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Tritium production from ternary fission
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Abstract. The tritium gas emission in the thermal neutron induced ternary fission of >*Cf has been determined
for the first time in a measurement at the intense neutron beam PF1B of the Institut Laue-Langevin in Grenoble
(France). A *’Cf sample was mounted in the centre of a vacuum chamber, at a short distance of a AE-E telescope
which permitted the identification of the ternary particles. The binary fission fragments were detected in a separate
run, using only the E detector. From these measurements, the energy distributions and the emission probabilities of
the ternary *H particles emitted in the thermal neutron induced ternary fission of **Cf could be determined. Based
on this result and on measurements published by us recently, we could enlarge the database related to *H emission
probabilities (denoted 7/B) and their energy distributions in particular for the Cm and Cf isotopes. The impact of
the excitation energy of the fissioning nucleus on the ternary particle emission probability is discussed, comparing
for a given compound nucleus, the 7/B data obtained from thermal neutron induced fission (excitation energy of the
fissioning nucleus = the neutron binding energy) and from spontaneous fission (excitation energy = zero). In addition,
semi-empirical relations between ¢/ B data and characteristics of the binary fission process are proposed.

1 Introduction

Since several years, our group has been involved in a sys-
tematic study of the characteristics of ternary « and triton
particles emitted during spontaneous fission decays or from
thermal neutron induced fission. Search for correlations be-
tween ternary particle properties (energy or angular distrib-
utions, emission probability...) and binary fission fragment
properties (prompt neutron multiplicity, available deformation
energy...) can be very useful for our understanding of the
ternary fission process. In addition, helium and tritium gas
produced in nuclear reactors originate mainly from ternary
fission, and data concerning this production are therefore
requested by nuclear safety specialists. The goal of the present
paper is threefold:

o First, we will shortly describe new experimental results for
the ternary triton particles emitted from the 2**Cf(ny,.f)
reaction. We will explain how these new data influ-
ence the ternary triton emission probability in a previous
B1Cf(ng,,f) measurement [1].

e Secondly, we present the new database on the ternary
triton characteristics which is now completed with our new
results on Cf (present work) and Cm ([2]) isotopes.

e Lastly, from this enlarged database, systematics in the
energy distribution parameters (average energy and width)
are discussed. In addition, the influence of the excitation
energy on the t/B behaviour is studied.
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2 New results on Cf isotopes
2.1 Ternary tritons emitted from the 2*Cf(ny,,f) reaction

The measurement of the yields and energy distributions of
ternary particles emitted from the thermal neutron induced
fission of 2*°Cf has been performed at the PF1B cold neutron
guide of the Institut Laue-Langevin in Grenoble (France). The
(very rare) 2*Cf sample, deposited on a Ti foil, is almost 100%
pure and its mass is 5.8 pg. The neutron flux at the sample
position was about 3.5 X 10° neutrons/(s.cm?). The sample
was placed in the centre of a vacuum chamber at an angle
of 45° with the incident neutron beam as shown in figure 1.
Two 4E-E telescopes, each consisting of a thin 4E and a thick
E silicon surface barrier detector, were placed on both sides
of the sample at about 4 cm distance and perpendicular to the
beam (see fig. 1). The measurement was performed in 3 steps:

e The first step consists in the determination of the binary
fission counting rate. The sample was placed to face the
AE-E telescope as shown by the straight line in figure 1.
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Fig. 1. Experimental setup used for the 2*Cf(ny,,f) measurement.
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Fig. 2. Two dimensional plots obtained from the 4E-E (top) and
AE’-E’ (bottom) telescopes.

