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Chapter 1

Spallation reaction

1.1 Historical note

The observations of particle cascades in cosmic rays interactions have been
done already in 1930’s [1]. The thermal neutron flux density induced by
cosmic-ray-protons is ∼ 10−4−10−3 neutrons cm−2 s−1 at the Earth’s surface
[2].

The first accelerator-driven spallation reactions have been discovered by
B. B. Cunningham at Berkeley [3] in 1947. Theoretical description was given
soon after by Serber [4]. W. H. Sullivan and G. T. Seaborg made up the
term “spallation” in the same year [5].

Spallation reactions have been investigated for many years, but it has not
been precisely described yet. They are being investigated with the increasing
interest in the last two decades, as the spallation applications require more
precise knowledge.

Spallation neutron sources are of interest for transmutation of long-lived
actinides and fission products from nuclear waste [6], plutonium from nuclear
weapons [46], or thorium (as an energy source) [43], material research and
industry [9] or medicine for radiotherapy [10].

1.2 A course of spallation reaction

Spallation reaction is a process in which a light projectile (proton, neutron,
or light nucleus) with the kinetic energy from several hundreds of MeV to
several GeV interacts with a heavy nucleus (e.g., lead) and causes the emis-
sion of a large number of hadrons (mostly neutrons) or fragments. Spallation
has two stages: intra-nuclear cascade and deexcitation, see Fig. 1.1.
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Figure 1.1: The scheme of a spallation reaction (according to [11]).

Figure 1.2: The scheme of an intra-nuclear cascade generated by a proton in
a heavy nucleus with the impact parameter b. The solid circles represent the
positions of collisions, the open circles represent the positions forbidden by the
Pauli exclusion principle. The short arrows indicate “captured” nucleons, which
contribute to the excitation of the nucleus (taken from [12]).
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1.2.1 The intra-nuclear cascade (INC)

The intra-nuclear cascade (INC) is a fast direct stage (∼ 10−22 s), see
Fig. 1.2. As the reduced de Broglie wavelength of the ∼ 1 GeV proton is
∼ 0.1 fm, it interacts with individual nucleons in the target nucleus (instead
of creating a compound nucleus). The projectile shares its kinetic energy
with target nucleons by elastic collisions and a cascade of nucleon-nucleon
collisions proceeds.

At low projectile energies (∼ 100 MeV), all interactions occur just be-
tween nucleons and the process is called nucleon cascade [13]. Gradually, with
growing incident particle energy, the threshold energies for particle produc-
tion in nucleon-nucleon collisions are being exceeded. Initially, pions come
up (at energies of about hundreds of MeV), at bigger energies (∼ 2 − 10
GeV) heavier hadrons are being produced. They can also participate in the
intra-nuclear cascade and interact between each other, what is called hadron
cascade [13]. Particles that obtain energy high enough to escape from the
nucleus are being emitted mainly in the direction of the incident particle.
The rest of the energy is equally distributed among nucleons in the nucleus
which is left in a highly excited state.

The intra-nuclear cascade is not sharply separated from the equilibrium
decay. In a pre-compound stage, the pre-equilibrium emission can hap-
pen1. In the course of this stage, fast particles or fragments may be emitted
after each interaction between the incident or other cascade particle and
a nucleon inside the nucleus. The energies of pre-equilibrium particles are
greater than energies of particles emitted during the equilibrium decay.

1.2.2 Deexcitation

Finally, the equilibrium stage comes up (∼ 10−16 s). Energy is equally dis-
tributed throughout the nucleus that is in a highly excited state with small
angular momentum. The nucleus loses its energy by evaporation of neu-
trons or light charged fragments (e.g., d, t, α) with energies up to ≈ 40 MeV
(which is the nuclear potential well depth [15]). The particles are emitted
isotropically (in contrast to INC, see Fig. 1.3).

A competitive process to evaporation is fission (into two fragments simi-
lar in proton number). Fission products also undergo evaporation (depending
on their excitation energy).

1For bigger beam energies and especially in heavy-ion collisions [14], multi-
fragmentation (production of many fragments of relatively small charges) or breakup into
individual particles are possible as well.
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Figure 1.3: Neutron production double-differential cross-sections in reactions of
1.2 GeV protons on a thin Pb target (thickness of 2 cm). Each successive curve
(from 160 ◦) is scaled by a factor of 10 with decreasing angle. Points are experimen-
tal values (measured at the SATURNE accelerator), histograms represent Bertini
INC calculations (full lines) or INCL calculations (dotted lines). In order to obtain
enough statistics, the emission angle in simulations was taken as ±2.5 ◦, while the
experimental aperture was ±0.43 ◦ for En > 200 MeV and between ±0.71 ◦ and
±0.81 ◦ for lower neutron energies (according to [16]).
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When the nucleus does not have energy enough to emit neutrons (its
excitation energy becomes smaller than the binding energy, typically about
8 MeV), it deexcites by γ-emission. After the termination of de-excitation by
γ-transitions, the resulting nucleus is usually β-radioactive and decay until
the stable state.

Two aspects of major importance in spallation reactions are residual nu-
clei (or spallation products) and emitted neutrons (or spallation neutrons).

1.3 Spallation products

The spallation products spread out in two regions of the chart of the nuclides,
see Fig. 1.4. The upper right part corresponds to the heavy proton-rich
residues produced from evaporation (spallation-evaporation products), the
central part corresponds to the medium-mass residues produced from fission
(spallation-fission products).
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Figure 4: Two-dimensional cluster plot of the isotopic production cross sections
of all the spallation residues measured at GSI in the reaction 208Pb(1 A GeV)+p
shown on top of a chart of the nuclides [15].
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Figure 1.4: The cross-sections for residual nuclei production in the 208Pb (1 AGeV)
+ p reaction. The distribution of the isotopes produced is shown on a chart of the
nuclides, where black open squares represent stable nuclei, the magic proton and
neutron numbers are indicated. Spallation-evaporation products and spallation-
fission products are separated by a minimum of cross-sections at Z = 58 ± 3.
About 900 isotopes were identified, the total reaction cross-section amounts to
σtot = (1.87± 0.23) b (according to [19, 21]).

The spallation products can be measured using two methods: direct [17,
18] or inverse kinematics [19].
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longitudinal momenta of all residues were de-
termined with high precision. 

The present paper explores the isotopic 
composition of the final residues measured in 
a broad range of nuclear charge and the influ-
ence of the neutron-to-proton ratio of the ini-
tial system on the isotopic composition of the 
final residues. Results on high-resolution 
measurements of longitudinal residue veloci-
ties are also given. This paper is dedicated to 
present the experimental data. More detailed 
discussions and comparisons with nuclear-
reaction models will be the subjects of forth-
coming publications. 

 
 

II Experimental technique 
 
The experiments with the two xenon 

beams, 124Xe and 136Xe, both at 1 A GeV, were 
performed at the Fragment Separator (FRS) at 
GSI. The beams were delivered by the heavy-
ion synchrotron (SIS) with intensities of 
~3.108 and ~4.107 particles per spill for 124Xe 
and 136Xe, respectively. In both experiments, 
the spill length was varied between 1 and 10 
sec in order to keep the maximum counting 
rate allowed by the detector limits and the data 
acquisition system. In the following, the prin-
ciples of the isotopic identification at the 
Fragment Separator and its detection system 
will be described. 

 

 
Figure 1: (Color online) Schematic view of the 
Fragment Separator (FRS) and the associated de-
tector equipment. See text for details. 

The Fragment Separator [17] is a high-
resolution magnetic spectrometer, which al-
lows mass and element separation of the final 
residues ranging from the lightest masses up to 
the mass of the heavy projectile. The projec-
tile-like fragments exiting the target are de-
tected and isotopically identified in flight in 
the associated detector equipment. A sche-
matic view of the experimental setup is shown 
in Fig. 1. 

The FRS is a two-stage magnetic spec-
trometer with a maximum bending power of 
18 Tm, an angular acceptance of 15 mrad 
around the beam axis, and a momentum ac-
ceptance of 3%. A beam monitor, SEETRAM 
(Secondary Electron TRAnsmission Monitor), 
was used to constantly measure the number of 
incoming beam particles. The beam monitor 
and its calibration system are mounted in front 
of the spectrometer [18,19,20]. The 
SEETRAM consists of three thin foils of 11.5 
cm in diameter which are mounted perpen-
dicular to the beam axis. The outer foils are 
made of 14 µm thin aluminium, while the 
middle foil is made of a 10 µm thin titanium 
layer. The reaction rate in the SEETRAM 
amounts to less than 0.1% and the energy loss 
to less than 0.05% for both primary beams. 
The target is located 2.27 m in front of the first 
quadrupole of the FRS. In both experiments a 
natural lead foil of 635 mg/cm2 thickness was 
used as a target. The primary beam looses less 
than 2% of its energy in the lead target. Cor-
rections due to energy loss thus do not deterio-
rate the accurate measurement of the longitu-
dinal momenta of the reaction products.  

