instruments ﬁw\b\Py

Article
Design of a Thorium Metal Target for 2> Ac
Production at TRIUMF

Andrew K.H. Robertson 1202, Andrew Lobbezoo !, Louis Moskven 1, Paul Schaffer 13
and Cornelia Hoehr 14#*

1 Life Sciences Division, TRIUMEF, Vancouver, BC V6T 2A3, Canada; arobertson@triumf.ca (A KHR);
lobbezaj@mcmaster.ca (A.L.); Imoskven@triumf.ca (L.M.); pschaffer@triumf.ca (P.S.)

Department of Physics and Astronomy, University of British Columbia, Vancouver, BC V6T 171, Canada
Department of Radiology, University of British Columbia, Vancouver, BC V5Z 1M9, Canada

Department of Physics and Astronomy, University of Victoria, Victoria, BC V8W 2Y2, Canada

*  Correspondence: choehr@triumf.ca; Tel.: +1-604-222-1047

= W N

check for
Received: 26 December 2018; Accepted: 11 February 2019; Published: 15 February 2019 updates

Abstract: With recent impressive clinical results of targeted alpha therapy using >%°Ac, significant
effort has been directed towards providing a reliable and sufficient supply of ?>Ac to enable
widespread using of 22 Ac-radiopharmaceuticals. TRIUMF has begun production of 2?’Ac via
spallation of thorium metal with 480 MeV protons. As part of this program, a new 22°> Ac-production
target system capable of withstanding the power deposited by the proton beam was designed and its
performance simulated over a range of potential operating parameters. Special attention was given
to heat transfer and stresses within the target components. The target was successfully tested in two
irradiations with a 72-73 pA proton beam for a duration of 36.5 h. The decay corrected activity at
end of irradiation (average + standard deviation) was (524 & 21) MBq (14.2 mCi) and (86 =+ 13) MBq
(2.3 mCi) for 2°Ac and ?*°Ra, respectively. These correspond to saturation yields of 72.5 MBq/pnA
for 2°Ac and 17.6 MBq/ 1A for 2?Ra. Longer irradiations and production scale-up are planned in
the future.

Keywords: actinium-225; thorium; spallation; proton target; ANSYS; targeted alpha therapy

1. Introduction

Targeted alpha therapy (TAT) using radiopharmaceuticals that combine suitable alpha-emitting
radionuclides with cancer-targeting biomolecules has demonstrated an ability to treat late stage cancers
by harnessing the cytotoxic high linear energy transfer (LET) of alpha radiation [1-7]. When combined
with a disease-specific targeting biomolecule, the short-range of alpha radiation also limits the radiation
dose delivered to surrounding healthy tissues. These properties make TAT especially promising for
treatment of small and radio-resistant tumours and microscopic malignancies where dose escalation is
not possible with conventional radiotherapy. Actinium-225 (*?>Ac) is an alpha-emitter of particular
ability for TAT due to its favourable half-life (t; , = 9.9 d), chemical properties, and the multiple (4)
alpha emissions in its decay chain [8].

While clinical results have demonstrated the potential of ?*> Ac-radiopharmaceuticals [9-13],
the development of these drugs is slowed by the limited supply of the radionuclide. While the
majority of the approximately 63 GBq global annual 22> Ac supply is derived from the decay of 2 Th
(t1/2 =7600 y) through the 225 A¢ parent isotope 225Ra (t; /2 =14.9d) [14-19], these 229Th sources remain
fixed. The resulting low annual ?*> Ac availability has spurred many recent efforts to increase 22> Ac
production via particle accelerators—most notably those of the US Department of Energy’s Isotope
Program [16,20-26].
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Of potential alternative accelerator-based ?2°Ac-production methods, the proton-induced
spallation of thorium at TRIUMF’s 500 MeV Isotope Production Facility has potential to produce
significant quantities of 22> Ac [14]. The co-production of 2>Ra during the spallation process is also of
interest, as 2°Ra can serve as a generator of additional 22°Ac.