The Al foil is removed and the 4E detector is replaced by
an empty dummy (with exactly the same dimensions as
the AE detector). Binary fission events are detected by the
E detector and the binary fission counting rate (Ngg) can
then be determined.

e The second step consists in the measurement of the ternary
alpha particles (also called the Long Range Alpha parti-
cles). It is done using the 4E-E telescope. A 30 um Al
foil was put in front of the telescope to stop the fission
fragments and the >*Cf decay a’s. A 29.8 um AE and
500 um E telescope allows a good separation between
LRA particles and the background as can be seen in the
top of figure 2. After the selection of the ternary alpha’s,
their energy (given by 4E + E) is corrected for the energy
loss in the sample and in the Al foil as well. Performing
a Gaussian fit on this corrected spectrum allows the deter-
mination of the average energy and the Full Width of Half
Maximum (FWHM) of the energy distribution. The area of
the fit gives the ternary alpha counting rate (noted Nyga).
The ternary alpha emission probability (noted LRA/B) is
given by the ratio Nyga/Npr.

e For the third step, the sample was turned over an an-
gle of 90° in order to place it in front of the AE’-E’
telescope (dashed line in fig. 1). Again, a 30 um Al foil
covered the telescope. A 49.8um A4E’ and 1500 um E’
telescope was used to measure the ternary triton and alpha
yields simultaneously. The use of a thicker 4E’ detector
(compared to the 4E detector) allows a better separation
between the ternary particles, but has the disadvantage of
raising the energy threshold at which particles reach the
E’ detector (see bottom of fig. 2). As in the second step,
the energy distribution for both LRA and triton particles
can be determined and their counting rate can then be
deduced. Figure 3 shows the triton energy distribution. We
found: N, = (0.876 + 0.027) ¢/s and N, = (0.069 +
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Fig. 3. Energy spectrum of the ternary triton emitted from the
29 Cf(ny,f) reaction.

0.009) t/s. The ratio between triton and alpha particles
is therefore: N/N;p, = (7.9 + 1.2)%. Combining results
obtained from the two last steps, the ternary triton emission
probability (noted t/B) can be deduced: t/B = (N,/N /LR )X
(NLra/NpF).
Results relative to the triton particles are included in table 1,
where the uncertainties are a combination of both systematic
and statistical errors.

2.2 Ternary tritons emitted from the 251 Cf(ny,,f) reaction

In May 2003, we have carried out the same type of measure-
ment but with a 3'Cf sample ([1]). Due to the isotopic com-
position of the sample, the contributions from the 2*’Cf(ny,,f)
reaction and from the 2°Cf(sf) and >>?Cf(sf) decays had to
be taken into account. Unfortunately at that time, the ternary
particle emission probabilities for the 2**Cf(ny,f) reaction
were not known and therefore their contribution could not
be removed properly. This situation has now changed and the
analysis of this experiment can be revisited. In May 2003, the
measured binary fission counting rate due to the 29 Cf(ng,f)
and 2'Cf(ng,f) reactions was: (fo = 1346.2 + 10.0 BF/s).

This counting rate can be written as:

foF =ed X (a-ij?Nz“g + 0',25~1N251) (1)
where € is the solid angle of the detection and @ the neutron
flux; N>* and N?°! represent the number of atoms of *°Cf
and *'Cf respectively; o} and o7} are the fission cross
sections at the average energy of the neutron beam, i.e.,
E, = 5.4meV. Similarly, the measured ternary triton counting
rate was: N;? = (0.316 + 0.054)s~!, which can also be
expressed as:

N:UIZ =edx ((I/B)249Cf0',21jc9N249 + (l‘/B)z51CfO'ﬁ;1N251) . Q)

Combining equations (1) and (2), the ternary triton emission
probability, (t/B)asicy, can be determined and the results are
also mentioned in table 1.

3 New database for ternary triton particles

An updated database for the *H emission probabilities
and their energy distributions is reported in table 1. This
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Table 1. Survey of the triton emission probability (t/B) and their energy distribution characteristics (average energy E and FWHM). The
average prompt neutron multiplicities data for (ng,f) reactions (v,(E...)) and for (sf) decays (v,(E.,. = 0)) are mentioned.

