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A combined technique using both Monte-Carlo and quasi-analytic method has been developed for calculation of irradiation from
complex objects containing radioactive waste. Monte Carlo method is used to calculate spectral, angular and spatial distributions of
y-quanta close to one of the surfaces of the concrete cask loaded with containers filled with radioactive waste (RW). Radiation
characteristics at the prescribed distance are determined by integrating the point sources with calculated distributions over this
surface. Summation of photons of external radiation from individual RW isotopes allows finding the photon flux for any storage
time. Application of the technique allows to calculate asymmetric loading of casks with containers filled with RW of different
activity and to optimize the arrangement of the casks in the RW storage area. This allows reducing the effect of radiation-absorbed
dose on the service personnel and on the areas surrounding RW storage.
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ONPEJEJEHUE BHEIIHEI'O U3JYYEHUA OT HCTOYHUKOB CO CJOKHOMW TEOMETPHUEI
COJEPKAIIUNX PAIMOAKTUBHBIE OTXO/bI
E.B. Py)n,mel;]’2

! Hayuonansnwii Hayunwiti Lenmp «Xapbkosckuti Quauko-mexnuyeckuii uHemumym»
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2 Xaporosckuil nayuonansuulii yuusepcumem umenu B.H. Kapasuna

nirowads Ceo600vt 4, 61022, Xapvros, Ykpauna
Pazpaborana kOMOMHHpOBaHHAs METOAMKA, HCIONB3yIomiass Meron Monre-Kapino W KBasMaHaIMTHUECKHHA METON JJIs pacyera
H3ITy4eHUsI OT CIIOKHBIX OOBEKTOB ConepKalux panuoaktuBHele oTxombl (PAO). Meromom Monte-Kapio, paccuuTeiBaroTcst
CIIEKTpalbHBIe, YIJIOBBIE W IPOCTPAHCTBEHHBIC DPACHpEAEICHHs Y — KBAaHTOB BONM3M OJHOM M3 MOBEPXHOCTEH OETOHHOTO
KOHTelHepa, KOTOpoM pasMmemieHsl Ooukn ¢ PAO. MarerpupoBaHnmeM IO 3TOH IOBEPXHOCTH TOYEYHBIX HCTOYHUKOB C
PacCYNTaHHBIMA PACTIPEAEICHHUSIMU OIIPEISIIIETCS XapaKTePHUCTHKU M3IIy4eHH s Ha 3a1aHHOM paccTosiHn. CyMMHpoBaHue (OTOHOB
BHEIIHETO H3JTy4eHUs OT OTHENbHBIX HM30TONOB PAQ mMo3BONSET ONMpefesuTh MOTOK ()OTOHOB Ha 00O MOMEHT BpEMEHH.
IIpuMeHeHHe METOAMKH JaeT BO3MOMKHOCTh PACCUMTAaTh HECHUMMETPUYHYIO 3arpy3Ky KoHTeWHepoB Oouxkamu ¢ PAO pasnoii
AKTHBHOCTH U ONTHMH3HPOBATh pa3MelleHHe KOHTeHHEpoB B 30HE XpaHeHUs! PAO. DTo mo3BOIAET yMEHBIIUTH H030BbIe HATPY3KH
Ha 00CITy’>KUBAIOIIUI IEPCOHA M OKPYIKAIOIIEH XPaHWIINIIIE TEPPUTOPHH.
KJIFOYEBBIE CJIOBA: paananuoHHas 3aliTa; paIioaKTHBHBIE OTXO/bI; PAIHOHYKIHIBI; MOITHOCTD 103b1; MeTo MonTe-Kapio

BU3HAYEHHSI 30BHIINHBOI'O BUTTPOMIHIOBAHHSA BIJ JA’KEPEJI I3 CKJIAJHOK I'EOMETPI€IO, SIKI
MICTSATH PAAIOAKTHUBHI BIIXOJAU
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Po3pobiena komOiHOBaHa MeETOAMKA, LIO BHUKOPHCTOBYe Meroj MoHTte-Kapino 1 KBasiaHaNiTHYHUI METOJ Ul PO3PaxyHKY
BUIPOMIHIOBAHHS BiJl CKJIAJHUX 00'€KTiB, siki MicTiaTh panmioakTuBHi Binxomu (PAB). Merogom Monrte-Kapio po3paxoByroThcs
CIIEKTPalIbHi, KyTOBI 1 MPOCTOPOBI PO3MOIIIN Y-KBAHTIB MOOIHM3Y OJHI€l 3 TOBEPXOHh OCTOHHOTO KOHTEHHEPa B SKOMY PO3MIIICHI
6ouku 3 PAB. XapakTepucTuKy BUIIPOMIHIOBAHHS Ha 3aJaHill BiICTaHI BU3HAYAIOTHCS IHTEIPYBAHHSIM IO L(iii HOBEPXHI TOYKOBHX
JDKepesl 3 po3paxoBaHUMHU po3mofiaamu. IlincymMoByBaHHsI (OTOHIB 30BHILIHBOIO BHUIIPOMIHIOBAaHHS Bif okpemux izoromie PAB
JO3BOJISIE BH3HAYUTH TOTIK (OTOHIB Ha OyAb-SKMI MOMEHT dYacy. 3acTOCYyBaHHS METOIAMKH Ja€ MOXIIHMBICTH PO3paxyBaTu
HECHMETpPUYHE 3aBaHTAKCHHS KOHTEiHepiB Ooukamu 3 PAB pi3HOi akTHBHOCTI i ONTHMI3yBaTu PO3MIILICHHS KOHTEHHEPIB B 30HI
36epiranns PAB. Ile 103BOIsi€ 3MEHIIMTH J030Bi HABAHTA)XCHHS Ha OOCITYrOBYIOYHMi MEPCOHAN, a TAKOXK TEPUTOPIIO, L0 OTOUYyE
CXOBHIIIE.

