This laser-heated-cluster scheme not only provides a highly efficient means for isomeric excitation, but also
provides an approach for the confirmation of the NEEC process, which has been predicted for over forty

years without conclusive experimental verifications.
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Introduction.—The ?*Th nucleus has a low-lying iso-
meric state with energy around 8.28 eV above the ground
state [1-5]. This isomeric state, denoted 22"'Th (half-life on
the order of 10~ s via internal conversion, 10 s via y
decay, spin-parity 3/27), has fascinated the scientific
community for potential applications in nuclear optical
clocks [6-9], nuclear lasers [10], checking variations of
fundamental constants [11-13], etc. Additionally, it pro-
vides an intriguing platform on which nuclear physics,
atomic physics, and laser physics directly interplay [14].

From decay reactions, 2**"Th can be obtained from a
decay of 33U [15,16] or f3 decay of **°Ac [17]. The former
suffers from low production yield due to the long decay
half-life (1.6 x 10° yr) and the low branching ratio (2%) to
the isomeric state, as well as an 84-keV recoil energy. The
latter suffers from low production yield of >>’Ac. Exploring
for efficient active excitation methods is the focus of recent
research, for example: (i) Direct optical excitation using
vacuum ultraviolet light has been attempted by several
groups without positive results [18-21]. (ii) Indirect optical
excitation via the second excited state [22] using 29-keV
synchrotron radiation has been demonstrated experimen-
tally [23]. The excitation probability for a single 2*Th
nucleus is on the order of 10~!! per second. (iii) Electronic-
bridge processes have been proposed for various systems
[24-28]. Experimental realization has not been reported,
possibly due to high requirements on resonant conditions.
(iv) Inelastic scattering of low-energy electrons [29,30] or
muons [31] has been calculated to have relatively high-
excitation cross sections. (v) In strong laser pulses, the
22Th nucleus can be excited by a laser-driven electron
recollision process [32,33]. The excitation probability for a
single *’Th nucleus is calculated to be on the order of
10~!2 per femtosecond laser pulse [33].

0031-9007/23/130(11)/112501(6)

112501-1

In this Letter, we consider isomeric excitation of 22°Th in
a laser-heated cluster (metal clusters, or nanoparticles, can
be generated by physical, chemical, or biological appro-
aches [34,35]). The idea is illustrated in Fig. 1. An intense
femtosecond laser pulse radiates on a 22°Th cluster, causing
ionization of the constituting atoms. After the laser pulse is
over, most of the emitted electrons will be confined in the
cluster, colliding with and exciting the >2°Th nuclei repeat-
edly. This collision and nuclear-excitation process lasts for
a time on the order of 1 ps, the lifetime of the cluster
after laser radiation. Isomeric excitation happens domi-
nantly via two mechanisms: nuclear excitation by electron
capture (NEEC) and nuclear excitation by inelastic electron
scattering (NEIES). In NEEC (NEIES) the nucleus is
excited by the energy released from free-bound (free-free)
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FIG. 1. Schematic illustration of 22°Th isomeric excitation in a

laser-heated cluster. After being radiated by an intense femtosecond
laser pulse, the cluster survives for a time on the order of 1 ps, during
which isomeric excitation happens via NEEC and NEIES.
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electronic transitions. Other mechanisms, including nu-
clear excitation by bound-bound electronic transitions and
photoexcitations, are at least several orders of magni-
tude weaker (estimations are given in the Supplemental
Material [36]).

This laser-heated-cluster scheme provides a nanoplasma
environment of solid-state density during the lifetime of the
cluster [51-60], leading to highly efficient isomeric exci-
tation: calculations show that a 2?*"Th is generated from
every 10°-107 nuclei. In addition to the high-excitation
efficiency, and perhaps more interestingly from the physi-
cal point of view, this scheme provides a convenient means
for controlling nuclear-excitation mechanisms. We find
that, with relatively low laser intensities (~10'* W/cm?),
the excitation mechanism is dominantly NEEC, whereas
with relatively high laser intensities (~10'® W/cm?), the
excitation mechanism is dominantly NEIES. One can tune
between these two mechanisms continuously by simply
changing the laser intensity. A particularly intriguing
possibility is that this scheme provides an alternative
approach for the confirmation of the NEEC process [61—
63]. Currently two beam-based experiments aim to confirm
NEEC with *Mo, but contradicting results are reported.
Chiara et al. observe an isomer depletion and attribute it to
NEEC [64], but the results cannot be explained by
theoretical calculations [65-67]. Guo et al. perform a
similar experiment, but signature of isomer depletion is
not observed [68].

