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Two variants of radwastes transmutation schemes using thermonuclear neutrons are considered. In the first case
transuranium elements and fission products are not separated while in the second case these are irradiated separately.
Advantages and drawbacks of both cases were analyzed. Simulation of radwastes transmutation systems was
performed. Analysis of radwastes transmutation efficiency for all cases was carried out. Physical backgrounds for

radwaste transmutation by thermonuclear neutrons were prepared.

PACS: 07.05.Dz
INTRODUCTION

Nowadays intensive thermonuclear neutron sources
with above 10" n/s fluxes are developed in a number of
countries (France, Russia and etc.). Such neutron fluxes
could be used for efficient radwastes transmutation. This
is a topical problem because up to 2010 from the world
nuclear reactor fleet with total power of 400 GW above
300 thousand tons of spent fuel should be removed. The
problem is actual for Ukraine too. During radwastes
transmutation before burial transuranium elements (TRU)
and fission products (FP) with long half-decay periods
(hundreds and thousands years) are to be converted into
short-lived or stable isotopes. At present considerable
attention is paid to a problem of radwastes transmutation [1].

In the presented paper means of thermonuclear
neutron usage for radwastes transmutation were studied
employing mathematical simulation methods. Two cases
of transmutation systems were considered. In the first
case transuranium elements and fission products are not
separated and are irradiated together while in the second
case these are irradiated separately.

MATHEMATICAL SIMULATION
RESULTS

In our work we have studied transmutation of the
basic transuranium elements *’Np, **' Am, and ***Cm and
fission products *Tc, '7I, °Cs by the thermonuclear
neutron beam with 10" n/cm? flux density. Firstly, we
have used database [2] and have obtained fission (nf) and
capture (ny) cross-sections versus neutron energies of the
above mentioned isotopes. Neutron energy range from
107 to 10® €V was considered.

In the Fig. 1 an example dependencies of fission
cross-section (nf) for transuranium element **'Am and
capture cross-section (ny) for fission product *Tc are
shown. For other elements cross-sections are similar but
differ in magnitude.

The figure reveals sharp difference in magnitude and
behavior of cross-section energy dependence for neutron
energies above 1 MeV [3]. While transuranium elements
undergo  intense  fission by  neutrons  with
En=1..15MeV, almost no transmutation of fission
products (*’Tc) occur.
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Fig. 1. *'Am fission cross-section (o) and *’Tc capture
cross-section (o,) versus neutron energy

This peculiarities lead to two cases of transmutation
systems (joined and separated irradiation). From Fig. 1 it
is evident that fission products will undergo intense
transmutation provided neutron energy decelerate down to
E,=10...10000 eV where resonance capture occur. In
this case capture probability is proportional to resonance
integral

E max
= [ ofny)EdE.
E min

Resonance integral for FP nuclei neutron capture is
significantly larger than thermonuclear neutrons cross-
sections. For instance for *Tc nucleus 1..<=300 barn while
cross-section is about 20 barn.

As a materials where non-separated TRU-+FP
materials to be placed we have considered lead and
carbon, and for separated TRU and FP only carbon was
considered. We have simulated cells with various
radwastes components concentration in lead or carbon for
neutrons with initial energy of 14 MeV. Cell volume
averaged spectra for neutrons perform radioactive
isotopes transmutation were calculated. Calculations of
isotopes concentration variation in dependence of
irradiation time and mode were performed. For the
separated irradiation case we have determined parameters
of moderator placed between cells where TRU and FP are
irradiated separately in carbon matrices. Moderator
consists of three layers: 1 cm beryllium, 10 cm lithium
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oxide and 20cm carbon. Material with detailed
description of simulation method and results were sent to
“The Journal of Kharkov National University” [4]

After additional calculations the most significant
results could be presented as following. Firstly let us
consider the case of non-separated TRU and FP are
placed into two identical cells of 100 cm length and
50 cm diameter. In one cell 20% TRU (*'Np — 44.5%,
“AmM — 48.6%, **Am — 6.9%) and 10% FP (*Tc —
57.7%, '**Cs — 28.9%, '"®1 — 13.4%) are placed into 70%
lead matrix, in another cell TRU + FP with the same
composition are placed into 70% carbon matrix. The
cell’s bottoms are targeted by 14 MeV neutron beam
6.9 cm in diameter. Volume averaged neutron spectra are
presented in the Fig. 2. From the figure it follows for
carbon matrix inside energy range 1keV...1 MeV a
number of neutrons is larger than for lead matrix. This is
due to higher TRU fission efficiency in carbon matrix
compared to lead matrix.
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Fig. 2. Neutron spectra for (20% TRU + 10% FP + 70%
C) and (20% TRU + 10% FP + 70% Pb). Spectra are
averaged over cell volume

Comparison of spectra from Fig.2 with similar
spectra for matrices contenting 100% lead or carbon
shows neutron number resulting from (nf) reaction on
TRU essentially exceeds number of initial 14 MeV
neutrons (more than 9 times for lead).

For transmutation calculations we have used
FISPACT code [5]. It provides solution of balance
equations using iteration methods and modern cross-
sections databases. Concentration change in time for
various isotopes, such as minor actinides and FP for
different matrices and varying radwastes content were
studied.