To make 22° Ac via thorium spallation at TRIUMF, thorium targets are bombarded with 480 MeV
protons at a beam current of up to 100 pA. During the irradiation the thorium is hermetically sealed
within a target capsule. For safe and reliable operation it is crucial that this hermetic seal around the
thorium is at all times able to withstand any thermally induced mechanical stresses resulting from
the large power deposition into the target from the proton beam, since such a “target failure” could
enable the release of gaseous and volatile radionuclides co-produced within the thorium during the
spallation process. Careful modelling and design of new targets must therefore be done to ensure safe
and successful irradiations.

Herein, we introduce the design of a new target system for 22> Ac production through proton-induced
thorium spallation at the TRIUMF 500 MeV Isotope Production Facility (IPF). The input and assumption
for the modeling are described and discussed, and modeling results and initial operational experiences
are presented.

2. Materials and Methods

2.1. TRIUMF’s 500 MeV Isotope Production Facility

TRIUMF’s 500 MeV Isotope Production Facility (IPF) was first conceived in 1978, and modelled
after a similar facility at Brookhaven National Laboratory [27]. Historically, IPF has been primarily
used for the irradiation of molybdenum targets for the production 82Sr/82Rb generators), as well
as occasional CsCl and KCl targets. However, the facility has received little use in recent years
despite routinely receiving proton beam. IPF is located near the end of beamline 1A (BL1A), the main
beamline of TRIUMF’s 500 MeV cyclotron [28]. With the exception of TRIUMF’s Thermal Neutron
Facility [29]—which is downstream of the BLIA beam dump—the majority of BL1A users are located
upstream from IPF and are not affected by its operations. Typical beam parameters for IPF are described
in Section 2.2.

IPF consists of a 30 cm diameter, 8 m tall column of cooling water. The target station is located in
the bottom of the water column at beam level. Above the water column, a shielded transfer hot cell is
used to bring targets in or out of the facility and to move them in or out of the beam. Within the transfer
cell, targets are inserted into one of six cassettes which are lowered into the cooling water column
and down to target station by a chain drive. A total of 12 targets can be simultaneously irradiated
at IPF—each cassette can hold a pair of up to 8 mm thick targets, separated by a 2.5 mm gap (see
Figure 1b). When isotope production targets are not in use, helium gas targets are inserted to displace
cooling water from the beam path, minimizing heat loads on the IPF cooling water heat exchanger.
During irradiation, targets are submerged in the water column and housed in one of six cassettes
through which recirculating cooling water is pumped (see Figure 1a,b). The cooling water flow of
114 L/min is routed through the station’s 8 water circuits, six of which each feed individual cassettes.
The two remaining water circuits are used for radial cooling of the target station’s entrance and exit
windows. Flow rates through individual cassettes are estimated to be between 7.2 and 23.4 L/min,
depending on the location of the cassette. Cooling water temperature typically measures 25-28 °C at
the target.

A typical IPF target is shown in Figure 1c: two Inconel® 600 windows (0.127 mm thickness) are
welded to either side of a ring-shaped stainless steel target frame (10.1 cm diameter, 8.4 mm thickness),
sealing within the 8.2 mm thick, 7.6 cm diameter puck of target material (ex. a puck of molybdenum
dioxide or potassium chloride salt) [27]). As shown in Figure 1, the targets interface with other IPF
components in three ways: alignment grooves on the bottom of the frame fix the orientation of the
target within the cassette; a thermocouple hole at the bottom of the target has a thermocouple inserted
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in it during irradiation to monitor target temperature; and a tapped hole in the side of the frame allows
targets to be securely picked up and manipulated by a threaded rod. More details regarding the IPF
facility and its targets are provided by Burgerjon et al. [27].

(a) (b)

IPF target station

target cassette

cooling water out

p*

alignment grooves

standard IPF target
(est. 1978)

Figure 1. (a) IPF target station at beam level, with six cassettes inserted into the beam. The arrows
indicate cooling water flow direction; (b) An IPF cassette holding two targets; (c) A typical IPF target.

