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Abstract: The interaction of high-intensity laser pulses with solid targets can be used as a highly
charged, energetic heavy ion source. Normally, intrinsic contaminants on the target surface suppress
the performance of heavy ion acceleration from a high-intensity laser—target interaction, resulting
in preferential proton acceleration. Here, we demonstrate that CW laser heating of 5 pm titanium
tape targets can remove contaminant hydrocarbons in order to expose a thin oxide layer on the metal
surface, ideal for the generation of energetic oxygen beams. This is demonstrated by irradiating
the heated targets with a PW class high-power laser at an intensity of 5 x 102! W/cm?, showing
enhanced acceleration of oxygen ions with a non-thermal-like distribution. Our new scheme using a
CW laser-heated Ti tape target is promising for use as a moderate repetition energetic oxygen ion
source for future applications.

Keywords: Ti Sapphire laser; high-power laser; laser-driven heavy ion acceleration; surface treatment;
CW laser heating; oxygen ion source

1. Introduction

Pettawatt (PW) class high-power lasers can achieve peak focal intensities of over 102! W/cm? [1].
The interaction of high-intensity lasers with matter allows us to investigate underlying physics in intense
electromagnetic fields [2] and to produce highly energetic ions [3,4], electrons [5,6], electromagnetic
radiation such as x-rays [7], and high-energy density states [8]. A promising application of laser-driven
heavy ion acceleration is the development of compact particle accelerators made possible by the high
accelerating gradient.

For cancer radiotherapy, energetic carbon beams have some advantages over protons since heavier
ions have more localized Bragg peaks, which concentrate the damage to the cancer with high biological
effect and minimize damage to surrounding healthy tissue [9]. Recently, a multi-ion beam irradiation
scheme was proposed [10], enabling us to optimize dose and linear energy transfer (LET) distributions
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independently using different nuclides, maximizing the potential of charged particle therapy. Oxygen,
which is also mid-Z and has a slightly higher LET than carbon, is a candidate nuclide for such a
multi-ion irradiation scheme. In principle, oxygen beams can be generated by the interaction of
an intense laser pulse with a gas target, utilizing various acceleration mechanisms suitable for low
density plasmas [11-14], although most studies so far have investigated different gas species. However,
the optimization of acceleration from gaseous targets is not fully understood, and the generation of
stable high flux beams with low divergence and good spatial uniformity as required for applications is
still an active subject of research.

On the other hand, so-called Target Normal Sheath Acceleration (TNSA) [15] of ions from the
interaction of a high-power laser with a thin-foil solid target has been widely investigated and
demonstrated to produce stable beams with low transverse emittance [16], and relatively uniform
transverse spatial distribution [17]. In TNSA, fast electrons with typically > MeV energies are efficiently
accelerated by the high-intensity laser, and then propagate from the target irradiation side to the rear
side of the foil where they generate a strong charge separation, called sheath field. This strong sheath
field can then accelerate the ions at the target surface.

However, the strong sheath field only exists at the target surface, which is typically a proton-rich
contaminant layer. As protons have the highest charge-to-mass ratio, they are preferentially accelerated.
On the other hand, screening by the contaminant plasma reduces the accelerating field for heavy ions
coming from the target bulk material producing ions with lower flux and energy. Some techniques
have been developed to remove contaminants and enhance heavy ion acceleration, including resistive
heating [18,19], ion sputtering [20], pulsed laser desorption [21], laser ablation [22], and detachment of
contaminants during the finite rising-edge of the laser pulse [23]. Target irradiation with a CW laser
has also been reported to be effective to desorb contaminants and has shown enhancement of heavy
ion acceleration using thin targets with 1 um or less [24-26]. Simple contaminant removal still limits
TNSA to materials that can be used to form thin foils, precluding its use to accelerate pure oxygen
targets. However, some metals such as titanium form surface oxide layers [27]. If all ion species with a
higher charge-to-mass ratio than oxygen are removed, these could be attractive targets for oxygen
acceleration using TNSA.

