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[IpencTaBneHs pe3ynbTaTH TEPMOAUHAMUYECKOTO MOLENUPOBAHUA 10-
BepeHusa paguonyknuznos U, Cl, Pu, Be, Ni, Am npu Harpese paaunoax-
TUBHOT'O rpaduTa B aTMochepe YrieKUCaoro ra3a B LIMPOKOM TeMIle-
PaTYpPHOM Auana3oHe.
Ienbto uccnenoBanunii ABNAETCA OlleHKAa PaBHOBECHOT'0 COCTaBa ra3oBO
1 KOHLEHCUPOBAHHLIX Pa3 B YCOBUAX BEPOATHON 3alPOEKTHON aBapun
WA TIpU epepaboTKe peakTopHoTo rpaduTa. C yyeToM pacmpocTpaHeH-
HOCTU rpaduTa B KauecTBe MaTepuana Kak BbIBELEHHBIX U3 KCITlyaTa-
11UN, TaK W MTePCIEKTUBHLIX PEAKTOPOB 06pa30BaHUE TaKOW BHICOKOTEM-
MePaTyPHOI CUCTEMLI He UCKNtoUaeTcs. [lonyyerue nopo6Hon nundopma-
11U 0 cOCTaBe ee (a3 IKCIEPUMEHTANbHLIMU METOLAMU MOXET OLITh 3aT-
PYLHEHO II0 MHOT'UM IIPUYUHAM, UTO AejlaeT NPeLNOYTUTEeNbHEIM UCIIONb-
30BaHWe METOZOB IOJIHOTO0 TEPMUYECKOTO aHanu3a Alfa U3YUeHUs paB-
HOBECHOT'O TIOBEAEHUA 3TON CUCTEMBL.
TepmopuHaMUYeCKoe MOZleINPOBAHUE PABHOBECHOTO COCTOAHUA AaHHOMW
CUCTEMBI BLITIOJIHEHO C UCIT0J1b30BAHWEM KOMITbIOTEPHOTO MTPOTPAMMHO-
ro kommnekca TERRA c nmpusneuyeHnem MeTOLONOTUN MOLENN UL EANbHBIX
PaCTBOPOB MIPOLYKTOB B3aUMOZLEWCTBUA LNIA OLleHKU PAaBHOBECHOTO CO-
cTaBa obpasyomuxcs ¢as. B pacuere ncmonb3oBanuch Habopsl TEPMOAU-
HaMUYEeCKUX CBOUCTB UHAUBUAYAIbHBIX BellecTB U3 6a3 nanusix UBTAH-
TEPMO n HSC.
YCTaHOBNEHO, YTO B U3YUaeMO BBICOKOTEMITEPATYPHON CUCTEME PAANOHYK-
augst U, Cl, Py, Be, Ni, Am n rpadwt npucyTCTBYIOT B KOHAEHCUPOBAHHOM Pa-
CTBOPE TOJIbKO B HWXXHUX WU CPELHUX TEMIIePAaTYPHLIX UHTEpPBaNax, a ipu
LanbHenueM MOBLIIEHUU PABHOBECHLIX TEMIIEPATYP CIIOCOOHLI 00Pa30BLI-
BaTb ra3oBbie GOPMbI. BrifiBieH Hab0op OCHOBHLIX PeaKlUi C yIaCTUEM BHI-
l1eHa3BaHHLIX PAANOHYKAUA0B, IPUBEIeHbl TEMIIEPATYPHbIE ANATIA30Hb UX
peanusaunu, pacCYUTaHbl UX KOHCTAHTbl PaBHOBECUSA. YTTIEKUCILIN Ta3 B BEP-
XHeil 0671aCTU paBHOBECHLIX TEMITEPATYP HE CleAyeT pacCMaTpPUBATb Kak
WNHEPTHLIA [0 OTHOLIEHUIO K IpaduUTy 1 TeM 60J1ee paAUOHYKIUAAM.
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KnioueBble cnoBa: TepmoarHamMmyecKoe MoLennpoBaHue, TepMUYECKME NPOLECChI, KOH-
CTaHTa paBHOBECUS, PAJUOHYKINAbI, PAAN0AKTUBHbINA rpaduT, HarpeBaHue, yrieKUCbIi ras.