2.2. Proton Beam Parameters

For 6-7 months per year, BL1A typically operates with 100-110 pA of 480 MeV protons at
extraction from the TRIUMF main cyclotron, with the ability to increase this up to 170 uA. Before
reaching IPF, beam losses occur due to two beryllium muon production targets (T1 and T2). Depending
on the thickness of these targets, the proton beam reaching IPF can have an energy between 451 and
472 MeV and a current that is reduced by 15-40% to 60-94 pnA under typical operating conditions.
The beam profile at IPF is measured by a multi-wire scanner located 2 m before IPF. The Gaussian beam
typically has a 20 width between 25 and 35 mm in the horizontal and vertical directions, depending
on the beam tune and thickness of the T1 and T2 targets.

Due to the variability in the beam conditions at IPF and the desire to design an 22> Ac production
target that is compatible with all BL1A operating conditions, multiple operational cases are considered
when modelling irradiations of the thorium targets. A symmetrical Gaussian beam shape is assumed,
with 20 beam widths between 15 and 40 mm. Currents between 60 and 120 pA are also considered.
Beam energy is fixed at 454 MeV (the lowest estimated beam energy at IPF), since at 454-470 MeV a
<4% change in beam energy negligibly affects isotope production rates and heat loads on the target as
both cross-sections and stopping powers are relatively flat in this energy range [30,31].
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2.3. Thorium Target

2.3.1. Design Considerations

Since safe and reliable 22° Ac production requires the hermetic seal of the target to withstand any
thermally induced stresses caused by the proton beam, the target design must also maximize heat
transfer from the thorium to the cooling water through the hermetic seal.

Post-irradiation processing of the target also requires that the thorium be dissolved. While a
previous IPF thorium target prototype used ThO, [32], this is not suitable for routine 22° Ac production,
due to the high insolubility of ThO, [33]. Thorium metal was chosen as the target material as it can be
readily dissolved post-irradiation. The metal also has other advantageous properties such as a high
melting point and high density.

While the high density of thorium metal provides greater scaleability for maximizing %> Ac
production if simultaneous irradiation of larger thorium quantities are desired, current needs only
require the irradiation of thin thorium foils <1 mm in thickness. Therefore, the 8 mm wide hermetic
target casing used for decades at IPF had to be modified in this target design.

2.3.2. Mechanical Assembly

The thorium target consists of an stainless steel 316 (55316) outer frame that interfaces with
IPF cassettes, and the thorium target material that is sealed within the frame by two Inconel® 718
windows (0.127 mm thickness). Currently, the thorium metal target material consists of a 60 mm
diameter, 0.25 mm thick foil, purchased from IBI Labs (International Bio-Analytical Industries, Inc.,
Boca Raton, FL, USA).

Sealing of the thorium within the target is done in two stages. First, the thorium is sealed within a
target sub-assembly that consists of a thin inner welding ring (1 mm thick, 76 mm diameter), to which
both windows are electron-beam (EB) welded (Figure 2a). The sub-assembly is then EB welded to the
target frame (Figure 2b). A photo of the finished target is shown in Figure 2c.

exit window . :
(8675 mm, Inconel® 718) thorium target material
" ’ (260 mm)
thorium-window EB stake weld
gap (0.125 mm)
050 mm ) 091 mmI
thorium (0.25 thorium-welding  EpB stake weld
mm thick) ring gap (0.25 mm)
entrance window welding ring (276 mm, SS 316)
(@73 mm, Inconel® 718)
sealed sub-assembly (76.00 mm)
/{( —_ EB stitch weld

target frame (@ 101.35 mm, SS 316)

Figure 2. (a) Target sub-assembly, including the thorium foil, welding ring, and entrance and exit
windows. Note the location of EB welds that bind the windows to the welding ring, sealing the thorium
within; (b) Welding of the sub-assembly to the target frame; (c) Photo of the thorium target. Note the
inward deflection of the Inconel® 718 window.

Relevant material properties for the thorium, $5316, and Inconel® 718 components of the target
assembly are shown in Table 1. Yield and ultimate strength values for Inconel® 718 were obtained
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from the materials certification provided by the manufacturer (American Special Metals, Coral Springs,
FL, USA). Material composition by mass for each target component is provided in Table 2.