KJIFOYOBI CJIOBA: panianiiiHuii 3aXucT; palioakTUBHI BIZIXOJIH; PaJiOHYKIIIIN; MTOTYKHICTh 1031, MeToa MonTte-Kapio

In the process of the reactor units operation at all nuclear power plants (NPP) in Ukraine there exists a problem
with storage of radioactive waste (RW). While operating normally the nuclear power plants produce significant amount
of radioactive waste (gaseous, liquid and solid). The gaseous waste is filtered by various filters, including liquid ones.
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As a result both liquid and solid RW is produced. To reduce the amount of this RW at NPPs it is preliminarily
processed. The liquid radioactive waste (LRW) as “distillation residue” is evaporated resulting in a variety of solid
waste — «salt melt». The solid radioactive waste (SRW) is burned and pressed. Despite the RW compaction the storage
facilities for all types of RW are almost full up. At Zaporozhye, Rovno and Khmelnitsky NPP melt salt storages are
filled to 85-95%, SRW storages are filled to about the same value.

To solve this problem in the world practice there is a safe and cost-effective method of conditioned RW temporary
storage (up to 50 years) at the areas of nuclear power plants. Cylindrical containers up to 200 litres filled with
radioactive waste are placed in reinforced concrete rectangular casks, which are arranged in the open air or in the light-
duty hangars. Outside the safeguard zone of the storage the dose rate (DR) should not exceed the permissible limits of
radiation safety standards for the NPP personnel working at the premises adjacent to the storage area. In a number of
papers some methods to reduce the dose rate from radiation sources located on the perimeter of the storage areas have
been proposed [1,2,3].

The aim of the present work is developing an effective calculation technique for external radiation from reinforced
concrete rectangular casks loaded with containers filled with RW of different activity and isotope composition. Due to
arrangement of the sources with different dose rate along on the storage area perimeter such techniques would allow
reducing the effect of radiation-absorbed dose on the NPP personnel.

INITIAL DATA AND METHODS OF DOSE RATE CALCULATIONS
From the data given in [1,3,4] and from the analysis of the isotope composition of RW produced by Ukrainian
NPPs it follows that the main contribution to the y- quanta radiation is made by 3 isotopes whose half-life is over 2
years: ®°Co, "**Cs and *'Cs, and with shorter half-life (T, <1 year): **Mn and ''""Ag. The averaged content of these
isotopes for different types of RW is presented in Table. From these data it follows that at increase of the storage

time the RW isotope composition changes considerably due to decrease of the content of isotopes with short half-
life.

Table.
Nuclide content in the salt melt, pressed SRW, and ash produced after burning of SRW and radioactive oil
Content of isot Iz
Average energy of Tip Ontent oF 1507opes X,
# Isotope A v
¥~ quanta, €ar 1 Ash | SRW | Saltmelt
MeV
1 *Mn 0.83 0.858 24 4.0
2 “Co 1.25 5.27 59 21.1 20
3 Homp o 0.86 0.685 252
4 B4Cs 0.70 2.06 12 13.1 15
5 1Cs 0.66 30 5 36.6 65

Pressed SRW are produced from waste with density of ~1 g/cm’ in the form of construction debris (~ 70% of
concrete and ~ 30% of iron). After pressing SRW its density reaches 4 g/cm3, the density of compressed ash is
2.2 g/em®, and the density of the salt melt is in the range of 1.7 — 2.1 g/cm’. The elemental composition of the salt melt
and ash is similar to that of the concrete.