The standard FRS detection equipment 
was used for the isotopic identification. It con-
sists of two plastic scintillation detectors, two 
Multiple-Sampling Ionization Chambers 
(MUSIC) [21] and a system of Multiwire-
Proportional Counters (MWPC) [22] located 
as shown in Fig. 1. In order to cover the full 
nuclear-charge range, the measurements per-
formed in the present experiments were split 
into two groups of settings of the FRS. In the 
light-fragment settings the fragments with 
charge Z<30 were measured, while in the 
heavy-fragment settings fragments with 
charge Z>25 were detected in order to have a 
sufficient overlap of the measured cross sec-
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Figure 1.5: Left: Schematic view of FRS in GSI (Gesselschaft für Schwerionen-
forschung) Darmstadt, Germany (taken from [22]).
Right: Spallation neutron spectrum (MCNPX simulation of neutron produc-
tion in p+Pb at 1 GeV; an arbitrary normalization) and fission spectrum (χ =√

2
πe exp(−E) sinh(

√
2E); according to [11]).

1.3.1 Direct kinematics

In direct kinematics, a relativistic light projectile hits a heavy target. The
spallation products, which stop in the target, can be detected using γ-
spectroscopy and mass spectrometry.

This method has the possibility to measure the yields of the meta-stable
states of residual nuclei, it can use radioactive targets, and it consumes less
beam time. On the other hand, it is impossible to measure the yields of
very long-lived, stable, and very short-lived nuclei, and the off-line yields
measurements are more time consuming.

1.3.2 Inverse kinematics

In the case of inverse kinematics, a relativistic heavy nucleus hit a light
target. The spallation products leave the target in forward direction and can
be identified immediately in flight using the appropriate technique.

The example can be the magnetic spectrometer FRS (FRagment Sepa-
rator) [20] consisting of four dipole magnets (plus sets of quadrupoles and
sextupoles) and the following detector equipment (Fig. 1.5 left): a beam
monitor (seetram), an energy degrader (placed at F2) causing energy losses
of the transiting nuclides depending on their charge, two position-sensitive
plastic scintillator detectors (SC2, SC4) measuring horizontal position of the
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transiting nuclides and time of flight (TOF) over the flight path of 36 m from
each other, multiple-sampling ionisation chambers (MUSIC), and multi-wire
proportional counters (MW).

1.4 Spallation neutrons

The neutrons produced in spallation reactions can be characterized by their
energy and spatial distributions and multiplicity.

1.4.1 Neutron spectrum

Spallation neutron spectrum extend from the beam energy down to tenths
of keV with the maximum around 2 MeV and differs so from fission neutron
spectrum that reaches from thermal energies up to app. 10 MeV with the
maximum around 1 MeV, see Fig. 1.5 right.

Spallation neutron spectrum2 can be decomposed into four compo-
nents, each of which represents a single physics process leading to neutron
production [23] (see Fig. 1.6):

d2σ

dΩdE
= A1 exp

(
− E

E1

)
+

3∑
i=2

Ai exp
(
− E

Ei

)
+

+ Ael exp
[
−
(E − Eel

Wel

)2]
+ Ainel exp

[
−
(E − Einel

Winel

)2]
, (1.1)

where the evaporation component, cascade component, quasi-elastic com-
ponent (correspond to peripheral collisions when neutron is ejected after
one elastic collision), and quasi-inelastic component (the same as the latter,
but leaving the partner nucleon excited to the ∆-resonance) stand in this
sequence. Of course, the quasi-elastic and quasi-inelastic components are
inconspicuous at backward angles, see the lower part of Fig. 1.6.

The quantity Eel (Einel) is the average energy of the neutrons that are
ejected after a single (in)elastic collision induced by the incident proton. The
quantity Einel(0

o) differs from the incident energy because of the Fermi mo-
tion of the struck nucleon (and the influence of the Pauli blocking, which
may inhibit the collision). The quantity Wel reflects the “width” of this

2The double differential cross-section d2σ
dΩdE is defined as the number of neutrons that

are scattered into the solid angle interval (Ω, Ω + dΩ) and into the energy interval (E,
E + dE). It is normalized to dΩ, dE.
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El is decreasing slightly with A, in keeping with the decreasing value of  E*/A  with 

increasing target mass and therefore of  the apparent neutron temperature. The product 

ATE1, which is proportional to the neutron evaporation yield, is scaling as A 3/2. This is 

more or less consistent with the fact the properties of  the evaporation neutron multiplicity, 

that is proport ional  to A (see Fig. 1 ),  and of  the total reaction cross-section, that behaves 

roughly as A a/3` The small difference between the two exponents is possibly be due to 

the fitting procedure. We would l ike to mention that in Ref. [26] ,  a similar fit is applied 

to the data for proton-induced reactions and a power law is obtained with a similar value 

of  the exponent. Al ike  A-dependencies are obtained from the fit o f  the recently measured 

neutron double  differential cross-sections at 0 ° on various targets at SATURNE [27] .  

Figure 1.6: Neutron production double-differential cross-section in reactions of
0.8 GeV protons on a thin Pb-target. The upper part is averaged over angles
0− 5o, lower part is averaged over angles 140− 160o. The symbols give the results
of INCL+Dresner simulation: stars stand for cascade component, open circles for
evaporation. The thick curve represents the fit of the results by formula (1.1),
thin curves represent various components: full curve – evaporation, dotted and
small-dashed curve – cascade, long-dashed curve – quasi-inelastic, and dot-and-
dashed curve – quasi-elastic components. The thick dashed curve (in the lower
part) represents the fit when only one exponential in the cascade component of
formula (1.1) is leaved in (taken from [23]).
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Fermi motion (with the influence of the Pauli blocking). The width Winel is
dominated by the width of the produced ∆-particle, which is much larger
than the width of the Fermi sea. The physics meaning of the width parame-
ters E1,2,3 is not obvious. The parameters Ei and amplitudes Ai depend on
the target mass (in the case of U-target, it is necessary to take into account
also extra neutrons emitted by the excited fission products).

The fact that the cascade component cannot be fitted by one exponential
function (which is indicated in the lower part of Fig. 1.6) reflects the
process complexity. On the other hand, it can be perceived as a surprise
that the multiple collision part of the cascade could be simply described by
two exponentials.

The experimental results of energy and spatial distributions of the neu-
trons produced in spallation reactions show the same trends as simulatons,
see Fig. 1.3. The quasi-elastic and quasi-inelastic contributions disappear
above 25 ◦. Neutrons with energies from 3 to 400 MeV have been detected by
the time-of-flight technique (the time difference between the incident proton,
tagged by a plastic scintillator, and a signal from a neutron-sensitive liquid
scintillator) [24]. Neutrons with energies bigger than 200 MeV (where the
TOF resolution is poor) have been detected using (n,p)-scattering on a liquid
hydrogen converter and reconstruction of the proton trajectory in a magnetic
spectrometer [25]. The angular distribution of neutrons have been measured
by an additional collimation system.

1.4.2 Neutron multiplicity

The number of neutrons produced per one beam particle is called multi-
plicity. Neutron multiplicity as a function of the beam energy and target
material shows roughly linear dependence on the target mass number (in the
range 12 < A < 238) and slow increase with incident proton energy (in the
range 0.2 < Ep < 2 GeV). The semi-empirical formula ([23]):

Mn(Ep[GeV], A) = (0.0803 + 0.0336 ln(Ep))A (1.2)

gives better than 10% accuracy for A > 40, see Fig. 1.7.
The share of cascade and evaporation neutron components depends on

the beam energy. Broadly speaking, the evaporation contribution is more im-
portant than the cascade one by a factor of 2 for Ep > 1 GeV; its importance
is reduced at lower energies [23]. The cascade component is roughly a linear
function of target mass number and only weakly depend on proton energy,
see upper part of Fig. 1.8. The evaporation component is also almost a
linear function of target mass number but it depends much more on proton

12



Figure 1.7: Neutron multiplicity per incident proton as a function of beam energy
(upper part) and (thin) target material (lower part). Results of INCL+Dresner
simulation (taken from [23]).

energy, see lower part of Fig. 1.8.
In the case of INC, the most important is the number of collisions made by

the incident particle. This parameter does not change strongly with incident
energy, because the nucleon-nucleon cross-section does not change much in
the considered energy region.

In the case of evaporation, the number of emitted neutrons depends
mainly on the excitation energy left in the target nucleus at the end of the
cascade stage. This excitation energy increases (slightly less than linearly)
with the proton beam energy (see Fig. 1.9).

13



Figure 1.8: Neutron multiplicity as a function of (thin) target material. Split into
cascade (upper part) and evaporation components (lower part). Open symbols
refer to the values of the incident energy, with the same convention as in the
previous figure. Results of INCL+Dresner simulation (taken from [23]).

1.5 Spallation reactions on thick targets

In the case of a thick target, high-energy particles escaping from the nucleus
in the course of INC can induce further spallation reactions and generate
inter-nuclear cascade. It relates mainly to neutrons because they do not
lose their energy by ionization losses. Thus, among all emitted particles,
they penetrate deepest into the target material. For some target materi-
als, low-energy spallation neutrons (i.e., low-energy cascade plus evaporation
neutrons) can enlarge neutron production by (n,xn)-reactions.