All material properties used for modelling of the target were obtained either directly from the
manufacturer, or the Knovel Engineering Data and Technical Reference Database [34]. Thorium
material properties were also obtained from the ASM International databases [35].

Table 1. Base properties at room temperature for target components.

Property Inconel® 718  Thorium SS 316
Density (g/cm?) 8.19 11.72 8
Young’s Modulus (GPa) 199 724 193
Thermal expansion coefficient (um/mK) 13 11.1 16.3
Poisson’s ratio 0.3 0.27 0.28
Yield strength (MPa) 460 144 290
Ultimate strength (MPa) 895 219 580
Melting Point (K) 1533 2028 1673
Thermal conductivity (W/ m?K) 11.1 13.86 14.6

Table 2. Elemental composition of alloys used in L124 IPF targets.

Composition (% Mass)

Material - -
Cu C Fe Mn Si C S Mo Ni P
Inconel® 718 03 17 236 035 035 008 0015 33 55 0.015
SS 316 - 16 70 05 025 008 008 2 11 0.083
thorium >99.5% purity according to manufacturer and confirmed by ICP-MS analysis

2.3.3. Areal Contact at Thorium-Window Interface

Contact between the thorium foil and the target assembly window is an important factor when
considering how effectively the target will be cooled during irradiation, as the majority of power
deposited in the target assembly is expected to be removed to the cooling water via heat transfer over
this barrier.

As shown in Figure 2a, before the thorium is sealed within the sub-assembly, a 0.125 mm gap
exists between the thorium and each window. Sealing of the foil under the vacuum provided by the
EB welding chamber results in a first mode deflection of the target windows: atmospheric pressure
acts on the sealed, evacuated sub-assembly, forcing the windows to bend inwards (visible in Figure 2c).
This ensures contact between the thorium and windows at the center of the target where heat loads
from the proton beam are highest.

In order to measure the area for which the thorium and windows are in contact, the thickness of a
manufactured sub-assembly was measured using a profilometer (Nanovea ST400). Shown in Figure 3,
this indicates that the inner 49.8 mm of the thorium foil contacts the windows, as defined by the points
where the windows stop deflecting inwards. These 49.8 mm represent 83.0% of the 60 mm thorium foil
diameter, or 68.9% of the surface area. A second profile (not shown), made perpendicular to the one in
Figure 3, also indicated 48.2 mm of contact (80.4% of the diameter).

For simulations of thorium target temperatures during irradiation, a conservative 45> mm wide
contact region (75% of the diameter, and 56.3% of the surface area) is assumed. However, it should be
noted that the amount of contact during the irradiation is expected to increase from measurements
shown in Figure 3: while the profile measurement was done at atmosphere, additional pressure on the
target windows will be present during irradiation due to the depth of the target in the cooling water
column (8 m below the water surface).
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Figure 3. Plot of the thorium target sub-assembly thickness. Measurement of the inward deflection of
the window, as also seen in Figure 2¢, indicates the region for which the thorium and windows are in
contact. The expected thickness in the centre of the sub-assembly (assuming contact of the thorium
with both windows) is 504 um.

2.3.4. Thermal Contact Resistance at Thorium-Window Interface

In addition to the contact area between the thorium and windows, the thermal contact resistance
at this interface is also an important factor when considering how effectively the target will be cooled
during irradiation. The greatest predictors of contact resistance are contact pressure, surface roughness,
hardness, and yield strength. Thorium is soft and has a polished finish, so the contact resistance would
likely be small. While limited data exists for thorium contact resistance measurements, comparisons
can be made to similar materials. Several copper and aluminum alloys have similar properties to that
of thorium; however, since aluminum values for contact resistance are higher it is more conservative
to compare the thorium to aluminum (6000 series). The aluminum alloy with the closest material
properties to thorium is aluminum 6061-T4 (Table 3). Table 4 also shows approximated contact
resistances for several comparable metals. The aluminum-aluminum contact resistance is the highest of
the comparable metals at 0.0005 m2K /W. Other sources show a more detailed estimation of Aluminum
6061-T4 stress for the pressure range (0.1-0.2 MPa) the target will operate in [34]. Since these sources
show a resistivity of below 0.001 m?K/W the simulations will make the conservative approximation of
0.001 m2K/W as the target contact resistance.