At the site of Zaporozhye NPP it is planned to construct light-duty hangar storage (without biological shielding)
where reinforced concrete rectangular casks will be arranged in four tiers. The air-conditioned RW in containers of 200
litres are placed in rectangular casks (4 containers in each) with overall dimensions of 1.65 m x 1.65 m x 1.375 m and
wall thickness of 0.15 m [1,8]. The greatest contribution to the dose rate on the storage perimeter is evidently made by
the radiation sources arranged along the borders of storage facilities or storage areas. Hence, loading the cask with
containers filled with RW of different activity and spectral composition of radiation, as well as the casks arrangement in
the RW storage facility determine the DR along the perimeter of the safeguard zone.

External radiation of the cask is determined by change in the spectral composition of isotopes y-quanta contained
in RW when it is absorbed and attenuated both in the containers with RW and in the casks walls. Passage, absorption
and scattering of photons depend on the geometry of the entire object as well as on the elemental composition both of
RW and the shielding walls of the cask. Only Monte Carlo simulation of geometric characteristics and elemental
composition of such objects allows determining correctly the external radiation characteristics. When calculating
shields in nuclear engineering the method of volume integration of radiation sources, implemented in MicroShield [5]
and VOLUME [6] packages is often applied. However, applying these packages in calculation of sufficiently thick
biological shields (in our case the casks walls) results in a fairly large error.

For calculation of the external radiation characteristics the widely applied in nuclear engineering MCNP package
based on Monte-Carlo method [7] is used. In this package a geometrical model of the protective reinforced-concrete
cask with four cylindrical sources, was developed (Fig.1).
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Fig.1. Model of the cask with RW

MCNP package allows calculating radiation characteristics (spectral composition, angular distributions, dose rate,
etc.) at any distance and with any elemental and isotope composition of radioactive waste in the containers loaded into
casks. A disadvantage of such method (as well as of the Monte-Carlo-based packages as a whole) is a long computation
time, especially for the objects with rather complex geometry. As a rule, this fact does not allow optimizing considered
processes. In our case possible loading of containers with RW of different isotope composition is an additional problem.

In the paper a combined technique using both Monte-Carlo and quasi-analytic methods in Serf MC package is
applied:

1. Monte-Carlo method was used to calculate spectral and angular distributions, as well as gamma flux density
close to one surface of the cask loaded with containers filled with radioactive waste.

2. Further these distributions are used for calculation of y—quanta transport at any distance by integrating the point
sources over the cask surface.

It is assumed that each element of the source surface dS = dxdy emits y—quanta with spectral — Iz(E) and angular —
Lin(¢) distribution, and density n,(x,y) depending on (x,y) co-ordinates of dS element, where E is energy, ¢ is the angle
of gamma quanta emission relative to the normal to the surface. Gamma flux with energy E; in point P with co-ordinates
X, Y, (Fig.2) is determined by the following equation:

HyHx

_ﬂ(El')'R
Ni(Z’X7Y5Ei):IE(Ei)' J.J.
00

ny, (%, ) - Ly (9)B(u(E;) - R)e
R2

dxdy , ; (M

where Hx and Hy are width and height of a lateral surface of the cask, ¢ = parcos (z/R) is the angle of gamma quantum

emission to point P relative to the normal to the plane, R = \/ (x—X)*+(y=Y)*+z*, B, u are the build-up factor and

the linear coefficient of y—quanta absorption in the air, correspondingly.

Fig.2. Calculation pattern of radiation from a lateral surface of the cask
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It is known that at passage of y-quanta with energy E; through objects they are absorbed and re-scattered into
photons with lower energy. These processes cause decrease of the amount of y—quanta with energy E; (at large
thickness of the objects y-quanta with the initial_energy may not leave the object) and generation of a large number of
low-energy photons (£ < E);). It is obvious, that change in the RW isotope composition causes change in the radiation
characteristics. The following isotopes: 0Co, 134Cs, ¥'Cs, **Mn and llomAg make the main contribution to the radiation
from RW. For the main types of concentrated RW (salt melt, pressed ash and SRW) the characteristics of radiation
generated by these isotopes outside the cask are calculated.

In that case spectral composition of the external radiation /z(E) is determined by combined distribution of photons
by energy produced by all the isotopes in the radioactive waste. For the salt melt (see Table 1) the spectral composition

is determined by the following equation:
I(E) = Icoso(E) + Icsiza(E) + Iesiz(E). 2)

RESULTS OF CALCULATION
Fig.3 represents y-quanta yields on the surface of the cask filled with salt melt calculated in package MCNP, a
number of photons per 1 Bk activity of “Co, '**Cs and '*'Cs isotopes.
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Fig.3. y-quanta yields on the cask surface per 1 Bk Fig.4. y-quanta spectra produced by salt melt on the cask
activity of ®Co, '**Cs and '*'Cs isotopes surface

The proposed method of summation by individual isotopes allows obtaining radiation spectral distribution by
energy for any isotope composition for any storage time. Fig.4 shows spectral distributions caused by salt melt with
initial isotopic composition of 9Co — 15%, **Cs — 20%, *"Cs — 65%, and after 5 year of their storage.