ATOMHas 3HepreTUKa ABNAETCA OCHOBHOMN OTPAC/bI0 3HEPreTUKM, KOTopas 3aHMMaeT
TPeTbe MecTo NOCNe YroNbHOW IHEPreTUKN U TMAPO3IHepreTukn. MpubansnutensHo 17%
BCEro NpoM3BefeHHOro NEeKTPUYECTBa NPUHAANEKNT aTOMHbBIM 31eKTpoCcTaHumam [1].

C 2005 r. BepyTcs pa3paboTku no co3aaHuto razooxnaxpgaemoro peaktopa (VHTR).
Poccuiickas Penepaums asnserca ofiHoW U3 14-Tu cTpaH, Beaylieit pa3paboTku B pam-
Kax MexpayHapoaHoi nporpammbl GEN-IV [2]. 3amepnuTtenem B ra3oBbix peakTopax ciy-
KuUT rpacuT [2]. MepcneKTUBHLIM ra30BbIM TENJIOHOCUTENEM ABAAETCS YIAEKUCbIA ras.
OH HepOpOr, XapaKTEPU3yeTCs NOBbIWEHHbLIMU MO CPABHEHUIO C APYITMMU razaMu nNaoT-
HOCTbIO 1 00bEMHOII TennoeMKocTbio [3].

B xope akcnayaTaumMm peakTOpOB MOTYT BO3HUKHYTb HeWTaTHblE CUTYyaL MK, pa3Bu-
T KOTOPbIX MOXET NPUBECTU K POCTY TeMnepaTypbl B aKTUBHOW 30He peakTopa [4,5].

[ins ycnewHoro ynpaeneHus 3anpoekTHbiMK aBapusmi Ha AIC HeobXoanM KoMNNeKC
MEepONpPUATUIA, OCHOBAHHBIA Ha 3HAHUAX HU3NKO-XUMUYECKMX NPOLLECCOB, KOTOPbIE Npo-
MCXOASAT B PEaKTOpe Npu HewTaTHON cuTyauuu [4]. laHHas paboTa nocesleHa aHanusy
(DM3NKO-XMMUYECKUX B3aMMOLENCTBUIA PEAKTOPHOr0 rpacuta C NpUMecAMU PagUOHYKIIU-
AOB 1 ra30Boi (a3oi Npu BO3MOXHOI 3aNpOEKTHOW aBapuu, BbI3BAHHON NOBbIWEHWNEM
TemnepaTtypbl B aKTUBHOI 30He.

B sapepHoii anepreTuke Poccun umetotcs 11 aHepro6nokos ¢ peaktopom PEMK-1000,
yeTblipe aHepro6aoka c peaktopamu 3IM-6 v fBa ocTaHOBNEHHbIX peakTopa AMB-100
AMB-200 benosapckoii A3C. Kpome Toro, octaHoBneHbl 10 13 13-Tu NpOMBbILWNEHHbIX YpaH-
rpauToBLIX peakTopoB Poccuu. AKTUBHAs 30HA U oTpaxaTens peaktopa PBMK-1000 co-
pepxart 1850 T agepHo-4ncToro rpacuTa, peaktopa IlM-6 — 700 T, peaktopos AMB-100 u
AMB-200 - no 1025 T, npombiliaeHHbIX peakTopoB — no 1300 1. CnegoBaTtensHo, B 060-
3pumom Gyayiiem (Aaxe npu yCNoBUM NPOANEHUS CPOKA CyKObl 3Hepro6a0KoB) Heob-
XOAMMO MMETb HafeXHble cnocobbl 06paLLeHUs C [ECATKAMM ThICAY TOHH 06y4YeHHOTo
rpacduTa [6].

BbiBOA 13 3KCNyaTaumu ypaH-rpadMToBLIX PEaKTOPOB NPeACcTaBaseT coboit Komn-
NIEKC CNOXHBIX 33y, CBA3aHHbIX C BBIBOPOM ONTUMANbHbIX CNOCOO0B U MeTO0B 06pa-
LWEeHMs C paanoakTUBHbIM rpacduTom [3].

OAHWUM N3 CNOCOBOB CHUXEHMS PAAMOAKTUBHOCTU rpaduTa ABNAETCA ero BblCO-
KoTemnepaTypHas TepMuyeckas 06paboTka B pa3nnyHbIx cpefax. Mon peictenem tem-
nepaTtypbl YacTb PafMOHYKNU0B NEPEXOAUT B ra3006pa3Hoe COCTOAHME U yaanseT-
cs u3 cuctemsl [6].