14
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collisions, i.e. the collisions made by the incident particle or by the leading particle, l 

This quantity does not change strongly with incident energy, since the nucleon-nucleon 
cross-section is not varying dramatically in the energy range considered here. Fig. 2 
shows that, roughly speaking, the multiplicity of the neutrons produced in the cascade 
stage is close to the A 1/3 law, which is followed by the number of primary collisions [6]. 
However, secondary collisions are playing some role. They are expected to increase with 
A faster than the primary collisions. This is responsible for the almost linear variation 
of the cascade neutron multiplicity with A (see Fig. 2) 

The multiplicity of evaporated neutrons is almost proportional to the target mass 
number and does depend more upon the incident proton energy. The linear dependence 
upon A is somewhat accidental, as we explain below. But before, let us discuss the 
excitation energy E* left in the remnant after the cascade. It is given in Fig. 3. Its 
non-trivial variation needs some comments. First, one has to realize that the average 
excitation energy is a small fraction of the available energy. In fact, most of the latter 
is carried away by the final kinetic energy of the projectile (or of the leading particle) 
and by the kinetic energy of the ejected particles. Fig. 3 shows that E* is increasing 
with the incident energy, but less than linearly. For light target, the excitation energy is 

i The incident particle is not always the most energetic one, because of charge exchange reactions among 
other reasons. See Ref. 16] for a detailed discussion. 

Figure 1.9: The excitation energy left in the target nucleus after INC in proton-
induced reactions at several incident energies as a function of target mass (taken
from [23]).

Globally, the incident proton induces the production of a large amount
of neutrons (Fig. 1.14) with wide energy spectra (Fig. 3.2). The neutron
multiplicity for thick targets depends on the projectile-target combination.

Thick target neutron multiplicity can be calculated as

Mn(xmax) =

∫ xmax

0

Mn(Ep(x))Np(x)njdx, (1.3)

where Mn(Ep(x)) is the thin target neutron multiplicity expressed by the
formula (1.2). The beam intensity is

Np(x) = N0 exp(−x
λ

), (1.4)
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where λ = 1
njσ

is the mean free path, nj is the number of target nuclei per

unit volume, σ is the reaction cross-section.

1.5.1 Projectile type and energy

Besides protons, other light nuclei or hadrons beams have been investigated.
The deuteron-induced spallation reactions on thick targets were explored
theoretically [26] using the LAHET+MCNP codes. Neutron production in
deuteron-induced reactions is bigger than in proton-induced ones by a factor
of 1.3-2.5 for light targets and small beam energies, but it is more or less the
same (within 10%) for heavy targets and bigger beam energies (Fig. 1.10),
which are considered for ADS purposes.

Fig. 1. Estimate of neutron production by protons and
deuterons with total incident energies of 200 MeV, 500 MeV and
1000 MeV. A thick target is a cylinder with equal length and
diameter given by 2 ranges for protons depending on incident
energy.

1Here the neutron production is increased because of the
further contribution from fissions.

no much new and systematic data available on
neutron multiplicity measurements within the en-
ergy region of 50MeV(E

130+.
(600MeV, in par-

ticular for reactions induced by deuterons.
Therefore, both (p,xn) and (d,xn) experiments at
these energies are strongly desired.

We have to note at this point, that the neutron
multiplicities recently reported by Cugnon et al.
[24,25] cannot be directly compared to our cal-
culated values. The authors in this paper performed
the calculations for infinitely thin targets without
any particle transport in materials. That means
only elementary interactions through intranuclear
cascades and evaporations are taken into account,
and the final neutron multiplicities do not depend
on the target geometry, what is not true in the case
of our calculations. The total number of neutrons
(averaged over all events and normalized per inci-
dent projectile), originating from primary reactions
as (proj.,xn), (proj.,f),2 and secondary reactions as
(n,xn), (n,f)2 until transported particles reach
their energies down to E

.*/
, is referred hereafter as

an average neutron multiplicity SM
/
T. In the pres-

ent application a full transport calculation is per-
formed by LAHET for protons, pions and muons
above 1, 0.149 and 0.113MeV, respectively, and
those neutrons above 20MeV. Neutrons appearing
below 20MeV are recorded on an interface file for
subsequent transport with MCNP code down to
energies of 10~11MeV. In this way total number of
fissions N

&*44
which take place in the fissionable

material during full particle transport can be esti-
mated as well.

3. Average neutron multiplicities

The total energy is one of the essential para-
meters which defines the actual costs of particle
acceleration, and it is preferred to compare neutron
production by protons and deuterons at the same
total incident energies. The authors in Ref. [26]
estimated that deuterons seem to be more efficient
projectiles for neutron production for all target
materials if compared to protons at the same inci-
dent energies. There is a simple explanation of that;
neutron production will increase with the number
of interactions, and this increases with the range

R&E2/MZ2 following the energy loss relation.
For a given energy E this favours protons with
minimum MZ2"1. However, an extra neutron
very loosely bound in the projectile and the corre-
sponding contribution from (n,xn) and (n,f) reac-
tions easily compensates this effect for deuterons.

Fig. 1 represents total neutron yield from proton
(p) and deuteron (d) induced reactions as a function
of three incident energies and a number of thick
target materials. It is clearly seen that the target
dependence of the neutron yield is quite similar for
all projectiles: the neutron production is more fa-
vourable for very light (lithium or beryllium) and
very heavy (thorium or uranium)1 target materials.
For all energies deuterons are much more efficient
than protons in neutron production if one chooses
very light targets. In the case of Be, neutron yield is

D. Ridikas, W. Mittig/Nucl. Instr. and Meth. in Phys. Res. A 418 (1998) 449—457 451

Figure 1.10: Neutron multiplicity as a function of target material for 200, 500,
1000 MeV protons and deuterons. A thick target (cylinder with equal length and
diameter given by two ranges for protons depending on incident energy) was used
for LAHET+MCNP simulation (taken from [26]).

A set of experiments with 3.65 AGeV light nuclei beams was carried out
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at JINR Dubna [27] in 1980’s with conclusion that the number of neutrons
produced per one incident proton as well as the power consumption for neu-
tron generation are slightly preferable for light nuclei (2H, 4He) to protons,
while neutron production for heavier projectiles (12C) decrease because of
higher Coulomb potential. But this is valid for beam energies & 3 AGeV
only; the ionization losses of ions increase significantly for beam energies
around 1 GeV, which is expected optimal energy region for future ADS.

Recent experiments carried out at CERN [28] show that the proton-,
antiproton-, charged pion-, positive kaon-, and deuteron-induced reactions
in the energy range of 1-6 GeV result in very similar neutron multiplicities,
see Fig. 1.11. So, the neutron multiplicity is relatively independent of the
incident hadron species.

Pb-target are shown. If we compare the distribu-

tions induced by p and p at the same incident
kinetic energy (1.22GeV), we observe that in the

case of p-induced reactions the neutron multiplicity
distribution is shifted by almost a factor of two
towards higher neutron numbers. But if we take

into account also the p-nucleon annihilation energy
of 2m

1
c2, we obtain an available energy of

E
1
#2m

1
c2"1.22#1.88"3.1GeV. Thus, the

comparison with 1.22GeV p should be rather made
at an incident proton energy of 3.1GeV. The third
distribution shown in Fig. 17 was measured at
E
1
"3.17GeV. We observe indeed that the neu-

tron multiplicity distributions are very similar for

p- and p-induced reactions if compared at the same
available incident energy. This finding indicates
already that the neutron production is relatively
independent of the primary hadron species.

Proton and pion (pB)-induced reactions should
also be compared at the same incident kinetic
energy. In the case of negative pions, one might

Fig. 18. Neutron multiplicity distribution of 3.86 GeV p` (L)
and 4.15GeV p (v) on a 35-cm-long 15-cm-diameter Pb-target.
The dashed and solid curves correspond to Gaussian fits to
the data.

argue that the capture of a p~ in a nucleus at the
end of an inter-nuclear cascade converts the rest
energy of the pion (138MeV) to nuclear excitation
(see Ref. [51]). This would favour a comparison at
an available energy of E

p
~#m

p
~c2. In any case we

have measured the neutron multiplicity distribu-
tions at the same momenta and consequently the
best approach to the same incident kinetic energy
is the comparison at E

1
"4.15GeV and E

p
`"

3.86GeV. This is done in Fig. 18. We observe very
similar distributions with the protons shifted some-
what to higher neutron multiplicity, but then the
energies are also different by about 0.3GeV.

It should be noted again, however, that the neu-
tron multiplicity distributions and the correspond-
ing mean values are relatively independent of the
target geometry as well as of the reaction probabi-
lities, as given by the reaction cross-sections or

Fig. 19. Mean neutron multiplicity SM
/
T for incident protons

p`, pions pB, kaons K`, and deuterons d` as a function of
incident kinetic energy on 35-cm-long 15-cm-diameter Pb and
40-cm-long 8-cm-diameter U targets. Antiprotons p~ are plot-
ted at the available incident energy: E

1
# 1.88GeV. The mean

neutron multiplicity has been corrected for a mean efficiency of
e"0.85 (see also Section 7). The curves connect the data points.

114 D. Hilscher et al. /Nucl. Instr. and Meth. in Phys. Res. A 414 (1998) 100—116

Figure 1.11: Neutron multiplicity as a function of beam energy (for different beam
particles) on thick lead (length of 35 cm, diamater of 15 cm) and uranium (length
of 40 cm, diamater of 8 cm) targets. The curves connect the data points (taken
from [28]).