Laser-cluster interaction and cluster expansion.—In the
current study, the >?°Th cluster is assumed to have 10°
atoms. Using the atomic density n, = 3.03 x 10?® m™3, the
cluster radius is 19.8 nm. Two initial cluster setups have
been tried. In the first one, the cluster is composed of
neutral atoms without free electrons. In the second one, the
cluster is composed of first-charged ions and 10° free
electrons, which occupy energy levels up to the Fermi
energy. The second setup seems to be closer to our picture
of a metal cluster. However, we find that these two setups
lead to almost identical particle densities and electron
energy distributions after the laser pulse is over and during
cluster expansion, hence to nearly identical nuclear-
excitation yields. Therefore, in the following, we only
show results from the first setup.

The interaction of the cluster with the laser pulse and
subsequent expansion of the cluster are calculated using
standard 2D three-velocity particle-in-cell (PIC) simula-
tions with the EPOCH code [69]. The simulation box size is
1 x 1 pm and the mesh size is 1 x 1 nm. The laser pulse is
linearly polarized with wavelength 800 nm and a Gaussian
temporal envelope of duration 30 fs (full width at half
maximum for intensity).

The laser pulse ionizes the atoms and free electrons are
generated. Most of these electrons will, however, be
confined in the cluster. This is related to the condition
that the laser intensities used here are relatively low, so the

electron energies are mostly on the order of 1-10 eV, which
are most efficient in isomeric excitation of 2*°Th. This is in
contrast to most other studies on laser-cluster interaction,
which usually use much higher intensities [51-60]. For a
laser pulse with peak intensity 10> W/cm?, roughly
four electrons are emitted from each atom, in line with
estimations from the Ammosov-Delone-Krainov tunnel-
ionization formula [70]. The electron density is then about
4 times higher than the ion density after the pulse is over, as
shown in Fig. 2(a). We have checked that the probability of
electron impact ionization [71] is smaller by about 4 orders
of magnitude, so almost all ionizations come from field
ionization.

After being radiated by the laser pulse, the cluster starts
to expand due to hydrodynamic forces from the confined
electrons and Coulomb repulsions between the ions. The
timescale of cluster expansion is usually on the order of
1 ps. During this time, the electrons and the ions maintain
high densities. Figure 2(b) shows the radius-resolved
density distributions of the ions and of the electrons at
three time steps, namely, 0.1, 1, and 2 ps. Particles near the
surface of the cluster expand first, followed by insider

(@ 4 (b)
electrons
3 . ——electrons
& = { ——ions
£ f £
2 2 / z
Z | £
o) j)
a | a
ions
%" S50 100 150 rad-20 40 o~ Ly
time (fs) 1us (nm) ' \.\«\e@
(c) 200 (d) 200 0.06
* PIC
150 3D model
e _ 0.04
£ >
o

2 100 =, 100 f
E - 0.02

50

0 0 : " 0

0O 1 2 3 4 5 0 1 2 3 4 5

time (ps) time (ps)

FIG. 2. (a) Average densities of >Th ions and of the electrons
in the cluster during a laser pulse of peak intensity 10" W/cm?.
ng = 3.03 x 10?® m™3 is the original density of the *>Th atoms.
The duration of the laser pulse is shown as the gray background.
(b) Radius-resolved densities of 22°Th ions and of the electrons
during cluster expansion at 0.1, 1, and 2 ps. (c) Temporal
evolution of the cluster radius, from the PIC simulation and
from a 3D cluster expansion model. (d) Temporal evolution of the
electron kinetic energy distribution in the cluster. The color bar
denotes the value of the distribution function f(E,). The inset
shows the comparison of the electron kinetic energy distribution
at 1 ps and a Maxwell-Boltzmann (MB) distribution with
temperature 26 eV. The black dashed curve in the main figure
marks the evolution of the electron temperature.
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particles. The interesting characteristic of cluster expansion
is that even if the outermost layer of the cluster has
expanded relatively far, the high-density core can still
exist, which is similar to the original cluster size. This
can be seen, for example, from the density distributions at
1 and 2 ps. The evolution of cluster radius is shown in
Fig. 2(c). Here the radius of the cluster at each time is
obtained by averaging the positions of the outmost
500 ions. The PIC simulation results agree well with a
three-dimensional (3D) cluster expansion model [55],
taking into account the hydrodynamic forces from the
confined electrons and the Coulomb repulsions between the
ions. It is to be emphasized that, although the outermost
layer of the cluster expands to a relatively large radius, it is
the high-density core that makes the major contribution to
nuclear excitation.