OKucneHue paguoaKTMBHOIO rpaduTa ra3006pasHbIMU rasnduUUMpyYOWMMU areHTaMu,
TaKUMU KaK BO3JYX, KNCNOPOA, YINeKUCNbI ra3, BOAAHOI Nap U UX CMecH, UCNbITbIBAET-
cs B nabopaTtopHbix MacwTabax. KomnblotepHoe MoaennpoBaHue npotecca nepepabot-
KU peakTopHoro rpacumta HarpeBaHWeM B YreKUCIOM ra3e no3BoNseT NpefBapuTeNbHO
OLEHUTbL NOBefleHME PAANOAKTUBHBIX 31EMEHTOB.

Takum 06pa3om, TEpMOAUHAMUYECKOE MOENMPOBAHINE PABHOBECHOTO BbICOKOTEMME-
paTypHOro NoBefeHUs U3y4aeMoii CUCTEMbI MO3BONIAET NOJYYNUTb MHDOPMALMIO 06 acnek-
Tax BepOATHOM 3aNPOEKTHO aBapuM Ha ra300XAXAAEMOM SAEPHOM PeaKTOpe U OLEeHUTD
HEKOTOpble BO3MOXXHOCTH nepepaboTKN paamnoakTMBHOMO rpaduTa AgepHbIX peakTopos.

Lenbto paboTbl ABAAETCA ONpeAeneHne paBHOBECHOIO COCTaBa ra3oBoi asbl npu
B3aMMOJLEACTBUM PafMOAKTUBHOIO rpauTa C yrneKMcnbiM ra3om B WMPOKOM TeMMepa-
TYPHOM AMana3oHe.

3apaya paboTbl COCTOUT B NPOBEAEHUM TEPMOSMHAMUYECKOTO MOLENMPOBAHMUA pac-
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CMaTpMBAEMOMN CUCTEMbI U OTIPefEeNEHNM KOHCTAHT PaBHOBECHS OCHOBHbLIX peaKLuit, npo-
TEeKaloLWMX Npy Harpese pagnoakTMBHOro rpaduTa, cogepxaiero pagmoHykaugsl U, CL,
Pu, Be, Ni, Am.

PaHee [7] 6bi10 npoBeeHO TEPMOANHAMUYECKOE MOeNMpoBaHMe noBefeHus Ca, Sr
u Cs npu HarpeBaHMM pagMoOaKTUBHOIO rpaduta B aTMocthepe yrinekncnoro rasa.

METOAMKA PACYHETA

N3yyeHne paBHOBECHOTO COCTaBa CUCTEMbI ObINIO BEINMOJIHEHO METOAOM TEPMOAMHA-
MUYECKOr0o MOAENMPOBaHUA. [laHHbI METOA NpefCcTaBAseT coboil COBOKYMHOCTb Npu-
eM0B, npoLieayp, yCA0BUIA U JONYLEHWUA, KOTOPas NO3BOAET paccynTaTh COCTAaB MOAENb-
HOW PaBHOBECHOI CUCTEMbI, MAKCMMaNbHO BO3MOXHO NPUGNMKEHHO! K pAaBHOBECHOMY
COCTaBy peanbHoM cucTemsl [8]. Kputepmem HacTynneHns paBHOBECHOrO COCTOAHUA B
cuUcTeMe CYMTARTCA YCNOBME JOCTUKEHUA IKCTPEMYMA ee XapaKTepuCcTNIeckomn QyHKLMH
— MUHUMYMA 3Heprum Tmb6ca nnu MakcUmyma IHTPOMUM CUCTEMBI (BN1S 3aKPLITHIX CUC-
TeM) B yKa3aHHbIX ycnoBuAX. TepMOANHAMUYECKOE MOLENNPOBAHNE Peann30BaHO NpH
MOMOLLN KOMMbIOTEPHON NMPOrpamMMbl MONHOTO TEPMOANHAMUYECKOTO aHann3a 1 6asbl
AAHHbIX TEPMOJMHAMUYECKUX CBOMCTB MHAWBMUAYaANbHbIX BelecTB. B gaHHOM cayyae
pacyeT OblN BbINOJIHEH C NOMOLLbIO NporpaMmmHoro komnnekca TERRA [9, 10] ¢ ucnonsb-
30BaHueM 6asbl faHHbx UBTAHTEPMO, pacwuperHoii 3a cyeT nHdopmauum u3 6assl
AaHHbIx HSC5. TepmoanHamnyeckoe MogenMpoBaHue NoBeAeHNs paanoaKTMBHOIO rpa-
(u1Ta Npu HarpeBaHUW B pa3nnyHbIX cpefax npusegeHo B [11 - 16].