Here, we have investigated the use of Continuous-wave (CW) laser heating to eliminate
hydrocarbon contaminants from a 5 um thick Ti tape, which allows us to operate with a moderate
repetition rate such as 10 Hz, leaving a thin stable oxide layer at the surface. We measure the
temperature of the CW laser-heated foil, supported by numerical calculation, and use mass
spectrometry to demonstrate desorption of hydrocarbons. We then demonstrate the use of the target
in a proof-of-principle ion acceleration experiment using a high-intensity laser, showing enhanced
oxygen acceleration with a narrow energy range. Our findings are a step forward towards the efficient
generation of energetic oxygen beams from a laser-driven ion source in moderate repetition rate.

2. Hydrocarbon Removal by CW Laser Irradiation of Titanium Tape

In order to remove contaminants such as hydrogen, the Ti tape target was heated via irradiation
with a compact CW Diode Pumped Solid State Laser (DPSSL) with a 532 nm wavelength (MGL-F-532,
CNI, Changchun, China). The CW laser irradiated the Ti tapes with a spot size of ~1 mm and power
of ~1 W in a vacuum chamber with a pressure at below ~10~3 Pa. The holder is shown in Figure 1a,
including the orientation of the CW heating laser with respect to the PW high-power laser. Figure 1b
shows an IR thermography image of the CW heated tape, assuming the emissivity of Ti to be 0.5 [28].
The thermal imager (Testo 890, Testo SE & Co. KGaA, Lenzkirch, Germany) provides spatial information
and simple installation in the experiment.

The white circle shown in Figure 1b corresponds to a localized region of the Ti tape with a
diameter of ~4 mm at a temperature above 100 °C, indicating that the heated area is limited to a region
contained by the tape target holder. The maximum temperature exceeded 1000 °C, which is sufficient
to desorb hydrogen [29], and is shown by the black point at the center of the white region in Figure 1b.



Crystals 2020, 10, 837 30f10

The exposed thin oxide layer of TiO, [30] on the Ti tape target is very stable, with a high melting point
in excess of 1800 °C, even higher than that of the bulk Ti.

100.0 °C

20.0 °C

Figure 1. (a) The side view of the tape target overlaid with the orientations of the CW heating laser and
the high-power laser for ion acceleration. (b) Temperature distribution of the CW laser-heated tape
target, measured by IR thermography. The white region indicates a temperature exceeding 100 °C.

To confirm the measurement, we performed a time-dependent thermal heat transport simulation
in polar coordinates with radial symmetric, including thermal conductivity and radiation. In the
simulations, the CW laser had a Gaussian profile with four times the standard deviation o (D40 beam
width) of 1 mm, and the absorption of the CW laser to thermal energy in the Ti tape was assumed to be
50% [28]. The simulation assumed that the initial temperature of the system was room temperature
(i.e., 24 °C). The simulated temperature as a function of radius is shown in Figure 2 for different times
after the start of irradiation. The simulations indicated a localized region several mm in size with a
temperature above 100 °C as well as a smaller region with a temperature beyond 1000 °C, showing
good agreement with the IR thermography measurement shown in Figure 1b. The simulation suggests
that 100 ms is sufficient to reach more than 1000 °C over a spatial scale significantly larger than a
typical high-power laser focal spot, indicating that the CW laser heating could in principle operate at a
rate of up to ~10 Hz. Although high-power laser-driven ion acceleration experiments are currently
typically performed on a single-shot basis, this technique could be applied to operations up to 10 Hz.
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Figure 2. The temperature as a function of radius from the center of the CW laser spot on the tape
target, calculated by a time-dependent thermal simulation.
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In order to confirm the desorption of the contaminants from the Ti tape by the CW laser heating,
we also used a quadrupole mass spectrometer (QMS) as a residual gas analyzer. For this measurement,
the CW laser irradiated the Ti tape in vacuum, with CW laser power and spot size of ~300 mW
and ~1 mm, respectively. The measurement results are shown in Figure 3. Emissions of hydrogen,
hydroxide and carbon dioxide were observed after the CW laser heating began, providing supporting
evidence that the technique can be used to desorb contaminants from the Ti tape.
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Figure 3. Quadrupole mass spectrometer (QMS) measurement of the partial pressures of different
molecular masses as a function of time after the start of laser heating, shown with solid lines. Dashed lines
represent the initial pressures before CW laser heating.