Reaction  E,. [MeV] V5 (Eexe) Vo(Eee =0) /B x 10* E [MeV] FWHM [MeV] Reference
24 Cm(sf) 0 2.690 £0.008 2.690 £0.008 191041 7.6+ 0.2 (fixed) 7.36 +0.80 [2]+Present work
246Cm(sf) 0 2.941 £0.008 2.941 £0.008 1.72+0.24 8.05 +0.34 7.77 +0.47 [1]
28Cm(sf) 0 3.134+£0.006 3.134 £0.006 1.79 +0.21 8.77 £0.16 7.85 +£0.21 [3]
250Cf(sf) 0 3.511+0.037 3.511+0.037 2.70 + 0.50 6.9 + 0.4 102+ 1.1 (8]
22Cf(sf) 0 3.768 £0.005 3.768 £0.005 2.43 +0.17 7.7+04 82+0.9 [8]
236Fm(sf) 0 3.621 £0.057 3.621 £0.057 3.90 = 0.50 6.1 £0.7 10.1 £ 2.6 [8]
29Th(ng,,f) 6.794 2.080 £0.020 1.353+0.136 0.85+0.15 [7]
23U (ng,,f) 6.844 2498 £0.004 1.766 +0.177 1.14 +0.05 8402 6.8 = 0.3 [7]
Z5U(ng,,f) 6.545 2.437+0.004 1.900+0.050 1.08 +0.04 84 +0.2 6.7+0.3 [7]
29Pu(ng,,f) 6.534 2.882 £0.005 2.142+0.005 1.42+0.07 8402 73+03 [7]
241Pu(ng,f) 6.309 2946 £0.006 2.134 £0.006 1.41 +0.06 8.4+ 0.1 6.9 +0.2 [9]
2 Am(ng, f) 5.538 3.121 £0.023 2528 +0.254 1.65+0.10 [6]
23Cm(ng,,f) 6.801 3422+0.045 2.690+0.008 1.77+0.39 7.8+0.2(fixed) 7.9 +0.2(fixed) [2]+Present work
25Cm(ng,,f) 6.458 3.825+0.032 2941 +£0.008 1.85=+0.10 84+0.2 7.76 £ 0.10 [4]
27Cm(ng,,f) 6.213 3.790 £0.150 3.134 +£0.006 1.84 +0.11 8.55 +0.27 7.52 +£0.33 [5]
29 Cf(ng,f) 6.625 4.080 +£0.040 3.511 £0.037 2.20 +0.35 8.41 £0.17 8.41 £0.99 Present Work
51Cf(ng,,f) 6.172 4.100 +0.500 3.768 +0.005 2.37 + 0.58 8.55 + 0.59 8.05 +0.91 [1]+Present Work
database is that of ref. [3] completed with our latest results 10— enaam 1 ' '
on *Cf(ng,,f) and »!'Cf(ng,f). Results on **Cm(ng,f) and 9< i
244Cm(sf) are those published in ref. [2], slightly modified in o6 o 934 4 R
order to take the background properly into account. So, for _ 8 79 ’ % 1
spontaneous fission, results on >**Cm up to 2°Fm nuclides are > .
available, while the neutron induced fission data cover target %- ] + ]
nuclei between 2?°Th and »! Cf. W 61 <e--824+006mev % .
51— : : i
11| © (sfidata i
4 Discussion 10 1

4.1 Triton energy distributions

In figure 4, the average energy (top) and the FWHM (bot-
tom) of the triton energy distribution are plotted, using data
from spontaneous fission decays and thermal neutron induced
fission reactions. This figure confirms that within the uncer-
tainties, the most probable triton energy remains remarkably
constant, except for 2°Cf(sf) and 2°Fm(sf). We found an aver-
age value (weighted by the uncertainties) of (8.24+0.06) MeV.
For the FWHM, a clear increase with the fissility parameter
(ZéN /Acn) of the compound nucleus can be seen. This beha-
vior (which was already observed in the past [7]) is quite well
explained from trajectory calculations. We found: FWHM =
—(18.62+5.40) + (0.71+0.15) Z%N/ACN.