B nporpammHom komnnekce TERRA pacyeT paBHOBECHOro cocTaBa OCHOBAH Ha COCTaB-
neHnn QyHKLMKM JlarpaHKa IHTPONUM KOMNOHEHTOB BCeX (ha3 CUCTEMbI U HAXOXKAEHUN ee
MaKCMMyMa YMCNeHHbIMW MeTofamMu [17]

5= {sg"(r) - Rlnﬁ/—rrzg }ng . 2 SO, + 3 Y [5,°0) - Rinw, Jn, = S, (1)

G
g:l x=1 r
rae Ng, Ne Np, Sg% S% Si® — uncno moneit u ctaHpapTHas aHTponua (npu Temne-
patype T, K u paBneHun 0.1 MMa) B raszax g, KOHLeHcATax C U B pacTBopax rx,
Ix/(monb-kr); G, C, X — Konu4yecTBo ra3oo6pa3HbiX KOMNOHEHTOB, KOHAEHCUPO-
BAHHbIX KOMNOHEHTOB U PAaCTBOPOB B TEPMONHAMUYECKOI CUCTEME COOTBETCTBEH-
HO, MOJlb; W,x — MONIbHAsA [0 KOMNOHEHTA B pacTBOpe, MOA. foN1.; R — yHuBep-
canbHas rasosas noctosHHas 8.314 [Ix/(monb-K); V — yaenbHblit 06bem, M3/Kr.
Ha 061acTb ONYCTUMbIX 3HAYEHMII MePEMEHHbIX MPU YCTAHOBNEHUN XUMUYECKOTO W
ha30BOro paBHOBECUs NyTEM AOCTUXEHUA MAKCMMyMa IHTPONMUM HAnarawTCs cneayio-
Wwme orpaHuyerus [17].
1. MoCTOAHCTBO NONHOI BHYTPEHHEH 3HEPruM CUCTEMBI NPU PAaBHOBECUMU:

U= ZG:Ug(T)ng - ZC:UC(T)nC - ZX:ZR:U,X(T)n,X =const, (2)

x=1r=1

roe Ug, Ug, Uy — MONbHas BHYTPEHHAS 3HEPriA KOMNOHEHTOB ra3oBoi (asbl, KOHAEHCH-
POBAHHbIX KOMMOHEHTOB M KOMMNOHEHTOB KOHAEHCUPOBAHHbLIX PACTBOPOB, BKJIKOYAIOLLNX
B Cebs 3HTanbNMio 06pasoBaHus

)
0
U= j C,.dT +AH(T,), 3)
Ty
rae & =g, ¢, rx; Cy— TENNOEMKOCTb NPK NOCTOAHHOM 06beme; Ty — TEpMOAMHAMUYECKAn

TemnepaTtypa Npu CTaHAapTHbIX yenosuax; Ag%(To) — sHTanbnus npu To.
2. CoxpaHeHue Macchl BCEX XMMUYECKUX 3IEMEHTOB:
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G C X R
—b;+ Y v+ vin 4 > v, b, =0, (4)
g=1 c=1 x=1r=1
rae b; — monbHOe copiepxKaHmne j-ro XMMUYeCKOro 3/1eMeHTa B CUCTEME; Vjg Vig Vi — YMUC-
N0 aTOMOB j-T0 37I€MeHTa B ra30BblX, KOHAEHCUPOBAHHbIX KOMMOHEHTaX CUCTEMbI U B pa-
CTBOPAax COOTBETCTBEHHO.
3. 3aKoH coxpaHeHus 3apsja

K
quknk =0, (5)
k=1

e ek — KPAaTHOCTb MOHM3ALMM K-TO 3neMeHTa (ANA INEKTPOHHOTO ra3a Gex = —1).
4. YpaBHEHUE COCTOAHUA CMECHU UeanbHbIX ra3oB

K
pV—RT> n, =0, (6)
k=1
rae p — paenenxue, Ma.
B BbluncnutensHom npouecce nporpammHoro komnnekca TERRA ncnonb3yerca metog,
nocnefoBatenbHbIx NpubAMKeHnin HeloToHa, o6ecneynBalowwnin BbICOKYIO CKOPOCTb CXO-
ANMOCTM Pe3yNbTaToB Ha KOHEYHbIX CTaAUAX UTepPaLMOHHOro npotecca.