3. Demonstration Experiment of Intense Laser-Driven Oxygen Source

The petawatt class ]-KAREN-P laser [31,32] at National Institutes for Quantum and Radiological
Science and Technology (QST) based on chirped pulse amplification in Ti:Sapphire crystals combined
with OPCPA pre-amplifiers operates in the full power mode at a rate of up to 0.1 Hz. It was used on a
single shot basis to investigate ion acceleration from the CW laser-heated Ti tape targets described
above. In this experiment, the central wavelength of J-KAREN-P is A} ~810 nm, with an on-target
pulse energy E; ~10 ], and pulse length 7; ~40 fs (Full width at half maximum, FWHM). An F/1.4
off-axis parabola (OAP) focused the pulse to a focal spot size dj, ~1.5 pm (FWHM), resulting in a peak
intensity I; ~5 X 10*! W/cm? taking account of the encircled energy, which was used to irradiate Ti tape
targets with 5 um thickness at 45° with p-polarization, as shown in Figure 4. A more detailed picture of
the tape target system is shown in Figure 1a. The tape is reeled between two rotators with two support
bars, providing an accuracy of the target position to within the Rayleigh length of the focused laser,
~8 um. The tape targets were installed in a vacuum chamber with a pressure below ~10~3 Pa.

When irradiating the Ti tape target without CW laser heating, the high-power laser was
unintentionally defocused with respect to the target, resulting in a large spot size and reduced
intensity of 1 x 102! W/em?L.

A Thomson Parabola (TP) spectrometer was used to diagnose ions accelerated in the target normal
direction. The TP spectrometer employed a 0.42 T magnetic field over 50 mm, combined with an
electric field of 25 kV/1.5 cm over 200 mm. A pinhole with 250 um diameter was placed 430 mm
away from the focus position. A micro channel plate (MCP) was installed behind the magnets and the
electrodes of the spectrometer to maximize the signal. An electron-multiplying charge-coupled device
(EMCCD) with a camera lens imaged the MCP.

The CW DPSSL irradiated the rear side of the target with a spot size of ~1 mm and power on
target of ~1 W for a minimum duration of 10 s before the intense laser irradiation. Then, the intense
laser pulse irradiated the tape target while the CW laser was still heating the target, preventing any
re-absorption of contaminants, which could have been a serious issue [22].
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Figure 4. Schematic of the laser-driven ion acceleration experiment with the Ti tape target and Thomson

parabola detector.

In order to demonstrate the effect of CW laser heating on laser-driven ion acceleration, images
obtained from the TP spectrometer without and with CW laser heating are shown in Figure 5.
In Figure 5a, ion tracks corresponding to C**, C>*, C%*, O and protons can clearly be seen over
an energy range from the detectable minimum energy, which is determined by the MCP size, to the

maximum cut-off energy.
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Figure 5. Images of the micro channel plate (MCP) for the Thompson parabola (TP) spectrometer

showing parabolic tracks for each ion charge to mass ratios. The brightest points on the bottom right

of the images are fixed to the origins of the parabolic curves. The dashed circle shows the MCP size,

which determines the minimum detectable energy of ions. (a) shows the ion tracks obtained without

CW laser heating, and (b) shows ion tracks obtained with CW laser heating.