The temporal evolution of the electron kinetic energy
distribution in the cluster is shown in Fig. 2(d). Inside the
cluster, this distribution is position independent. During the
laser pulse (< 0.1 ps), the electrons are emitted from
the atoms and accelerated by the laser field. The average
energy of the electrons is on the order of the ponderomotive
energy U,, which equals 59.8 eV for 10'> W/cm?* and
800 nm. Then the electrons collide repeatedly with the ions
and with other electrons, and the kinetic energy distribution
soon approaches a thermal distribution. For example, the
inset of Fig. 2(d) shows the kinetic energy distribution at
1 ps in comparison to a Maxwell-Boltzmann distribution
with temperature 26 eV. As the cluster expands, the electron
temperature decreases to a few electronvolts (8.8 eV at 3 ps,
7.3 eVat4 ps, and 6.8 eV at 5 ps), as marked by the black
dashed curve.

Nuclear isomeric excitation.—Cluster-confined high-
density electrons excite the 2*Th nuclei via NEEC and
NEIES. The mechanism is NEEC (NEIES) if the electron
kinetic energy is lower (higher) than the isomeric energy of
8.28 eV. Figure 3 shows the isomeric-excitation cross
section for 2?°Th'*. The discrete §-function-like vertical
lines for E, < 8.28 eV are due to the resonant feature of
NEEC. The vertical lines become denser as E, approaches
8.28 eV due to capture to highly excited states. Note that
the vertical lines actually have very small widths and finite
heights (exceeding the vertical range of the main figure,
though) due to finite lifetime of the isomeric state and the
atomic excited states, as shown, for example, by the inset.
The width of the leftmost vertical line is about 8 x 107! eV.
For E, > 8.28 eV, the mechanism is NEIES and the cross
section is continuous.

The cross sections in Fig. 3 are calculated with a Dirac
distorted wave Born approximation, and the detailed
theoretical framework can be found in Ref. [30] (a brief
outline is given in the Supplemental Material [36], Sec. 1).
For other ionic states, the cross sections for NEEC will
change according to the energies of the involved bound
states (shown in the Supplemental Material [36], Sec. 2),
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FIG. 3. Total (E2 + M1) isomeric-excitation cross section for
229Th!*. For E, <828 eV, the mechanism is NEEC; for
E, > 8.28 eV, the mechanism is NEIES. The NEEC “vertical
lines” have heights exceeding the vertical range of the main figure.
The leftmost vertical line in full range is shown by the inset.

whereas the cross sections for NEIES are almost identical
to the Th'* case [29,30]. The electron wave functions are
calculated using the code RADIAL [72]. In calculating
NEEC, we have assumed the ions to be in their ground
states, although Gargiulo et al. recently predicted that the
cross sections can be enhanced for excited ions [73]. In
obtaining Fig. 3, we have used reduced nuclear transition
probabilities B(E2) = 27 and B(M1) = 0.0076 W.u. [74].
Here E2 or M1 means electric quadrupole or magnetic
dipole transitions, respectively. Electric dipole transition is
forbidden due to parity. Benchmarks of our calculations
against available results in the literature are given in the
Supplemental Material [36], Sec. 3.

The rate of exciting a single ?>Th nucleus located at
distance r from the cluster center is

I(r 1) = n,(r.1) / dEf(E,.1)v,(E,)

x qu[aﬁEEc(Ee) + ofees(E)l. (1)

where n,(r, t) is the density of the electrons, f(E,, ) is the
normalized distribution function of the electron kinetic
energy, and v,(E,) = \/2E, is the electron velocity. P, is
the probability in the gth ionic state, and 6fzec nprs (Ee) 18
the corresponding NEEC-NEIES cross section. The ion
charge distribution P, depends on the laser intensity, as
discussed in the Supplemental Material [36], Sec. 5. If the
integration is performed for E, < 8.28 eV, one gets the
excitation rate for NEEC. Otherwise, one gets the excitation
rate for NEIES. The production yield of 22”'Th is obtained
by integrations over time and the cluster volume,

Yere(t) = 4ﬂ/[dt’/oo n(r,OC(r,¢)rdr,  (2)
0 0

where n;(r, t) is the time-dependent ion density.
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FIG. 4. (a) Production yield of >*"'Th per cluster from NEEC
under three laser intensities. (b) Production yield of >**”Th per
cluster from NEIES under the same three laser intensities.
(c) Electron kinetic energy distributions in the cluster at time
1 ps during cluster expansion, for the same three laser intensities.
(d) Production yield of 2> Th per cluster as a function of laser
peak intensity at 5 ps.

Figures 4(a) and 4(b) show the production yield Y (¢)
per cluster for NEEC and NEIES, respectively, under three
laser peak intensities, namely, 10'4, 10'3, and 10'® W /cm?.
One sees that the production yields keep increasing with
time for several picoseconds. Even at 5 ps, tendencies of
continuing (albeit slower) increase can be seen, especially
for NEEC. One can find that, for NEEC, 10'* W/cm? is
more efficient than the other two intensities, yielding about
0.35 per cluster at 5 ps. For NEIES, 10> W/cm? is more
efficient than the other two intensities, yielding about
0.08 per cluster at 5 ps.