Neutron multiplicities can be investigated using a liquid-scintillator de-
tector with large angular acceptance, e.g., the 4π BNB (Berlin Neutron Ball)
detector [32] and the ORION detector [33] consist of a spherical shell filled
with liquid scintillator (which slow the produced neutrons by scattering with
H and C nuclei) loaded with Gd that capture the moderated neutrons. The
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consequence, the neutron signals have been select-
ed within a time gate opened 0.7 ls after the reac-
tion takes place and closed after 45 ls when the
probability to capture a neutron is reduced to 2%.

The scintillator light is registered by 24 fast
phototubes distributed evenly at the surface of the
tank. It is worth stressing that in contrast with
measurements implying liquid scintillator detec-
tors for time-of-¯ight (TOF) information [16], the
present measurements have been performed with-
out low-energy threshold, since the neutron needs
to be thermalized anyway (down to 0.025 eV) in
order to be captured. The e�ciency of the BNB
with a three-fold coincidence between the pho-
totubes, measured to be 82.6% with the hEi � 2:1
MeV neutrons from a Cf source, remains larger
than 55% for neutrons at 20 MeV, as can be de-
rived from a Monte Carlo simulation [18], and
then drops down to about 15% at 100 MeV
(Fig. 2). The e�ciency of the BNB was continu-
ously monitored during the data taking with a Cf
source installed on the bottom of the scattering
chamber with the neutron counting being triggered
and tagged by the detection of a ®ssion fragment.
A ®t to the BNB e�ciency is also given in Fig. 2
for a light detection threshold of about 2 MeVee
(MeV electron equivalent). The neutrons below 20

MeV are, by far, the most abundant ones emerging
from a thin target [16]. The situation is even better,
as far as the e�ciency is concerned, for neutrons
leaking out from thick targets [17], with their much
softer kinetic energy spectra. In order to make a
reliable e�ciency correction for the present mea-
surements, a simulation has been performed, using
the HERMES [19] computer code to calculate the
kinetic energy distribution of the leaking neutrons
and then fold the resulting data with the e�ciency
of the BNB. The correlation between the neutron
kinetic energy and the e�ciency is provided by a
simulation [18]. The overall e�ciency taking into
account the neutron energy spectrum for each
experimental condition is shown in Fig. 3. The
detection e�ciency increases with increasing target
thickness since the leaking neutrons become less
and less energetic due to their slowing down within
the target. Moreover, with increasing target
thickness and material density the high-energy
spallation neutrons are subject to further nuclear
reactions and their energy in the neutron spectrum
is thus reduced. The detection e�ciency is shown
to be excellent in all cases and this makes the 4p-
Gd loaded liquid scintillator detectors unique tools
for such measurements. The correction to be ap-
plied to the number of observed neutrons is at
most 35%. As shown in a previous work [20] for

Fig. 2. Detection e�ciency of the BNB as a function of neutron

energy as calculated with the DENIS code [18] (dots). The data

are ®tted with the polynomial function as displayed by the solid

line (the coe�cients of the polynomial are provided).Fig. 1. The 4p BNB with thick targets stacked in the reaction

chamber.

302 A. Letourneau et al. / Nucl. Instr. and Meth. in Phys. Res. B 170 (2000) 299±322

Figure 1.12: The 4π BNB detector with targets stacked in the reaction chamber
(taken from [32]).

scintillator light is being registered with a set of photomultipliers distributed
on the surface of the shell.

Besides multiplicity, an important quantity is the neutron cost, i.e., the
number of produced neutrons normalized per one incident particle and per
unit of its energy. Monte-Carlo simulations of neutron cost on thick, lead
target as well as various experimental data show that the optimal proton en-
ergy for maximum neutron yield favourable for ADS purposes can be reached
around 1 GeV [29], see Fig. 1.13.

1.5.2 Target parameters

Regarding target parameters, its material and size are those which determine
the neutron multiplicity. In principle, the heavier target nucleus the larger
amount of neutrons is being produced. The gain factor between heavy and
light targets is around a factor of five [21], however, the radiotoxicity induced
in the spallation target could be significantly reduced when using lighter tar-
gets [26]. Neutron multiplicity can be increased by using of a fissile material.
In addition, important parameters of target material are thermal conductiv-
ity, caloric receptivity, melting and boiling points [30].
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Each hadron cascade tree is stored without any loss of 

physical information during its simulation, allowing com- 

plete division of the modeling and registrating parts of the 

code as well as to the repetition of the tree processing and 
visualization the tree. The SHIELD code’s open architec- 

ture presumes its modification and improvement. 
In our calculations the target represents a lead cylinder 

of natural isotope composition of 20 cm diameter and 60 
cm in length. Such a dimension guarantees a nearly 

complete absorption of the charged component of the 

hadron cascade and are the accepted standard for the topic 

in question. A pencil proton beam impinges on the center 

of the target along the cylinder axis. 
Here we have restricted ourselves to the neutron yield 

data only. A more complete information on the hadron 
cascade development (energy distribution among various 
processes, energy deposition, nuclei-products yield etc.) 

can be found in Ref. [4]. 
Results of calculation are presented in Fig. 1 showing 

the specific yield of neutrons with energies below 10.5 

MeV’ from the whole cylinder surface, namely the number 

of escaped neutrons per incident proton divided by the 

1: 
10-I I IO 102 

GeV 

Fig. 1. Yield of neutrons with energies below 10.5 MeV from the 
whole surface of the cylindric lead target (4 = 20 cm, L = 60 cm) 

in dependence on the incident proton energy: 0 -our calculations, 
the curve is drawn through the points to guide an eye; a - 

experimental data of Tunnicliffe et al. (extracted from the review 

of Barashenkov [ 11); 0 -experimental data [2]; 0 -experimental 

data [3], recounted from tungsten to lead (see text). 

’ The value 10.5 MeV is nothing more than upper limit of the 

1st BNAB energy group; the main bulk of the neutron yield is in 

this low energy region. 

incident energy. The experimental data mentioned above 

are depicted there also. At 70 GeV the experimental 

neutron yield value [3] is given, being recalculated from 

tungsten to lead target according to the relationship [ Y( Pb)/ 

YWI,,, = tWb~~YCWI,,,,,,> where theoretical values of 
the yield are obtained using the SHIELD code. 

As one can see, the maximum specific neutron yield is 
observed at incident proton energy near 1.2 GeV A fall in 

yield at lower energies is determined by direct ionization 
loss of the primary proton energy, while at higher 

energies - by energy transfer into electron-photon showers 

due to generation and decay of neutral pions. Therefore the 

optimal energy for generation of neutrons (with respect to 

the energy cost per neutron) is approximately 1.2 GeV 
However, an application of high-current proton beams of 

such energy are joined with some difficulties at the 
formation of the beam and the injection into a target. These 

are connected, at first, with losses during beam accelera- 
tion and transport and, moreover, with radiation damage of 
materials and the high density of energy deposition in 
target areas near its first wall. 

On the other hand, although the specific neutron yield 

decreases with incident proton energy, the total neutron 

yield is very high in the tens of GeV region and continues 

to increase substantially. For example at 70 GeV near 650 

neutrons per proton are generated as compared to 24 
neutrons at 1 GeV Therefore one can discuss the possi- 

bility of neutron generation by means of 30-100 GeV 
proton beams but at a beam intensity of one and a half to 
two orders lower than for 1 GeV proton beam. This point 
of view was for the first time expressed in Ref. [IO] as 
applied to a pulsed neutron source on the basis of a 30-40 

GeV energy proton accelerator (“kaon factory”). The 
decrease of the specific neutron yield by a factor of 2-3 in 

the tens of GeV region may be compensated by a signifi- 
cant softening of the “first wall” and the target cooling 

problems (as the maximum of energy deposition is shifted 
inside target and becomes smoother with incident energy). 

Both these factors are very significant for the realization of 
neutron generators based on the spallation process. 
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Figure 1.13: Numbers of neutrons with En < 10.5 MeV (normalized per one
incident proton and per unit of proton energy) escaping from the whole surface of
the cylindric Pb-target (radius = 10 cm, length = 60 cm) in dependence on the
incident proton energy (given in logarithmic scale): full circles represent Monte-
Carlo calculations [29], the curve is drawn through the points to guide an eye;
open symbols stand for experimental data: triangle [34], circle [35], square [36] -
recounted from W to Pb (taken from [29]).

The target should have such a size that at once it incepts the main part of
the high-energy cascade and let the spallation neutrons escape. Experiments
with different target materials and sizes show that neutron multiplicity sat-
urates at a given target thickness, which increases with the proton energy,
see Fig. 1.14.

For example, the “saturated thickness” of a thick Pb-target for ∼ GeV
protons is approximately 100 cm, see Fig. 1.15) and “saturated radius”
is approximately 50 cm, see Fig. 1.16). For such dimensions, a complete
saturation of neutron production occurs – it means that it is possible to reach
the maximal number of the produced neutrons for the given beam energy,
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Figure 2: Average neutron multiplicity per incident proton as a function of target

thickness and beam energy for Pb, Hg and W materials obtained by the NESSI

collaboration [3].