Table 3. Comparison of thorium to select aluminum and copper alloys in terms of material properties
relevant to thermal contact resistance.

Material Yield Strength (MPa) Brinell Hardness

thorium 144 60-90
aluminum 6061-T4 146 65-89
aluminum 2024-T4 395 120-150
aluminum 7075-T6 503 150-191

copper 1010 305 105-123
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Table 4. Thermal contact resistances for select materials under vacuum conditions.

Interface Thermal Contact Resistance (m2K/W)
iron-aluminum 0.00002
copper-copper 0.0001
aluminum-aluminum 0.00045
stainless-stainless 0.005
ceramic-ceramic 0.002

2.4. Thermomechanical Modelling

2.4.1. Power Deposition

Energy deposited by 454 MeV protons within each target component were simulated using
SRIM [30] and results for each target component in MeV /proton are shown in Table 5. These values
are then used to create power distribution profiles for each component that incorporate the beam'’s
current and Gaussian profile. A MATLAB script is used to generate these profiles and output them as
contours that can be imported directly into ANSYS CEX (version 19.0). ANSYS CEX then interpolates
between these contours to determine the 3-dimensional power deposition distribution for each target
component. Please note that the beam is assumed to have a Gaussian shape symmetrical in the x-
and y-directions, with beam width specified by the 20-value of the Gaussian. Since beam current and
width may change between individual IPF irradiations (see Section 2.2), multiple beam width and
current values are considered.

Table 5. Energy deposited in thorium target components by 454 MeV protons.

Component Material Thickness (mm) Energy Deposited (MeV/Proton)
thorium foil thorium 0.25 0.423
entrance window  Inconel® 718 0.127 0.21
exit window  Inconel® 718 0.127 0.21
target frame SS 316 8.51 8.306
welding ring SS 316 0.91 1.466

2.4.2. Thermal Modelling

ANSYS CFX simulations were used to model heat transport within the target during irradiation.
Power deposition distributions and cooling water flow simulations were combined to model the
thermal response of an irradiated and cooled target. Radiative heat transfer was excluded from the
thermal simulations and only conductive heat flow was considered.

ANSYS CFX simulations used a x — € turbulence model to represent the mixed laminar and
turbulent flow conditions present inside the target cassette. This model does not deal with issues
of flow recovery, unconfined flows, flow separation or flow reattachment. While flow recovery,
flow separation, and flow reattachment were observed in simulations, the flow rate is low enough for
these effects to be negligible. Therefore, the ¥ — € turbulence model is a robust, stable, and conservative
model to use [36].

Properties of inlet cooling water flow across the targets were set to 28 °C, and a total flow rate
of 0.120 L/s per cassette was used (corresponding to the lowest calculated value for mass flow rate
through a given cassette, as detailed in Section 2.1). Due to the absence of flow measurements for
individual cassettes, flow sensitivity checks were conducted to determine the effects of reduced flow
on the simulation results.

The numerical accuracy of the solutions was determined based on the approach found in the
Journal of Fluid Engineering [37]. The technique implements the iterative process of decreasing mesh size
and solving the simulation until temperature, heat transfer and flow changes are negligible between
mesh changes. The Grid Converged Index is then used to estimate the rate of convergence of the
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solution and truncation errors. Based on this standard check, the maximum error in the simulated
temperature results is 9 K for the target windows.

2.4.3. Mechanical Modelling

To evaluate potential damage to the target during irradiation, stresses for the thorium foil and
target windows are analyzed using a linear stress-strain model. Greater importance is placed on the
integrity of the windows that provide a hermetic seal around the target during irradiation—damage to
the thorium foil alone is not considered a target failure. Use of a linear model reduces computation
time but limits the accuracy of results to cases where simulated stresses are below the yield stress of
the materials. Therefore, when assessing the potential for target failure, the maximum stress in the
target windows is, conservatively, compared to the yield stress of Inconel® 718.