Tabnuua 1
PapuoHyKauabl B rpacdure
PaguoHyknug Tun coeguHeHun
238, 23| 235)) U0, UO2zoua), U0z, U3Osixonn), UO3, CalOsuong), UO*, UO2*, UOy

Nicl2(NOHﬂ.h EUOC’{KOHD._!‘ Euciz[mm )i Puocl[KﬂHﬂ h CaCIz[m_;. STCI2|;):0H,0, h
%Cl Cl, Clz, CIO, ClOz, CICO, NiCl, NiClz, EuCls, BeCl, BeClz, CaCl, CaCl,
SrCl, SrClz, CsCl, CI, CaCl*, SrCI*

59N NiaCieoua), NICOs(oun), Ni, NiOzgwowa), NiO, NiCl, NiClzjoun), NiClz, Ni*
239py, 40Py, 1Py, 22Py Pu, PuO, PuOgoun), PuOzpong), PUOClixoun), PuQz, PuzOspong), PuO*
10Be Be, BeOyoun), BeO, Bez0, Bez0z, Be3Os, BesO4, BeCl, BeClz, BeCOsyoun), Be*
241Am, 243Am Am, Amz203(ona ), AM203(x0ma)

PannoakTuBHbIE 3N€MEHTbI, MPUCYTCTBYIOWME B PeaKTOPHOM rpaduTe, U UX XUMU-
yeckue COeiMHeHNs, TepMOMHAMUYeCKNe CBOIMCTBA KOTOPLIX ObIN YYTeHbl Npu Tep-
MOAMHAMUYECKOM MOAENMPOBaHNUY, NPpUBEAEHbI B Tabn. 1. XumMuyeckue CBOICTBA CTa-
OUNbHBIX HEPAJMOAKTUBHbIX 3/1IEMEHTOB HE OT/INYAIOTCA OT NOBEEeHNUsA UX pajMoaK-
TUBHbIX U30TonoB [18].

YucneHHbIn 3KCNepUMEHT NPOBOAMCA B aTMOCdepe YrIeKUCA0ro ra3a npu HayanbHoM
LasneHuu ogHa atmocepa. PaBHoBecHas Temnepatypa usmeHanach ot 373 go 3273 K¢
warom 100 K.

Bpems n3meHeHus ha3oBoro CoCcTosHMsA, ra3000MeH C OKpyKalolen cpefoi 1 cKo-
POCTb NPOTEKAHUA peaKLuii B paMKax MeTofa TEPMOAUHAMUYECKOTO MOLENNPOBAHNA He
paccmartpuBaloTCa.

B pacyete yuuTbiBanach BO3MOXHOCTb 06pa30BaHNsA KOHAEHCUPOBAHHOTO OKCUAHO-
CONeBOro pacTBOPa, IHTANbMUKU CMELLEHNA BO3ZMOXHBIX YH4AaCTHUKOB KOTOPOro NpUHUMa-
n1Cb HyneBbiMU (B COOTBETCTBUM C METOA0NOTMEN MEaNbHOTO pacTBOpa NPOLYKTOB B3a-
umopeicTemsa) [9].
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PE3YJ/IbTATbl U OBCYXAEHMUE

B pe3ynbTate KOMNbLIOTEPHOrO MOLENIMPOBAHMA ObIIO N3YYEHO pacnpefeneHne ypa-
Ha, X10pa, NAYTOHUSA, 6epUNNUs, HUKENS, aMEPULUSA U eBPONUSA MO PaBHOBECHbLIM (a3am.

B paBHOBecHOI cucteme NOMUMO ra3oBOW UMEIOTCA ,B€ KOHAEHCUPOBAHHbIX Pa3bl —
yrnepopaHas (rpaduT) u OKCUAHO-CONEBOMN pacTBop. YrnepofHas dasa cylecTByeT B TEM-
nepatypHom uHTepBane 373 — 973 K, a OKCMAHO-CONEBOW pacTBOp — B MHTepBase oT 373
no 3073 K.