4

Figure 1.14: Neutron multiplicity as a function of target thickness and beam energy
for Pb, Hg, W target materials. All targets were 15 cm in diameter (taken from
[32]).

see Fig. 1.17.
The saturated thickness is smaller than one could expect considering the

electronic-stopping range done by ionization (Fig. 1.17), which is bigger
than 100 cm even for Ep > 1.7 GeV on Pb-target. Saturation is for lower
beam energies done by ionization, for bigger energies by loss of protons by
nuclear reactions.

The reason consists in practical extinction of the primary proton beam
(with the incident energy in a GeV range) before 100 cm of target thickness,
because almost all beam particles interact by spallation reactions during this
distance. Taking into account that the total reaction cross-section for p+Pb
is approximately constant in a GeV-range (σtot ≈ 1.8 b, see Fig. 1.17 right),
only 0.3% of the primary proton beam remains after passing 100 cm of lead.

The situation for uranium is different than for lead, because 238U has
huge neutron capture cross-section, see Fig. 1.18. The U-target size for
which the neutron production reaches saturation (and for bigger size stays
the same) exists too (Fig. 1.19 left). But important is other size – such, for
which the number of escaped neutrons (i.e., available for other, for example
transmutation, purposes) reaches its maximum (Fig. 1.19 right) and for
bigger target size decreases because of neutron capture (see Fig. 1.20). The
“classical” saturation occurs for radius smaller than 20 cm, where the number
of produced neutrons increases more steeply with target thickness than the
number of absorbed neutrons. The maximal number of escaped neutrons
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Figure 1.15: Dependence of neutron multiplicity on target thickness and beam
energy for a Pb-target with radius of 5 cm (usual radius). MCNPX simula-
tion (Bertini+Dresner). Such dependence was investigated experimentally by Le-
tourneau et al. [32], see Fig. 1.14.

 

Figure 1.16: Dependence of neutron multiplicity on target radius and beam energy
for a Pb-target with thickness of 100 cm (saturated thickness). MCNPX simulation
(Bertini+Dresner).

happen for R ≈ 20 cm, L ≈ 100 cm. For bigger target radii the number of
escaped neutrons drops as the number of captured neutrons increase.
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Figure 1.18: Neutron capture cross-section on 238U [37] (left) and natPb [38] (right).

22



U-target (radius = 50 cm, thickness = 100 cm)

0

50

100

150

200

250

300

350

0 1000 2000 3000 4000 5000 6000

Proton energy [MeV]

N
eu

tr
on

s 
pe

r p
ro

to
n total

capture

escape

U-target (radius = 20 cm, thickness = 100 cm)

0

50

100

150

200

250

300

0 1000 2000 3000 4000 5000 6000

Proton energy [MeV]

N
eu

tr
on

s 
pe

r p
ro

to
n

total

capture

escape

Figure 1.19: Dependence of neutron multiplicity on beam energy for a U-target.
Two important cases are plotted: saturated target size for maximal neutron pro-
duction – radius of 50 cm, thickness of 100 cm (left); optimal target size for max-
imum number of escaped neutrons – radius of 20 cm, thickness of 100 cm (right).
MCNPX simulation (Bertini+Dresner).
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Figure 1.20: Numbers of neutrons escaped from surface of a U-target irradiated
with the 0.5 GeV proton beams in dependence on target size. MCNPX simulation
(Bertini+Dresner).
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Chapter 2

Spallation experiments

The ADS principle based on a subcritical nuclear reactor driven by an ex-
ternal spallation neutron source was designed to produce fissile material and
has already been suggested in the late 1940’s.

The production of large amounts of neutrons by high-power accelerators
became possible after the Lawrence’s invention of a cyclotron in 1929. After
participating the Manhattan Project, E. O. Lawrence brought in the idea of
the accelerator as a neutron source with the intention to produce fissionable
material. His MTA project (Materials Testing Accelerator) began at the
Lawrence Livermore National Laboratory in California in 1950 [39]. He pro-
posed to irradiate various thick targets (U, Be, Li) by protons and deuterons
to measure the cross-sections, neutron yields, and the feasibility of convert-
ing the fertile (depleted uranium or thorium) to fissile material (239Pu, 233U).
This was the first motivation, because the USA were dependent on foreign
uranium sources. The MTA project was closed a few years later when rich
domestic uranium ores were found in the Colorado plateau.

During next decades, investigations important for the estimation of ef-
ficiencies of various modes of transmutation were performed. For example,
neutron yields and spectra in lead and uranium targets irradiated by relativis-
tic protons [27, 40] and nuclei [41] and neutron cross-sections for a number
of isotopes have been measured in JINR Dubna.

The first quite conceptual and complex study of the radioactive waste
transmutation has started at the end of 1980’s at JAERI (Japan Atomic En-
ergy Research Institute). A long-term program for research and development
on nuclide partitioning and transmutation technology was called OMEGA
[42] (Option Making Extra Gains from Actinides and Fission Products). This
program initiated the global interest in transmutation topic that started from
the beginning of 1990’s.

At that time, two main projects have been published. C. Bowman from
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LANL (Los Alamos National Laboratory) created a detailed concept of the
Accelerator Transmutation of Waste (ATW) [6] using thermal neutrons.
He suggested the use of a linear accelerator with a high-intensive proton
current (∼ 250 mA) of 1.6 GeV energy.

(2.9 t)

(27.6 t)

(24.7 t)

(2.9 t)

( 30 MW )

Figure 2.1: General lay-out of the Energy Amplifier complex. The electric power
generated is used to run the accelerator (re-circulated power estimated to ≤ 5%).
At each discharge of the fuel (every five years) the fuel is ”regenerated”. Actinides
(mostly Th and U) are re-injected as new fuel in EA, topped with fresh Th. Fission
fragments and the like are packaged and sent to the secular repository, where after
≈ 1000 years the radioactivity decays to a negligible level (taken from [44]).

C. Rubbia from CERN (Conseil Européen pour la Recherche Nucléaire
= European Council for Nuclear Research) proposed a basic concept of the
Energy Amplifier [43], also called Accelerator Driven Energy Produc-
tion (ADEP), see Fig. 2.1. As the name implies, it does not pay interest
to the disposal of radioactive waste directly. The motivation for ADEP is
similar as for the MTA project. This idea is based on the use of thorium1 as

1Thorium is about three times more abundant element in the earth’s crust than ura-
nium. Particularly, India and Australia, thanks to their large reserves of thorium, plan to
base their nuclear power programs on thorium [45].
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a fuel for the production of fissile 233U:

n +232 Th
γ−→ 233Th

β−
−→
22 m

233Pa
β−
−→
27 d

233U.

It reckons with a use of a 1 GeV cyclotron with smaller beam current than
in LANL (12.5 mA) for transmutation by fast neutrons. In the case of using
the Energy Amplifier for waste transmutation, the fast neutrons could fission
all higher actinides, while the thermal neutrons in a classical nuclear reactor
do not fission many of them.

A lot of projects all around the world have been established to carry
out experiments for nuclear data acquisition, complement of cross-section
libraries, testing the accuracy of models describing spallation and transmu-
tation reactions. The aim of such investigations is to design the optimal
parameters of accelerator, beam, target, and blanket. The main projects in
European scale are following.

Figure 2.2: General layout of the nTOF experiment. The proton beam was ex-
tracted via the TT2 transfer line and hit the Pb-target. At the end of the TOF
tunnel (TT2-A), neutrons were detected about 185 m from the primary target
(taken from [48]).
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• n TOF (neutron Time-Of-Flight measurements) [49] in CERN was
project focused on cross-sections measurements of neutron capture and
fission on minor actinides, neutron capture on fission products, and
(n,xn)-reactions on structural and coolant materials, which are sup-
posed to be used in ADS. It used proton beam with the momentum
of 20 GeV/c and the intensity of 7 × 1012 protons per pulse (with the
repetition frequency of 2.4 Hz) hitting a Pb-target with the dimensions
of 80× 80× 60 cm3, see Fig. 2.2.

• MEGAPIE (Megawatt Pilot Target Experiment) [52] in PSI (Paul
Scherrer Institut) in Switzerland was project to demonstrate the fea-
sibility of a liquid Pb+Bi eutectic target for high-power ADS applica-
tions. It operated (in 2006) with 590 MeV proton beam with an average
current of 1.3 mA corresponding to a beam power of 0.77 MW. One
of the results was about 80% more neutrons compared to previously
operated Pb-target.

• HINDAS (High and Intermediate energy Nuclear Data for Accelerator-
driven Systems) [61] was a joint European program designed to gather
nuclear data for transmutation in the 20-2000 MeV range with focuse
on typical materials for construction (Fe), target (Pb), and core (U). It
used six facilities throughout Europe during 2000-2003; for an example
of the results see Fig. 1.4.

• FEAT (First Energy Amplifier Test) [50] in CERN was an experiment
for studying the energy amplification in ADS, defined as the ratio be-
tween the energy produced in ADS and the energy provided by the
beam. It was shown that the energy gain is independent on the proton
beam intensity and the beam kinetic energy for Ep > 900 MeV.

• TARC (Transmutation by Adiabatic Resonance Crossing) [51] in CERN
was an experiment whose main purpose was to demonstrate the possi-
bility of using Adiabatic Resonance Crossing to destroy efficiently long-
lived fission fragments in ADS. It was studied how spallation neutrons
slow down quasi-adiabatically with almost flat iso-lethargic energy dis-
tribution and reach the capture resonance energy (of an element to be
transmuted) where they have high capture cross-section.