To further reduce computation time, simulations also assumed temperature independence of
material properties within the target assembly. This introduces an additional limitation: results will
only be accurate within temperature ranges for which critical material properties are constant. For the
Inconel® windows—the components critical when evaluating potential for target failure—this can be
assumed between 0 and 600 °C . The most critical Inconel® 718 properties—the ultimate and yield
strengths—drastically decrease above 600 °C . Please note that other Inconel® 718 properties such
as Young’s modulus, Poisson’s ratio, and thermal conductivity are also temperature dependent, but
are mostly constant over the same 0 to 600 °C range. Due to its rare and radioactive nature, similar
material property temperature-dependence data is challenging to find for thorium.

In addition to thermally induced stresses in the target caused by the proton beam, the target also
experiences stresses caused by atmospheric and hydrostatic pressures. Since the thorium is sealed
within the sub-assembly under vacuum conditions, 0.1 MPa of atmospheric pressure is exerted on the
Inconel® windows after the target is removed from the EB welding chamber. The windows experience
an additional 0.1 MPa (0.2 MPa total) when submerged under 8 m of water in the IPF target station
during irradiation.

In the centre of the target where the windows press against the thorium, this 0.2 MPa of stress
is negligible compared to the stress caused by heat during irradiation (on order of 10> MPa). Higher
stresses are experienced near the edge of the window in the region where it deflects across the
edge of the welding ring. Since accurate modelling of stresses at such boundaries is challenging,
tests of the target’s ability to withstand these pressures were conducted: after the target was placed
in a helium pressure chamber at 0.5 MPa for 2 h, no damage was observed. Based on this result,
atmospheric and hydrostatic pressures were neglected when modelling the stresses in the thorium
target during irradiation.

Mechanical simulation boundary conditions were selected on the perimeter of the thermal loading
region to determine conservative worst case stresses. Similar to methods described in Section 2.4.2,
various iterations of mesh size and type were completed to determine the grid independence of the
mechanical solution before final simulations were completed.

2.5. Yield Measurements

After test irradiations, the thorium foil was dissolved in 10 M HNOj3 + 12.5 mM HF and evaporated
to a thorium nitrate salt before re-dissolution in 80.0 mL of 1 M HNO3, in preparation for the
radiochemical separation of 22> Ac from the target (described in an upcoming publication). A small
portion (<100 uL of the redissolved target was removed and analyzed by gamma ray spectroscopy
with a N-type Co-axial HPGe gamma spectrometer from Canberra fitted with a 0.5 mm beryllium
window. The detector was calibrated (energy and efficiency) with a 20 ml 13*Ba and >2Eu source. The
dead time was less than 2%. The amount of ?’Ra produced was quantified using the 40 keV gamma
line of 2°Ra, while the amount of 22° Ac produced was quantified using the 218 keV gamma line of 22! Fr
(secular equilibrium between 22> Ac and daughter ?*! Fr can be assumed at the time of measurement).
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3. Results and Discussion

3.1. Modelling and Sensitivity Analysis

Table 6 shows the power deposited by the proton beam in each target component and the total
sum, accounting for different beam shapes and beam currents. The beam current was varied from
60 pA to 120 pA and the beam width from 15 mm to 40 mm to cover all realistic cases. While the
total deposited power scales with the beam current as expected, variation due to the beam width
are 23% for all beam currents. It should be noted that as the beam width increases, the total power
deposited in the thorium foil decreases since some of the proton beam is, undesirably, no longer hitting
the thorium but hits the welding ring and frame instead. As an example, the resulting temperature
and thermally induced stress for a 100 pA, 20 mm beam are shown in Figure 4, along with the cooling
water flow profiles for a 0.12 L/s cassette flow. The maximum temperature and stress in the window
follow roughly the beam shape.

Table 6. Energy deposited in thorium target components by 454 MeV protons.