MpuynHoM ncyesHoBeHns yrnepogHon dasel npu 973 K cnegyet cunTtatbh B3aMmo-

peiicteue ¢ atmocdepoit CO, c 06pa3oBaHMeM COOTBETCTBYIOLLMX KONUYECTB ra3000-
pasHoro CO.
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Tabnuua 2
I'Ipoueccbl, nporTeKamoujue B cuctreme

TemnepaTypHbIn
HaumenoBanue rpynnel | Ne Peakuus whTepean, K
1 U30s(401n1+4CO; = 3UO3+4CO 2173 -2973
XuMuyeckan peakuma, 2 Uz0soun+4C0O; = 3UO03+4CO*+CO 2173 -2973
PpoTeaKilian MERi) 3 | 2NiClong)+2CO2 = 2NiOyoa +2CICO | 2073 - 2473
KOHJEHCUPOBaHHbIM - -
el FSo0M 4 | NisCiou)*CO2+6Cl = 3NiCI+2CO 20732373
(napom) 5 NiClz+CO = NiCI+CICO 1273 1473
6 2Am02¢mn.}+00 = Am203(¢0un 1 +CO2 1073 - 2573
7 CaClajonn) = CaClz 973 -1373
Tepmuyeckoe ucnapenue [ g PuOziona) = PuO2 1773 - 2573
KOHOEHCUPOBAHHBIX
i 9 BeOjuona) = BeO 2173 - 2873
10 SrClajxona) = SrCh 1173 - 1573
1" CaClz=Cl; + Ca 1373 - 2473
12 CaCl, = CaCl+Cl 1573 - 2273
;ﬁgg'o“:f::i: 13 CaCl = Cl+Ca 2273 - 2973
& aposolt e 14 NiCl = Ni+Cl, 1273-1773
15 PuO;=Pu0+0 2573 -3273
16 BeO = Be+0 2873 - 3273
TopHusecKan UOHBSALIR. | .1y PuO; = PuO*+0- 2573 - 3273
B NapoBoi dase
18 PuOzjoun) = PuO + O 1973 - 2773
onsimos 19 BeOuwa) = Be+0 9731573
paanoxeHune 20 Am203x0u1) = 2AmM+30 2573 - 2873
TBEPAbIX BELECTB 21 AmOzoua) = Am+0; 2373 - 2873
22 NiOjeoug) = Ni+O 1073 - 1873
Amermove paamme | oy NiCl+CO = NiCI+CICO 1273- 1473
napogoi thase

PacnpegeneHve ypaHa no paBHOBeCHbIM (ha3aM npefcraBneHo Ha puc. 1. B uHtepsa-
ne temnepatyp 373 - 2273 K 100% ypaHa cuctembl Haxoautcs B Buae UsOs(oug). Aans-
Hellwee yBennyeHne Temnepatypsl o 3273 K npusogut K ymeHblleHno U305 oug), NO-
aBneHuto u pocty napos UO; (~60% mon.), UO, (~5% mon.) n nornos UO3~ (~30% mon.),
U0,* (~5% mon.).

PacnpepeneHue xnopa no asam eMoOHCTpUpyeTca Ha puc. 2. B TemnepaTypHOM WH-
TepBane ot 373 po 873 K ocHoBHas 4Yactb xnopa cuctemsl (~100% mon.) HaXoAMUTCA B
Bune CaCly(cong)- NanbHelwee ysenuuenne Temnepatypsl 4o 1373 K npuBoauT K ysenu-
yeHuto konnyectea napos CaCl, (~97% mon.). 3T U3MeHeHNUs B paBHOBECHOM COCTaBe
a3 cootBeTcTBYIOT peakuuu 7 (Tabn. 2). YBenuyeHnue Temnepatypsl o 2273 K npuso-
AWT K yBenuyenuio konuyectsa napos CaCl (~4% mon.), atomapHoro Cl (~93% mon.) u
yMeHbWweHunio konunyectsa napos CaCl, (~3% mon.). JanbHeiiwee ysenuyerHume temne-
patypbl Ao 3273 K npuBOANT K TOMY, 4TO BECb XN10p CUCTeMbl B BUAe aTomapHoro Cl
(~100% mon.) HaxoAMUTCA B cOCTaBe ra3oBoM hassbl.