The brightest ion track shown in Figure 5b corresponds to O°", and significantly dimmer lines for
C5*, O7* and C®*/O8%* were also observed, but no proton signal was visible above the background
level. Interestingly, the oxygen lines do not continue to the detectable minimum energy, indicating
non-thermal-like ion distribution. Signal consistent with Ti ions is also observed with the CW laser
heating. However, the traces of Ti ions are not resolved clearly as the flux was relatively low. Based on
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the assumption that *8Ti was the dominant isotope present in the tape target, the Ti charge states were
estimated to be Ti'**, Ti'**, and Ti!®*, as shown in Figure 5b. The ionization potentials of Ti'3* and
Ti'** are 787 eV and 864 eV, respectively [33]. These are in a similar range to the ionization potentials
of O”* and 0%, which are 739 eV and 871 eV, respectively.

Figure 6 shows the proton and O%" spectra beyond the background level for the case without CW
laser heating, calculated from the MCP data in Figure 5a. The proton beam has a typical thermal-like
spectrum from the minimum detector cut-off of 11.5 + 0.3 MeV, to a maximum cut-off of 15.2 + 0.4 MeV.
A just-detectable oxygen beam is observed up to a maximum energy of 2.6 + 0.1 MeV/u.
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Figure 6. The proton and O°" spectra without CW laser heating. The energy spectrum for both protons
and O®* ions extends from the minimum detectable energy to the maximum cut-off energy.

Figure 7 shows Ti'®* and O°* spectra beyond the background level for the CW laser-heated target.
The Ti'** spectrum shows an energy spread from 1.9 + 0.1 MeV/u to 2.5 + 0.1MeV/u, as shown in
Figure 7. On the other hand, the O%* ions appear from 3.3 + 0.1 MeV/u to 8.3 £ 0.5 MeV/u. The CW
laser heating therefore not only increased the flux and energy of the O°* ions, but also generated ions
in a relatively narrow energy band (AE ~5 MeV/u).
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Figure 7. The Ti!®* and O%* spectra with CW laser heating. The enhanced acceleration of O®* spectrum
shows a non-thermal-like distribution.
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4. Discussion

We use a simple analytical approach to discuss the enhanced acceleration of O°" in the case of
PW laser irradiation of a CW laser-heated Ti Target. The TP data in Figure 5a shows a clear proton
trace in the case without CW laser heating, whereas in Figure 5b it can be seen that the proton trace
disappeared when CW laser heating was applied, indicating that CW laser heating removed the
hydrogen contaminants, within the sensitivity of the TP detector.

The maximum proton energy observed without CW laser heating can be used for estimating
the sheath potential at the rear side because protons have the highest achievable charge-to-mass
ratio—(Q/A—and are therefore accelerated by the sheath potential more rapidly than other ions with
a lower Q/A. For this reason, the maximum proton energy is closely related to the magnitude of the
sheath potential. In addition, we assume that the thin contaminant layer does not affect the sheath field
potential at the rear side of the target and therefore that the magnitude of the sheath field potential is
the same with or without the presence of a contaminant layer.

In the case of the data shown in Figure 5, unfortunately the laser intensity on target was 20% of the
typical intensity during this experiment, giving rise to a lower-than-expected maximum proton energy
of 15.2 + 0.4 MeV from PW laser irradiation of the Ti target without CW laser heating. For a typical
laser intensity (I) of 5 x 10! W/cm?, the maximum proton energy (Ep) can be estimated using the
spot-size scaling [34] Epec I.Y4, which gives Ep ~20 MeV. This calculation is supported by a previous
result where a 5 pum steel tape target was irradiated at 5 X 10> W/cm? without CW laser heating,
under laser conditions comparable to the experiment presented here, and the measured maximum
proton energy was in excess of 20 MeV [34]. Therefore, it is reasonable to assume that PW laser
irradiation at 5 x 10*! W/cm? of the Ti target without CW laser heating would generate a maximum
proton energy in the region of ~20 MeV, corresponding to a sheath potential of ~20 MV.