Power Deposition in Target (W)

Current (uA) Width (mm) . . R . ;
Thorium  ent. Window  Exit Window Welding Ring Frame  Total

15 25.42 12.63 12.63 0 0 50.68
20 25.28 12.63 12.63 0.01 0.05 50.61
60 25 24.59 12.63 12.63 0.01 0.88 50.75
30 23.16 12.63 12.63 0.17 4.06 52.64
35 21.21 12.63 12.63 0.27 10.04 56.78
40 19.08 12.61 12.62 0.35 17.63 62.29
15 33.89 16.84 16.84 0 0 67.57
20 33.71 16.84 16.84 0.02 0.07 67.48
80 25 32.79 16.84 16.84 0.02 1.18 67.67
30 30.88 16.84 16.84 0.22 5.41 70.19
35 28.28 16.84 16.84 0.36 13.39 75.7
40 25.44 16.82 16.83 0.46 23.5 83.05
15 42.36 21.05 21.05 0 0 84.46
20 42.14 21.05 21.05 0.02 0.09 84.35
100 25 40.99 21.05 21.05 0.02 1.47 84.58
30 38.6 21.05 21.05 0.28 6.77 87.74
35 35.36 21.05 21.05 0.45 16.74 94.63
40 31.8 21.02 21.04 0.58 29.38  103.82
15 50.83 25.26 25.26 0 0 101.35
20 50.57 25.26 25.26 0.03 0.11 101.22
120 25 49.19 25.26 25.26 0.03 1.77 101.5
30 46.32 25.26 25.26 0.33 8.12 105.29
35 42.43 25.25 25.25 0.53 20.08  113.55
40 38.16 2522 25.25 0.69 3526 12458

To summarize, thermal results determined by ANSYS CEX for all beam parameters considered,
are shown in Figure 5. Similarly, the resulting maximal stresses on the thorium foil and Inconel®
windows are shown in Figure 6. As expected, increases in beam current and decreases in beam width
result in higher maximum temperatures and stresses on the target windows. However, using safety
factors defined relative to each material’s yield strength, it can be seen that all beams of width >20 mm
and <100 pA result in safety factors on the target window >1. Window temperatures also remain
within the region of accuracy (<600 °C) as defined in Section 2.4.3. These limits are well within the
range of typical beam parameters at IPF (Section 2.2), meaning that %> Ac production at IPF can occur
downstream of experimental users without any alterations to the beam or impact to other users of
the beamline.

Some of the assumptions and input parameters to the thermomechanical simulations were
simplified in order to reduce computation time. The temperature-independence of material properties,
the linear stress-strain curves used for each material, and the mechanical simulation boundary
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conditions on the windows are examples that limit the accuracy of the simulations. However, these
are balanced by conservative assumptions such as thermal contact resistance value used for the
thorium-inconel interface. Combined with conservative stress limits on the hermetic seal of the
target (relative to the yield stress of Inconel® 718 as opposed to the much higher ultimate stress),

these assumptions provide confidence that these targets can be irradiated safely under the simulated
conditions.

Temperature Vi
INCONELW1 S'.em\u 1
424804002 1.420¢+000 1 THERMAL LOADING STRESS
INCONEL W1
Expession SOV
Tame 1
20180023 25 Pt
392404002 1.065¢+000
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36644002 —
* 7.1050-001 s

3340e+002 | | 3 5550.001

3016e+002 6.371e-004
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Figure 4. (a) Example of simulated flow streamlines and temperatures; and (b) stresses in the target
entrance window for a 100 pA, 20 mm beam.
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Figure 5. Maximum simulated temperatures within target window (left) and thorium foil (right)
components during irradiations of varying beam current and width.

To test the sensitivity of the window and thorium foil temperature on the achieved thermal
contact resistance between the thorium foil and the window, simulations were carried out varying
the resistance from 0.0005 m?*K/W to 0.003 m?K/W. The window temperature, cooled by the cooling
water, is almost unaffected even for a heat transfer resistance underestimated by a factor of three.
The thorium foil temperature, however, raises from 442 K to 506 K, potentially causing damage to the
thorium foil.