• SPALADIN (Spallation based on A Large Acceptance DIpole magNet)
in GSI in Germany [59] is an experiment to study the spallation of
56Fe at 1 AGeV in inverse kinematics, see Fig. 2.3 (iron is the main
structural component of ADS, in particular for the vacuum window
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Figure 2.3: General layout of the SPALADIN experiment in GSI Darmstadt (taken
from [59]).

in between the spallation target and the proton accelerator). One of
the interesting results are spallation residues far from the projectile,
which show that the nucleus de-excitation does not simply consist in
light-particle emission.

• MUSE (MUltiplication Source Externe) [54] was a series of experiments
in CEA-Cadarache in France during 1995-2003. The general purpose
was to study the behaviuor of subcritical systems coupled with an ac-
celerator. The studies were conducted in a low power mock-up (< 5
kW) of a subcritical assembly, where temperature effects are negligible.
The mock-up was coupled to a well-calibrated external neutron source.

• YALINA [60] in Minsk, Belarus is a subcritical uranium-polyethylene
target-blanket assembly operating with a thermal neutron energy spec-
trum provided by a 100 − 250 keV deuteron beam (1 − 12 mA) on a
tritium target. Its main purpose is to study neutron physics of ADS.

• TRASCO (TRAsmutazione SCOrie) [56] in Italy was a project to study
physics and develop technologies needed to design ADS. It operated a
40 mA proton beam and Pb-Bi target.

• TRADE (TRiga Accelerator Driven Experiment) [55] in the ENEA-
Casaccia Centre in Italy is a project (currently stopped) based on the
coupling of a proton cyclotron with a solid Ta-target, surrounded by a
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reactor core in a subcritical configuration based on the TRIGA (Train-
ing, Research, Isotopes, General Atomics) reactor.

• MYRRHA (Multi-purpose hYbrid Research Reactor for High-tech Ap-
plications) [57] in SCK-CEN (Studiecentrum voor Kernenergie – Cen-
tre d’Étude de l’énergie Nucláeaire) in Belgium is a project to built a
demonstration ADS. High intensive 2.5 mA proton beam with the en-
ergy of 600 MeV (1.5 MW) will irradiate a liquid Pb-Bi target with a
subcritical MOX blanket (30% Pu) with keff = 0.95. MYRRHA will be
a fast neutron facility for studies of transmutation of minor actinides,
material development for Gen-IV systems and fusion reactors. It will
also allow radioisotope production for medical and industrial applica-
tions. It is currently planned to be in full operation by 2020 [58].

One of such places, where the investigation of ADS has been intensively
carried out is also JINR Dubna. Currently, several directions of this research
are being evolved there, see next four sections.

 

Figure 2.4: Photos of the Gamma-2 setup with La-sensors on the top of the paraf-
fine moderator (left) and the new Gamma-MD setup (right).

2.1 The Gamma project

The Gamma project is an instrument to study spallation neutron production
by GeV protons on a thick, heavy target and the influence of moderator on
the produced neutron field [62]. The setup consists of a thick target (Pb,
U) of the diameter d = 8 cm and the length l = 20 cm surrounded by
moderator. Until now, several experiments have been carried out with the
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paraffine moderator of the thickness of 6 cm (Gamma-2 setup). It is the best
possible moderator, but technically useless because of low melting point and
flammability.

The first experiment on the new setup called Gamma-MD (M stands for
Minsk, D stands for Dubna) with the Pb-target of the length l = 60 cm
and graphite moderator (technologically usable) of a cubic size (110× 110×
60 cm3) was carried out in March 2007 with 2.33 AGeV deuteron beam.

The low-energy neutron spatial distribution is being measured by the
activation sensors of 139La with (n,γ)-reaction. Transmutation of higher ac-
tinides and fission products in moderated neutron field is also being studied
[63]. Thanks to the simple setup geometry, the experimental results from
Gamma-2 and Gamma-MD experiments are useful for testing the accuracy
of high-energy codes (see chapter 3).

 

 
 

2

PROTON BEAM

Neutrons

4
8

3
6

2
5

1
4

3
7

2
6

1
5

7

15 m
m

0.0488 mm

Aluminium foil

Uranium foil

First experiment
5 min. irradiation

Second experiment
27 min. irradiation

30 cm

By proton induced neutrons irradiation (32 min.)

PROTON BEAM

Neutrons

4
8

3
6

2
5

1
4

3
7

2
6

1
5

4
8

3
6

2
5

1
4

3
7

2
6

1
5

7

15 m
m

0.0488 mm

Aluminium foil

Uranium foil

First experiment
5 min. irradiation

Second experiment
27 min. irradiation

30 cm

By proton induced neutrons irradiation (32 min.)  
Figure 1: Set-up of the experiment 

 
II.  EXPERIMENTAL METHODS – IRRADIATION, GAMMA MEASUREMENT, AND DATA HANDLING 
 
The experiment was carried out in the external beam of the JINR LNP Phasotron accelerator with a total 
beam current of 2.20 µA (2.02 µA respectively); the beam current on the targets was 0.8 µA. Proton 
irradiation was made in two steps – 5 min short irradiation with a total proton flux of 1.5·1015 for the 
detection of short-lived isotopes and 27 min long irradiation with a total proton flux of 8.09·1015 for the 
measurement of intermediate- and long-lived isotopes. There was also a third uranium-target sample 
(No.7 in Figure 1), which was placed 30 cm perpendicular to the beam on the plane of the targets No. 1-
6 and which was irradiated by background neutrons produced in these targets. Targets made from natural 
uranium (consisting of three isotopes: 234U - abundance 0.0054 % and T1/2 = 2.455 (6) ·105 y, 235U -
 0.7204 %; 7.038 (5) ·108 y and 238U - 99.2742 %; 4.468 (3) ·109 y [9]) metal foils were exposed to the 
proton beam with an energy of 660 MeV. The diameter of the irradiated target samples was 15 mm; the 
thickness was 0.0477 mm and their weights ca. 165 mg (Table 3). The experimental set-up is shown in 
Figure 1. The sample sets number one natU(1) (No. 1-3) and number two natU(2) (No. 4-6) were irradiated 
by the proton beam. A two-coordinate proportional chamber controlled the profile and the position of the 
beam during irradiation of the targets. The size of the beam in horizontal (x) and vertical (y) direction 
could be described by Gaussians with the FWHM(x) = 19.2 mm and FWHM(y) = 16.2 mm. Aluminum 
foils were used in order to monitor the beam. For monitoring purposes, the reaction 27Al(p,3pn)24Na was 
used. Good agreement gives also the reaction 27Al(p,10p11n)7Be, while 27Al(p,3p3n)22Na gives ca. 30% 
smaller values for the proton current (Table 1). For the current calculations, the following reaction cross-
sections were used: σ(24Na) = 10.8 (7) mb, σ(22Na) = 15.0 mb, σ(7Be) = 5.0 mb [10]. The third uranium-
target sample natU(3) was placed 30 cm perpendicular to the beam on the plane formed by the targets 
natU(1) and natU(2), and was irradiated by background neutrons produced by Resn)p(p,U A

Z
nat

(1,2) yx  
reactions. Final results for 11 neutron-induced reaction yields are shown in Table 6. In Table 5a, the 
final results for the 42 proton-induced reaction yields of long-lived residual nuclei are shown, while 
Table 5b displays upper limits for the yields of isotopes observed in the spectra but without final results 
determined. The final yields of intermediate- and short-lived isotopes produced in the proton-induced 
reactions will be presented at the ND2004 conference. Neutron results are presented as B-factor – 
number of residual nuclei ResA

Z  per one incident proton and per one gram of the target.  
 

Figure 2.5: Measurements of the cross-sections of natU(p,xpyn)A
Z Res on direct

proton beam from the Phasotron. Al-folis were used for beam monitoring (taken
from [64]).

2.2 The cross-sections measurements

The Phasotron accelerator is being used to study the cross-sections of the pro-
ton reactions (Ep = 660 MeV) on thin targets of fission products (129I), nat-
ural uranium [64], and higher actinides (237Np, 241Am [65], 239Pu). Thanks
to the usage of direct kinematics technique (see Fig. 2.5 and section 1.3),
many isotopes produced with wide spectrum of half-lives (from minutes until
years) have been observed. The comparisons with computer codes have been
performed [66] to check the theoretical models. The plan is to continue in the
cross-section measurements and to carry out experiments with 232Th, 238Pu,
235U.
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2.3 The SAD project

The SAD project [67] is a plan to construct the facility consisting of a re-
placeable spallation target (Pb, W) with a subcritical MOX blanket (UO2 +
PuO2), using also the Phasotron accelerator, see Fig. 2.6. The motivation
is to study the neutron production in such a setup (spectral and angular flux
distributions), prompt neutrons life-time, effective fraction of the delayed
neutrons, spallation product yields, power release, fission rates of actinides,
transmutation rates of fission products, shielding efficiency, and accuracy of
the computer codes and the nuclear databases used for calculations of the
ADS characteristics. Final design is not given yet, preparation of equipments
and theoretical calculations of the setup parameters are in progress [68]. The
technical realization of the project was held up when Sweden withdrew from
the contract.
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Figure 2.6: A cross section of the SAD active core (left) and a general view of the
SAD core (taken from [68]).