4.2 Influence of the excitation energy

In order to study the impact of the excitation energy (brought
by capture of a neutron) on the ternary triton emission proba-
bility, we have compared this probability for the same fission-
ing nucleus at zero excitation energy (spontaneous fission)
and at an energy corresponding to the neutron binding energy
(thermal neutron induced fission). With the new available
database (see table 1), five compound nuclei can be studied:
244Cm; 24°Cm; 28Cm; 2°Cf and »32Cf. In figure 5, the (t/B)
ratio between (ny,,f) and (sf) for the same compound nucleus

TrwHm =
-(18.62+-5.40) + (0.71+-0.15) 2,/ A,

FWHM [MeV]
®

6 T T T T
36 37 38 39

Z /A

CN CN

Fig. 4. Average energy (top) and Full Width at Half Maximum
(bottom) of the triton energy distributions.

161 3] |
g .,
S E—
o 08 1 %T
E:

04

6.0 6.2 6.4 6.6 6.8 7.0
E_ [MeV]

exc

Fig. 5. Ratio of t/B in (n,f) reactions and spontaneous fissions, for a
given fissioning nucleus, as a function of excitation energy.

is plotted as a function of the excitation energy. This ratio is
compatible with the following law:

(t/BYAcN, Eexc)[(t/ B)Acn, Eexe = 0) = 1 + aoxcEexe  (3)
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4.2 9 Experimental Data
* Calculation
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Fig. 6. Comparison between experimental (t/B) data and the (t/B)
values calculated from equation (5).

where (1/B)(Acn, Eexc) 1S the triton emission probability for a
compound nucleus with mass A¢cy and having an excitation
energy E.,.. The a,,. parameter is assumed to be independant
of the mass of the fissioning nucleus. From the fit performed
on the experimental points of figure 5 (straight line), we
have found: a,,, = —(0.0023 + 0.0123) MeV~". In addition,
it is generally believed that the energy required to release
ternary particles is mainly taken from the available deforma-
tion energy of the fissioning nucleus. Since the average prompt
neutron multiplicity v, is a measure of the deformation energy,
a correlation between t/B values and v, values is expected. In
particular, it has been shown already [6] that the spontaneous
fission data follow the simple relation:

(t/B)Acn, Eexe = 0) = aVV_p(ACN7 E.. =0) 4)

where v,(Acy, Ecxc = 0) is the average prompt neutron multi-
plicity for a fissioning nucleus with mass Acy at zero excita-
tion energy. From the fit performed on the spontaneous fission
data, we have obtained: a, = (6.54 + 0.22) x 107>, Combining
equations (3) and (4), we have:

(t/B)Acn, Eexe) = a,(1 + aexcEexc)W(ACNa Eee =0). (5)

To evaluate the ternary triton emission probability at a given
excitation energy by using equation (5), we need to know the
prompt neutron multiplicity (V,(Acy, Ecxe = 0)) for sponta-
neous fission. When no data exist, we have considered the
Vp(Acn, Eexc) values for the thermal neutron induced fission
from which the contribution due to the excitation energy is
subtracted:

_ _ ov
Vp(ACN’ Epe =0) = Vp(ACNa Eexe) -

FmEexc- (6)

Based on a comparison of v,(Acy, E.xc = 0) data for spon-
taneous and thermal neutron induced fission leading to the
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same compound nucleus, the derivative factor dv/0FE, . was
found to be: (0.107 + 0.005) n/MeV. The v,(Acy, Ecxe = 0)
and V,(Acw, E.x.) data are reported in table 1. In figure 6,
the comparison between the experimental (t/B) values and
the calculated ones (using eq. (5)) are plotted. An excellent
agreement could be reached except for the 2°Fm(sf).

5 Conclusion

In the present paper, we report new results on the ternary triton
characteristics emitted for the 2*°Cf(ng,f) and 2'Cf(ng.f)
reactions. An updated database, with the energy distribution of
the triton particles and their emission probabilities is reported
for (sf) decays and (ny,,f) reactions. These characteristics can
be very well described from systematics which were revisited.
Lastly, a procedure to determine the (t/B) values as a function
of the incident neutron energy is proposed.
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of Chemical Sciences, Geosciences, and Biosciences of the US
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