Similarly, we varied the water flow in the cassette holding the targets from the nominal 0.12 kg/s
down to 0.006 kg/s. Although the temperature of both the window and the thorium foil increase, even
at a 95% reduction in water flow, the temperature only increases by less than 15%. Please note that a
zero flow situation is interlocked by the target thermocouples, which would trip off the proton beam
in the absence of cooling water flow.
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Figure 6. Maximum simulated stresses resulting from temperatures within window (left) and
thorium (right) target components during irradiations. Please note that increase in thorium foil
stresses as beam width increases (from 15 to 25 mm) is due to deposition of heat in regions of the
thorium that are not in contact with the window.

3.2. Test Irradiations

Two irradiations of this target design have been completed to date. Both targets were irradiated
for 36.5 h with an average beam current of 72.5 pA. Beam width was between 28-32 mm in the vertical
and 30-35 mm in the horizontal directions.

After allowing targets to decay for 7 days, the thorium foil was removed from the target. In both
cases, no damage, warping, or significant discoloration of the foil was observed.

The amount of 2> Ac and ??°Ra produced were measured via gamma spectroscopy. The decay
corrected activity at EOB (average + standard deviation) was (524 + 21) MBq (14.2 mCi) and (86 £ 13)
MBq (2.3 mCi) for ??° Ac and ?*°Ra, respectively. These correspond to saturation yields of 72.5 MBq/pA
for 22°Acand 17.6 MBq/pA for 225Ra.

While the 22° Ac quantities produced so far may be modest, significant scaleability exists for 22°Ac
production at TRIUMF’s IPF. An increase in irradiation time to a full 225 Ac half-life (9.9 days), would
increase production by a factor of at least 8. The simultaneous irradiation of 12 targets is also possible.
Combined, these two factors alone suggest 22° Ac production at IPF could be readily scaled to at least
42 GBq (1.1 Ci) every 10 days, without requiring changes to the beam parameters or target design.
Further increases in 22> Ac and *?°Ra yields could theoretically be achieved by increasing the proton
beam current or the thickness of the 0.25 mm thick thorium foil (IPF targets can accommodate targets up
to 8 mm thick); however, these would require a reassessment of the safety of such an irradiation—using
the methodology presented herein—and a potential redesign of the target to prevent target failure.

The saturation yields for a 12-target irradiation would increase to 870 MBq/pA and 211 MBq/puA
for 222 Ac and ?*Ra, respectively. Previous studies by others for the production of > Ac via 2*2Th
spallation have reported 22°Ac saturation yields of 444 MBq/pA at 90 MeV and 1140 MBq/pA
at 192 MeV [24,25]. However, these studies do not report yields for 225Ra production, which is
known to be smaller at the reported energies of irradiation [31,38,39]. The ?*Ra produced has the
potential to not only provide approximately 0.8 MBq of ?°Ac per 1 MBq of **Ra [14], but also
to provide generator-produced ?*>Ac with significantly reduced ??’Ac impurities, a long-lived
(t1/2 = 21.8 y) alpha-emitting radioisotope with low regulatory restrictions on waste disposal and
accidental intake [32].
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4. Conclusions

A target system for accelerator-based production of ?2° Ac from thorium metal at TRIUMF was
presented and discussed. The thermomechanical response of the target to irradiation by the proton
beam was thoroughly evaluated against conservative thresholds for target safety and the target was
found to be compatible with the existing beam at typically received at the irradiation facility.

The target system was tested in two irradiations with 72 pA of 450 MeV protons. After removal
from the beam neither the target windows nor the thorium foil showed signs of warping, discoloration
or any other signs of excessive heat or mechanical stress. With this system we were able to produce
(524 4 21) MBq of 2> Ac (14.2 mCi) and (86 + 13) MBq of ??°Ra (2.3 mCi) within a 36 h irradiation,
corresponding to saturation yields of 72.5 MBq/pA for ?°Ac and 17.6 MBq/uA for Raa. Longer
irradiations to produce higher quantities are planned for the near future. It is estimated that the
simultaneous irradiation of 12 targets over a 240 h period could produce 42 GBq of > Ac and 7 GBq of
225Ra without requiring any changes to the target or beam parameters—further scaleability exists if
these parameters would are also be changed.
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