2.4 Energy plus Transmutation

“Energy plus Transmutation” (E+T) is a wide international collaboration
(scientists from Armenia, Australia, Belorussia, the Czech Republic, Ger-
many, Greece, India, Mongolia, Poland, Russia, Serbia, Ukraine). It uses the
setup of the same name (Fig. 2.7, 2.8) consisting of a 28.66 kg thick lead
target with a 206.4 kg deep-subcritical (keff = 0.202 [96]) natural uranium
blanket surrounded by a polyethylene shielding (the whole assembly mass is
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Figure 2.7: Front view (left) and cross-sectional side view (right) of the “Energy
plus Transmutation” setup. Dimensions are in millimeters.

950 kg). The complex investigation within the frame of the E+T project
pursues:

• transmutation of fission products and higher actinides (refined from
burned-up nuclear fuel) by spallation neutrons [69, 70, 71, 72, 80, 81,
82];

• the spatial and energetic distributions of spallation neutrons by the
activation analysis method using Al, Au, Bi, Co, Cu, Dy, Fe, In, La,
Lu, Mn, Nb, Ni, Ta, Ti, and Y sensors (neutron capture for thermal,
epithermal, and resonance component, threshold reactions for fast com-
ponent of neutron spectra) [84, 87, 90, 92, 95], solid state nuclear track
detectors [73, 74, 75], nuclear emulsion techniques [76], and He-3 pro-
portional counters [77];

• tests of the accuracy of the computer codes for calculation of neutron
spectra and transmutation yields [86, 91, 94].
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Figure 2.8: Photos of the “Energy plus Transmutation” setup (left) and the Pb/U–
target/blanket assembly (right).
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Chapter 3

Simulations of high-energy
nuclear reactions

As mentioned in the previous chapter, there is a strong need of simulation
codes for ADS assembly projection. Several simulation codes and combina-
tions of these codes exist. They describe spallation reactions, interactions of
secondary particles, and the following neutron transport through the target
material, e.g.:

• LAHET (Los Alamos High Energy Transport Code) [98] can model
spallation reactions and transport of nucleons, pions, muons, antinu-
cleons with the energy E ≥ 20 MeV. LAHET generates cross-sections
for individual processes;

• MCNP (Monte Carlo N-Particle Transport Code) [99] is able to model
the transport of neutrons (and photons and electrons) in an energy
range 10−11 MeV ≤ E ≤ 20 MeV. It uses libraries of evaluated data as
a source of the cross-sections;

• MCNPX (MCNP eXtended) code [100] improves and links the advan-
tages of both LAHET and MCNP. MCNPX has been under continuous
development since 1994 and it was first released to the public in 1999
as version 2.1.5 [117]. MCNPX supports 34 particle types, the ability
to calculate interaction probabilities directly with physics models for
energies where tabular data are not available;

• FLUKA (FLUktuirende KAskade) [102],

• HETC (High Energy Transport Code) [103],

• NMTC (Nucleon Meson Transport Code) [104],
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• NUCLEUS [139],

• SHIELD [106],

• CASCADE [107],

• CEM (Cascade-Exciton Model) [108],

• GEM (Generalized Evaporation Model) [110],

• LAQGSM (Los Alamos Quark-Gluon String Model) [109],

• GEANT4 [111],

• JAM (Jet AA Microscopic Transport Model) [112],

• MARS [113],

• TIERCE [114],

• BRIEFF [115].

They are based on the mathematical Monte-Carlo method and they use
various physics models of spallation reactions and cross-section libraries of
neutron-induced reactions.

3.1 The Monte-Carlo method

The Monte-Carlo method [116] is a numerical technique used for simulating
the behavior of various systems (from economics to particle physics) more
complex than we otherwise can. In contrast to deterministic algorithms
(used by other codes, section 3.4), it is a stochastic method. It is based
on an executing of many random experiments (with a model of a system).
The essential point is to have a high-quality generator of pseudo-random
numbers (it is not necessary to use really random numbers). The result is a
probability of some effect.

In particle reaction and transport tasks, individual particles trajectories
are being simulated. To determine if an event occurs, the probabilities of
possible physics processes (i.e., cross-sections) are used and random numbers
are generated depending on the probability distributions for every case. The
result of the particle life (so-called history) is being stored for the following
assessment of average particle behaviour.

The statistical accuracy of results depends on the number of trials given
to the simulation. The statistical error approximately matches inverse square
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root of the number of histories. That means, to reduce the error by a factor of
two, the number of histories must quadruplicate. Accurate enough results for
complex ADS systems are achievable in reasonable time thanks to the use of
fast parallel computers, which can generate many events simultaneously [88].

3.2 Simulation of stages of spallation reaction

Simulations described in this book were performed using the MCNPX code
(an example of a MCNPX input file can be found in Appendix A). MCNPX
simulation of spallation reaction consists of three stages (see also section 1)
and for each of them a special model is used. The first stage is the Intra-
Nuclear Cascade (INC) on which a pre-equilibrium stage concurs. This is
followed by an equilibrium evaporation that competes with a fission channel
(fission fragments undergo an evaporation stage that depends on their ex-
citation energy). After evaporation, a de-excitation of the residual nucleus
follows, generating gammas. MCNPX enables to choose different models for
description of individual stages of the spallation reaction.

3.2.1 Intra-nuclear cascade models

INC models (Bertini [118], Isabel [119], CEM [108], INCL4 [120]) describe
interactions between an impinging particle and target nucleons during intra-
nuclear cascade as a sequence of binary collisions separated in space and
time. This is valid if the incident particle wavelength is smaller than a mean
distance between nucleons of the target nucleus, thereto, a mean free path of
the incident particle in the target nucleus is greater than the inter-nucleon
lengths. The trajectory between collisions is assumed to be linear.

The collisions proceed until a certain degree of equilibrium is reached.
The criterion used in the INC model of Cugnon (INCL4) is an empirical
time of equilibrium (so-called cutoff time tcut ≈ 30 fm/c [121] that allows five
sequential nucleon-nucleon interactions on the average), which was deduced
from a clear change of the calculated quantities (like the integral number of
emitted particles, their total kinetic energy or the excitation energy of the
residual nucleus).

In the Bertini-type model (Bertini, Isabel) the equilibrium criterion is
deduced from the energy of the fastest particle remaining in the nucleus (so-
called cutoff energy Tcut), which should be smaller than the nuclear potential
well depth (≈ 40 MeV [15]).

The CEM code uses a criterion for the escape of a primary particle from
the cascade stage via the effective local optical potential Wopt.mod(r) deter-
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mined from the local interaction cross-sections, including the blocking effects
due to the Pauli exclusion principle. This imaginary potential is compared
with “experimental” potential Wopt.exp(r) determined in terms of the phe-
nomenological global optical model by using data on elastic scattering by a
nucleus. The convergence degree of imaginary potentials is determined via
the parameter P = |(Wopt.mod(r) − Wopt.exp(r))/Wopt.exp(r)|. If P exceeds
an empirically selected value (≈ 0.3), the particle escapes from the cascade
stage, becoming an exciton. With the selected P-value, the cascade part of
the code becomes shorter than in other cascade models [122].

The nuclear density distribution is approximated by a step-function dis-
tribution (as a function of target radius), where the densities in regions with
constant density (three for Bertini, seven for CEM03, 16 for Isabel) are fit-
ted to the folded Saxon-Woods shape. In INCL4, the Saxon-Woods density
distribution is used and cut at the radius described with a diffuseness param-
eter. Fermi motion of the nucleons and the quantum effects of Pauli blocking
are taken into account. High-energy parts above the range of INC physics
usability are taken from FLUKA [102].

3.2.2 Pre-equilibrium models

Pre-equilibrium models (Multistage Preequilibrium Exciton Model [123], Mod-
ified Exciton Model [124]) describe the process of energy equalization as a
sequence of two-particle interactions, whereas the nucleus is, in each phase
(i.e., after each interaction), defined as the number of particles and vacancies.
This description of a nucleus is called the exciton model, see Fig. 3.1. An
exciton is either a nucleon excited above the Fermi level or a vacancy under
the Fermi level.

The exciton model solves the master equation1 describing the equilibra-
tion of the excited residual nucleus that remains after the cascade reaction
stage. While, the master equation of MPM neglects angular distributions of
pre-equilibrium particles, MEM includes momentum and angular momentum
conservations of the nuclear system at the pre-equilibrium and equilibrium
evaporation stages. MPM considers only nuclear transitions in the direction
of equilibration (change of ∆n = +2 in the exciton number). MEM takes
into account all possible nuclear transitions (∆n = +2,−2, 0), considering
all possible positions of particle-hole pairs with respect to the Fermi level
(∆n = 0).

1A master equation is a phenomenological set of first-order differential equations de-
scribing the time evolution of the probability of a system to occupy each one of a discrete
set of states.
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The nucleus comes near to the equilibrium particle-whole configuration
with each interaction of incident or cascade particle with other nucleons.
When the equilibrium state is reached, the pre-equilibrium model is replaced
by evaporation model.