In the Fig. 3 concentration changes in time are shown
for 20% TRU and 10% FP placed inside 70% lead matrix.

Fig. 4 presents *Tc concentration change versus
irradiation time for matrices with different carbon
content.
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Fig. 3. Isotope concentration versus time

—0—20%TRU + 10%FP +70% Pb
—w—20%TRU + 10%FP +20% C + 50% He
—8—20%TRU + 10%FP + 30% C + 40% He
—A—20%TRU + 10%FP + 40% C + 30% He
—0—20%TRU + 10%FP + 50% C + 20% He
—8—20%TRU + 10%FP + 60% C + 10% He
—A—20%TRU + 10%FP + 70% C
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Fig. 4. ®Tc concentration change versus irradiation time
for different matrices

Evidently transmutation in carbon matrix (70% C) is
more intense than that in lead matrix (70% Pb). Also
increase of carbon concentration from 20% to 70%
provides more intensive *Tc transmutation.

Concentration of '**Cs changes in a similar way while
for "I there are some differences. For '*I concentration
change 70% lead matrix is same as in 70% carbon matrix.
These peculiarities rely on energy dependence of (ny)
reactions for such isotopes.

From Fig. 2 follows for resonance region with neutron
energies E,=10...10000 eV where resonance integrals for
FD neutron capture are essential a number of neutrons is
small. This impedes FP transmutation. We have
calculated averaged neutron spectrum inside cell with FP
in carbon matrix for separated TRU and FP irradiation
with moderator (Be, LiO and C) placed between cells
(Fig. 5).

Obviously a number of neutrons in resonance region
increase. One can expect this to be more suitable for FP
transmutation but due to neutron absorption in moderator
total number of neutrons hit FP cell in carbon decreases
by about hundred of times. Hence amount of FP isotopes
under transmutation will be lower than that for cell with
non-separated TRU+FP. It is clear from Fig. 6 where *Tc
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concentration change versus time is shown for various Evidently for separated irradiation (80% FP + 10% C+
irradiation conditions. 10% He) *Tc undergoes almost no transmutation. The
same dependencies were obtained for '*’I and '**Cs.
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CONCLUSIONS
o103 For the given geometry and using mathematical
simulation we have determined optimal conditions for
minor actinides and FP transmutation under joined and
separated irradiation by 14 MeV neutrons. Further
investigations are necessary to find optimal conditions for
exmg_: separated irradiation avoiding strong attenuation of
E neutron flux.
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Fig. 6. ”Tc concentration change versus time for various
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UCCJIEJOBAHME BO3MOKHOCTH UCHOJIb30BAHUS TEPMOSIIEPHBIX HEUTPOHOB
JJIA TPAHCMYTALIUA PAO

E.B. Pyoviues, P.Il. Cnabocnuyxuii, M.A. Xaxcmypaoos

PaccmartpuBaercs Ba BapHaHTa CUCTEMBI TPAHCMYTAIH PaANOAKTHBHBIX 0TX0H0B (PAQO) ¢ mOMOIIBI0 TepMOSIEPHBIX
HEUTPOHOB. B omHOM — TpaHCypaHOBBIE 3JIEMEHTHI M NPOAYKTHI JIENICHWS HE OTIEICHBI APYr OT Ipyra, B JIPyrom
BapuaHTe — 00MydaroTcst paszzenbHo. [IpoaHanmn3mpoBaHBl MPEUMYLIECTBA W HEIOCTATKH KaXIOTO M3 BAPHAHTOB.
BrimonHeno monenmupoBanue cucreM tpaHcmyTanun PAO. IIpoanannsuposana s¢dexrruBHOCTS TpancmyTauuun PAO

JUISL KaXJOro u3 BapuaHTOB. [loxrororneno ¢usmueckoe oOOCHOBaHWE At TpaHcMyTauun PAO TepMosaepHBIMU
HEUTpOHaMH.

AOCIUKEHHA MOKJINBOCTI BAKOPUCTAHHSI TEPMOSIIEPHUX HEHUTPOHIB
JJIsSI TPAHCMYTALII PAB

€.B. Pyouues, P.I1. Cnabocnuybkuii, M.A. Xaxcmypaoos

Posrisnaerses 1Ba BapiaHTH CHCTEMM TpaHCMyTauii panioakTHBHUX BinxoniB (PAB) 3a momomororo TepMosiiepHUX
HEWTpPOHIB. B 0lHOMY — TpaHCYypaHOBI eleMEHTH i TPOJYKTH JUIEHHS HE BiJJOKPEMJICHI OJIMH BiJl OAHOTO, B 1HIIOMY
BapiaHTI — ONPOMIHIOKTHCA PO3aUTbHO. [IpoaHami3oBaHO TepeBard i HEAONIKM KOXXHOTO 3 BapiaHTiB. BukoHaHO
MozenroBaHHA cucreM TpaHcMmyTamii PAB. IlpoanamizoBaHo edexkTuBHICTH TpaHcMmyTamii PAB mms koxHOro 3
BapianTiB. IlinroToBneno ¢izudne oOTpyHTYBaHHS U TpaHcMmyTamii PAO TepMosaepHIMU HEUTPOHAMH.
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