The spectrum in Figure 6 shows that the 60°*
measured energy, Eo®", of 8.3 + 0.5 MeV/u. Analytically, the corresponding potential, ®o°*, required
to accelerate O%" to the energy, Eo®", is given by

ions occupy a narrow energy band with a maximum

Eqe+ [MeV/u]
e(Q/A)

where e is the elementary charge and Q/A is the charge to mass ratio of ions. The calculated value
&0 =22.1 + 1.3 MV agrees with the value of sheath potential of ~20 MV estimated above using the
scaling of maximum proton energy with laser spot-size scaling. This indicates that, as in the case of
protons, the O°* ions are accelerated by the sheath potential without any shielding.

Figure 5 shows that Ti ions were only detected when CW laser heating was applied, indicating
that removal of contaminants by CW laser heating has a significant effect on the ion acceleration
dynamics in the sheath field. The Ti ions are shielded by the O®*-08* ions, which have a higher
(/A and are accelerated more efficiently by the sheath field. In order to confirm this mechanism,
we again apply Equation (1) to consider the potential required to achieve the minimum value of
Eo® = 3.3 + 0.1 MeV/u, which is ®0°* = 8.8 + 0.3 MV. In the case of *®Ti!3*, Figure 7 shows a maximum
measured energy of 2.5 + 0.1 MeV/u that corresponds to ®7;13* = 9.2 + 0.4 MV. Therefore, we can
conclude that in the thin titanium oxide layer exposed by the CW laser heating, Ti ions with a lower
(/A are accelerated successively after the oxygen ions with higher Q/A.

Dot [MV] = ~ 221+13[MV] 1)

The sheath potentials from experimental results with CW laser heating and of proton acceleration
from contaminants without heating are shown in Table 1. Although further investigation including
a particle-in-cell simulation is required to understand the mechanism of the narrow energy band
spectrum [19,35-38], the demonstration with the CW laser-heated Ti tape shows the enhancement of
the oxygen ion beams and the suppression of ions from hydrocarbon contaminants. The proposed
concept for oxygen ion acceleration could apply to not only titanium but also to metals with thin oxide



Crystals 2020, 10, 837 8 of 10

layers such as aluminum [39] and stainless steel [40]. Moreover, silicon nitride tapes [41] could be used
for moderate-repetition laser-driven nitrogen ion sources as well.

Table 1. Accelerated kinetic energies and the corresponding potentials ® for typical ion species with
the CW laser heating. The energy and potential for proton without the heating are estimated using the
spot-size scaling [34].

Ion Species Q/A  Kinetic Energy [MeV/u] & [MV]

H* w/o heating 1/1 ~20 (Max) ~20

0% w heating 6/16 8.3 + 0.5 (Max) 221+13
0% w heating 6/16 3.3 +0.1 (Min.) 8.8 +0.3
Ti'* w heating ~ 13/48 2.5+ 0.1 (Max) 92+04

5. Conclusions

In this paper, we have shown the development of a target suitable for efficient oxygen acceleration
from high-intensity laser irradiation. We show that by applying CW laser heating to a thick Ti target,
it is possible to heat the target sufficiently to desorb hydrocarbon contaminants, leaving only an
oxide surface layer. A proof-of-principle experiment using a high-intensity laser to irradiate the
target was performed, demonstrating significantly suppressed acceleration of protons and preferential
acceleration of oxygen ions when the CW laser heating was applied. A simple analysis of experimental
data indicates that the thin, stable native oxide layer on the surface of the Ti tape target is exposed by
the CW laser heating, allowing the oxygen ions to be accelerated by the sheath field without shielding
from the lighter contaminant ions. This demonstrates that, with further development, the proposed
method of CW laser heating of a Ti tape target could be promising as a moderate repetition of ~10 Hz,
high-energy oxygen ion sources for future applications, such as multi-ion irradiation radiotherapy [10].
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