These results can be understood by looking at the
electron kinetic energy distributions corresponding to these
three intensities, as displayed in Fig. 4(c). The energy
distributions are obtained at time 1 ps. One can see that
10'* W /cm? produces more electrons in the NEEC regime,
explaining the results in Fig. 4(a); 10'> W/cm? produces
more electrons in the NEIES regime, especially those with
relatively high NEIES cross sections (from Fig. 3, the
energy region just above the 8.28 eV threshold correspond-
ing to relatively high NEIES cross sections), explaining the
results in Fig. 4(b).

In Fig. 4(d), we show the (total and separated) produc-
tion yield per cluster as a function of laser peak intensity,
at time 5 ps. One sees that the total yield peaks at
2 x 10" W/cm? with a value of over 0.4 per cluster.
The NEEC mechanism dominates with relatively low
intensities, whereas the NEIES mechanism dominates with
relatively high intensities. The two are nearly equal at
10> W/cm?. Laser intensity is therefore a very efficient
knob to control the excitation mechanism. One can tune

between NEEC and NEIES continuously by simply chang-
ing the laser intensity.

Discussion.—(a) Assume that we have 1 mg (1073 g) of
229Th prepared in the cluster form. The number of atoms is
2.6 x 10'® and the number of clusters is 2.6 x 10'%. After
laser-cluster interaction, the number of 22°"Th generated is
about 2.6 x 10'? x 0.4 ~ 1.0 x 10'? with the optimal inten-
sity of 2 x 10'* W/cm?.

(b) We envisage an experimental scenario to confirm
NEEC: (i) Radiate ?*°Th clusters with laser intensity about
10'* W/cm?, under which NEIES is much weaker than
NEEC. Suppose the number of clusters in the laser focus is
N, then the generated 2*”'Th is about 0.3N [Fig. 4(d)].
(i1) Guide the ions after cluster expansion to a neutralization
and detection system, such as the one used in [5]. From
Sec. 5 of the Supplemental Material [36], the ions are
roughly 70% Th>* and 30% Th3* under this intensity. The
ions are neutralized, then the internal-conversion electrons
can be detected by a multichannel plate detector. In [5] the
229Th ions are generated from « decay of 2**U and guided to
arrive in bunches, each bunch having about 400 ?*°Th ions,
among which about eight are ?*"Th (the 2% branching
ratio). This is shown to lead to a signal-to-background ratio
of about 300. In our case, each laser pulse generates an ion
bunch after cluster expansion. If we want to achieve the
same number of 22°"Th in each bunch, the number of
clusters in the laser focus should be N ~8/0.3 ~27. In
laser-cluster experiments, N is on the order of 103
[53,75,76], so even higher signal-to-background ratios
can be expected. (iii) The above steps can be repeated
for each laser pulse. The repetition rate can be adjusted
according to the time needed in the detection step.

(c) Although laser-heated clusters are nanometer-size
plasmas, they have key differences compared to plasma
plumes generated from laser ablation on solid targets [77—
81] (among which [81] is for ??°Th): (i) Cluster nano-
plasmas have much simpler characteristics and dynamics
than laser-ablated plasma plumes [82-84]. (ii) Cluster
nanoplasmas have much higher densities, which emphasize
NEEC and NEIES over competing mechanisms. To further
isolate NEEC, one only needs to use laser intensities that
favor NEEC over NEIES, as discussed above.

(d) We emphasize the important role of the laser
intensity. A higher intensity leads to (i) a higher degree
of ionization for each atom, (ii) higher electron kinetic
energies, and (iii) faster cluster expansion due to stronger
hydrodynamic and Coulomb repulsive forces. In the current
study, the electron energies are on the order of 1-10 eV. For
intensities of 10'8—10' W/cm?, the electron energies can
be on the order of 1 MeV and excitations of higher nuclear
states are possible.

Conclusion.—In this Letter, we consider isomeric exci-
tation of 2*°Th using laser-cluster interaction. An intense
femtosecond laser pulse radiates on a *?°Th cluster and
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ionizes the constituting atoms. The resulting high-density
electrons will mostly be confined within the cluster,
colliding with and exciting the nuclei repeatedly for a time
on the order of 1 ps. We show that this scheme is very
efficient in nuclear isomeric excitation, generating a 2>"Th
nucleus from every 10°~107 atoms. Besides the excitation
efficiency, this scheme provides a method to tune between
two major nuclear-excitation mechanisms, namely NEEC
and NEIES, by simply changing the laser intensity. A
particularly intriguing application of the proposed scheme
is the potential confirmation of the NEEC process, which
has been predicted theoretically for over forty years without
a conclusive experimental confirmation.
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