The data represented in Fig.3 show that y-quanta spectral composition on the container surface differs considerably
for each isotope. The calculations showed that as opposite to the energy spectra the external radiation angular
distributions for different isotopes differ slightly. For example, when the cask is filled with salt melt y-quanta angular
distribution for all given isotopes is described with high accuracy by the model function:

Ly (9) = cos™ (), 3)
where Pa = 4.75. The uncertainty of the calculated data description by the model function is of a few percent within the
angle range of 0 — 60°, with more than 99% of photons emitted by RW.

The dose rate values depending on the distance from the cask surface for different isotopes were obtained by
equation (2) applying the Monte Carlo-calculated characteristics of radiation on the cask surface. To compare the results
obtained when applying the combined method, the dose rate variations from the distance were calculated by Monte
Carlo method (Fig.5).

In the calculations of photons flux in the air at distances of tens of meters from the source, direct registration of
particles in the point is ineffective, and it is difficult to obtain statistically reliable results in a reasonable time.
Therefore, special detection methods are applied. The "point detector" method is one of them [7]. When using the
MCNP package the "point detector" method lies in the following: detection of particles is determined by the sphere,

which leans on a cone with solid angle dQ p , and whose radius is shrinking to zero. In this case the particles flux will

be registered, if a particle scatters inside d€2p corner. A particle is not scattering when it is moving inside d€2p angle

to the direction of sphere. This resulted in statistical uncertainty of the calculations in the range of 0.5 + 2%.
Comparison of the obtained results shows that when using Serf MC method the dose rate is overestimated as
compared to the results obtained with Monte Carlo method. This is due to the fact that Serf MC method is based on the
"ray approximation" method where the scattering photons are not included. It is advisable to use Serf MC method,
since the calculations made for given task by this method are conservative, i.e. the dose rate overestimation is relatively
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small (from 20 to 70%). For comparison, calculation of similar dependences by the method of "volumetric integration
of point sources" gives an overestimation of 150 - 600%. Fig.6 represents spatial distribution of dose rate produced by a
lateral surface of the cask filled with salt melt.
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Fig.5. Dose rates produced by %°Co and '*’Cs at different Fig.6. Isolines of dose rates produced by the surface of the cask
distances from the surface of the cask filled with salt melt filled with salt melt, (in arbitrary units)

The developed technique allows effective calculation of the dose rate distribution from the container filled with
RW of different isotope composition and storage time, at any spatial point on the lateral side of the cask.

ASYMMETRIC CASKS LOADING
To minimize radiation from one of the cask sides in [8] the containers with radioactive waste were shifted to the
cask walls and the space between the containers was filled, for example, with sand, Fig7. But such an arrangement for
many reasons would complicate the technological process of radioactive waste handling.

/ \ Concrete wall of

the cask

L~

Filler (additional
shielding)

d

detectors

concrete

/

second row first row

Fig.7. Cask loaded with shifted containers and filled by sand Fig.8. Cask loaded with containers filled with RW of
as additional biological shielding different activity (low-active RW serving as biological
shield)

Radioactive wastes stored at the Ukrainian NPPs are of rather different activity. Salt melt and pressed ash from the
burned SRW and oil at the newly build radioactive waste reprocessing complex (RWRC) at Zaporozhye NPP are most
active. As long as some RW are stored for 3,5 or more years, it is possible to load the casks with containers filled with
RW of different activity so, that the containers with low-active RW from the 1st row serve as a shield for more active
RW from the 2nd row, Fig.8 [3]

We have studied shielding properties of containers from the 1st row for different types of RW. When loading RW
in the form of salt melt and pressed ash (RW density ~ 2 g/cm’), the contribution of the 2nd row to the external
radiation for ®’Co is about 10%, and for "*’Cs is about 6%. When the 1st row is loaded with pressed RW whose density
runs up to ~ 4 g/em’, the contribution of the 2nd row is smaller. Fig.9 shows the dose rate distribution inside and around
the cask for the containers with melt salt of different activity (the calculations performed with MCNP package).
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Fig.9. Dose rate distribution inside and around the cask for containers with melt salt of different activity

CONCLUSION
To calculate characteristics of radiation from complex objects containing radioactive waste a combined method

using both Monte Carlo and quasi-analytic methods is proposed.

It is shown that summation of external radiation photons from all the isotopes in considered RW allows obtaining

radiation characteristics (spectra, dose rate, etc.) for any isotope composition at any storage time.

It is shown that asymmetrical loading of casks with containers filled with RW of different activity allows reducing

considerably the dose rate at one of the container sides.

The proposed techniques would allow reducing the effect of radiation-absorbed dose on the service personnel

handling with radioactive waste as well as on the environment in the process of RW storage.
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