Figure 3.1: Schematic representation of the first few stages of a nucleon-induced
reaction in the exciton model. The horizontal lines indicate equally spaced single-
particle states in the potential well. The particles are shown as solid circles. E
is the incident particle energy measured from the Fermi level, B is the average
nucleon binding energy.
Part (a) shows nucleon-nucleon interactions leading to more complex configura-
tions, in which all particles are bound and cannot be emitted.
Part (b) shows interactions leading to configurations, in which at least one particle
is unbound and may be emitted with the energy ε leaving a residue with the energy
U = E −B − ε.

3.2.3 Evaporation and fission models

Evaporation models (Dresner [125], ABLA [126]) describe the equilibrium
decay of an equilibrium nucleus with the excitation energy reached at the
end of the pre-equilibrium stage. The probability of the nucleus decay into
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a certain channel depends on level densities in a final channel and on the
probability of a passage through the energy barrier.

As a competitive process to equilibrium decay, high-energy fission can
happen. MCNPX includes two models of residual nuclei fission: ORNL (Oak
Ridge National Laboratory) model [127] for actinides with Z ≥ 91 and RAL
(Rutherford Appleton Laboratory) model [128] which covers fission of ac-
tinides and subactinides with Z ≥ 71.

3.3 Nuclear data libraries

EXFOR (Experimental Nuclear Reaction Data) [37] is a database containing
experimental data, their bibliographic information, experimental informa-
tion, and source of uncertainties.

Through the process of critical comparison, selection, renormalization,
averaging of experimental data and completion by nuclear model calculations,
evaluated data libraries are being produced. They are normally stored in a
computer readable format called the ENDF format [131]. General purpose
evaluated libraries are:

• ENDF/B-VII.0 (USA, 2006) - Evaluated Nuclear Data File [38],

• JEFF-3.1 (Europe, 2005) - Joint Evaluated Fission and Fusion File,

• JENDL-3.3 (Japan, 2002) - Japanese Evaluated Nuclear Data Library,

• BROND-2.2 (Russia,1992),

• CENDL-2 (China,1991) - Chinese Evaluated Nuclear Data Library.

Besides general libraries, a large number of special purpose evaluated data
libraries exist, e.g.:

• WIND (Waste Incineration Nuclear Data library), MENDL (Medium
Energy Nuclear Data Library) - (both Obninsk, Russia) - neutron re-
action data libraries for nuclear activation, transmutation, threshold
reactions and fission up to 100 MeV;

• LA150 [129] (LANL, USA) - cross-section library of evaluated neu-
tron and proton cross-sections up to 150 MeV, which have been devel-
oped using experimental data as well as nuclear reaction models in the
GNASH code [144]. LA150 includes evaluations for the major isotopes
of structural, shielding, and target-blanket importance: H, Li, C, N,
O, Al, Si, P, Ca, Fe, Ni, Cr, Cu, Nb, W, Hg, Pb, Bi [132];
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• NRG-2003 [130] (the Netherlands) - cross-section library up to 200
MeV has been evaluated using mainly the TALYS code [141]. NRG-
2003 includes evaluations for: Ca, Sc, Ti, Fe, Ni, Pb, Bi [133]).

3.4 Deterministic codes

Deterministic codes are based on the solution of neutron transport equa-
tions. Several “all-in-one” deterministic nuclear reaction codes have been
developed, e.g.:

• TALYS [141] is a nuclear reaction code created at NRG Petten, the
Netherlands, and CEA Bruyères-le-Châtel, France. It is able to simu-
late nuclear reactions in the 1 keV – 250 MeV energy range involving n,
p, d, t, helions, α, and γ (as projectiles and ejectiles), and targets with
mass numbers between 12 and 339. It incorporates nuclear models for
the optical model, level densities, direct, compound, pre-equilibrium,
and fission reactions, and a large nuclear structure database. It cal-
culates total and partial cross-sections, energy spectra, angular distri-
butions, double-differential spectra, residual production cross sections,
and recoils [142]. It has been tested with experimental data with very
good results [143]. The TALYS input file consists of keywords and their
associated values, an example can be found in Appendix B.

• GNASH [144] - provides a flexible method by which reaction and level
cross sections, isomer ratios, and emission spectra can be calculated;

• ALICE/ASH [145] - calculates multiple particle emission, evaporation
including fission competition, pre-compound decay, single and double
differential spectra, and reaction product cross sections;

• STAPRE [146] - calculates energy-averaged cross sections for nuclear
reactions with emission of particles, γ-rays, and fission;

• EMPIRE [147] - calculates isomer ratios, residue production cross-
sections, emission spectra. Incident particle can be any nucleus.

3.5 Validation and verification of high-energy

nuclear models

The state-of-the-art of the predicting capabilities of high-energy nuclear mod-
els is being studied by the comparisons between models and experimental
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data.
The total neutron production, which is of major importance for applica-

tions, can be predicted with a precision of 10− 15% [134] with any combina-
tion of intra-nuclear cascade and evaporation models used in MCNPX. Gen-
eral trends of energy, angular or geometry dependence are also well under-
stood, although, local discrepancies, particularly in the 20− 80 MeV region,
may be as large as a factor of 2 or so in extreme cases [134, 135, 136, 137, 138],
see examples in Fig. 1.3, 3.2.

It is not always easy to determine whether the reason of the observed
discrepancies comes from a lack of reliability of data or from faults in mod-
els and which part of model could be responsible for that. To solve these
problems, more experiments are needed to be carried out very carefully for
better understanding of the reaction mechanisms.

Several terms are being use while testing models: validation, verification,
benchmark. Validation is the process of checking if some method is correct
or is suited for its intended purpose2. Verification is the process of checking
that a method satisfy the requirements and design specifications3. Bench-
mark experiment is an experiment with the aim of comparing and ranking
algorithms with respect to certain performance criterions.

2Validation can be expressed by the question “Are you building the right thing?”

3Verification can be expressed by the question “Are you building the thing right?”
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Figure 3.2: Neutron production in reactions of 1.5 GeV protons on a thick (left)
and thin (right) Pb-target. Each successive curve is scaled by a factor of 10 with
decreasing angle. Symbols indicate experimental data ([137] - left, [136] - right),
dashed and solid lines show results of simulations [137].
The simulations underestimate (in comparison with the experiments) the neutron
emission at deeper angles. Some studies [139, 140] suggested that the inclusion of
the pre-equilibrium process or the refraction and reflection processes improved the
backward neutron emission (taken from [137]).

42



Appendix A
MCNPX input file

MCNPX input file containing all information about the task has three main
parts called cards, separated by white lines.

• The Cell Card contains information about the material in the cells,
their densities, and the geometry of the cells defined using surfaces.

• The Surface Card defines coordinates of the surfaces in the setup.

• The Data Card contains other parameters of simulation like the cells
materials, cross-section libraries, source definition (particle, energy, po-
sition, direction, shape), number of the particles to be simulated, and
so-called tally cards that specify what type of information the user
wants to gain. Tallies are normalized to be per source particle. MCNPX
is able to simulate (to tally) current over a surface, flux at a point or
over a surface or a cell, energy deposition over a cell, criticality etc.

This is a MCNPX input file describing a cylindrical Pb-target (r = 5 cm,
l = 30 cm) irradiated with a 1.5 GeV proton beam with homogeneous profile
and the radius of 1.5 cm. Italic font is used for comments. A slice of the
output file follows with indicated information about neutron production.
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c CELL CARD
Pb-target
(cell number, material number, density, surfaces numbers – the
intersection operator is a blank space between two signed surface numbers)
1 1 -11.340 1 -2 -3
2 0 (-1:2:3) -4
3 0 4

c SURFACE CARD
z planes for target with length of 30 cm
1 pz 0.0
2 pz 30.0
cylinder with radius of 5 cm
3 cz 5.0
4 so 90.0

c DATA CARD
neutrons, protons, photons, charged pions
mode n h p /
particles simulated in all cells
(“nr” means repeat the preceding entry on the card n-times.)
imp:n,h,p,/ 1 1r 0
definitions of materials (material number, 1000·proton number+nucleon
number, nuclide fraction in the material, libraries)
natPb
m1 82204 1.4 82206 24.1 82207 22.1 82208 52.4 hlib=24h nlib=24c cond=1
Neutron physics options
(“nj” means jump n-times over the preceding entry and
take the default value.)
phys:n 1500 3j -1
Proton physics options
phys:h 1500 j -1 4j
Photon physics options
phys:p 1500 4j
Pion physics options
phys:/ 1500 4j
INCL4 model
lca 8j 2
ABLA evaporation model
lea 6j 2
the number of incident particles (events)
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nps 2e4
homogeneous proton beam with the kinetic energy of 1.5 GeV and the
radius of 1.5 cm
sdef par h erg 1500 sur 2 pos 0 0 0 rad d1 dir 1 vec 0 0 1
si1 h 0 1.5
sp1 -21 1

MCNPXMCNPX outoutput fileput file
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Appendix B
TALYS input file

This is an example of the TALYS input file used in the simulations presented
in this thesis. Italic font is used for comments. Then, the calculated cross-
sections are plotted and compared with experimental and evaluated cross-
sections.

neutron as an incident particle
projectile n
gold as a target element
element Au
197 as a nucleon number
mass 197
the name of file with a list of energies (in MeV) of the incident particle
energy range
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