PacnpepeneHue nnyToHus no dasam n3obpaxeHo Ha puc. 3. Mpu Temnepatype o 1873 K
BECh MYTOHNA HaxoaunTCs B BUAE PUOy(coug). YBENMYEHME TEMNEpPATYPbI 10 2673 K npusoant
K MOSIBNIEHUIO 1 YBENUYEHMIO coaepKaHusa napoobpasHoro Pu0, 1o 100% ot obuiero Konu-
YeCTBa NNYTOHUS B CUCTEME B pe3y/ibTaTe NpoTeKaHus peakuuu 8 (cm. Tabn. 2). Mpu Temne-
patype Bbiwe 2673 K BeCcb NIYyTOHWI HAXOAUTCA B COCTaBe ra3oBoi a3kl B BUAE NMAPOB
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PuO; (~94% mon.), PuO (~4% mon.) n nonmsmposanHoro PuO* (~4% mon.).
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Puc. 3. Pacnpepenenue nnytoHus no asam
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Puc. 4. Pacnpegenexue 6epunnus no tasam

Pacnpepenenune 6epunnus no dasam npefcTaBAeHo Ha pUc. 4. Mpu Temnepatype Ao
2273 K Becb 6epunnuit Haxoautca B Buae BeO(oug). NP1 fanbHewem ysennyernn Tem-
nepatypbl 10 2873 K BeO o) yMeHbwaeTcs ao 0%, nossnawtca napbl BeO (~63% mon.)
u Be (~37% mon.). NanbHeinwee yBennmyeHne Temnepatypbl 4o 3273 K conpoBoxpaercs
yMeHbweHnem BeO po 55% u ysennyennem Be go 45%.

PacnpepeneHue Hukens no asam nokasaHo Ha puc. 5. B nHTepBane Temneparyp ot
373 po 673 K nponcxoput ymeHbuieHne NiClyoug) 1 yBenudenme NiOoug) (~100% mon.).
Ysenuyenue Temnepatypsl 40 973 K npusoaunt Kk ysenndenunio konuyectsa NizClioug)
(~17% mon.) u ymenbuweHno konnyectsa, NiOouz) (~83% mon.). Ysennuenue Temnepa-
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Typbl Ao 1273 K npuBoguT K yBennyeHuto konuyectsa napos NiCl, (~22% mon.), NiCl
(~4% mon.) u ymeHbuwenunio Konnyectsa NiO(ouz) (~73% mon.), NisClioug) (~1% mon.).
YBenuueHune temnepatypsl Ao 1473 K npuBoAUT K YBENNYEHUIO KONMYECTBA NAapoB
NiCl (~23% mon.), atomapHoro Ni (~29% mon.) n ymeHbuweHuio konndectsa Nil oug)
(~35% mon.), napos NiCl, (~13% mon.) Mpu yBennyeHnn Temnepatypsl fo 2173 K npo-
nexoant ymerbluenmne konnyectsa NiOouz), NiCla(ons), napos NiCl n ysennyenne napa
Ni (~100% mon.). B nHTepBane o1 2173 po 3273 K HMKeNb NpuCyTCTBYET B BUAE NapoB
Ni (~97% mon.) u NiO (~3% mon.).
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Puc. 6. Pacnpenenexune amepuuma no dasam

Pacnpepenerune amepuums no dasam n3obpaxeHo Ha puc. 6. Mpu Temnepatype Ao
800 K Becb amepuunii Haxoantcs B BUAe AmOy(oug). JanbHelwee ysennyeHne Temne-
paTypbl Ao 2673 K npusoaut K ymeHbweHnto AmO;(oug) (~18%), yBenuyenuio
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Am203(koug) (~ 78%) n nossneHns napos Am (~6%). Mpu ysenuyeHnn Temneparypei
no 3073 K sospacratot napel Am 1o 100%, ymeHbwaetca Amy03koug) 1 AMO2(oug)-
B nHTepBane temnepatyp ot 3073 no 3273 K Becb amepuumMii Haxo[uTCA B BUAE Na-
poobpasHoro Am.

Tabanua 3
KoadpduumeHTbl KOHCTAHT paBHOBECHUSA
Peakuma T:::;Z:Z:ynp o /] Aa Ab

1 2173-2973 | 471 —-2.510° 1.6 42108
2 2173 -2973 552 | -5.6-10° 1.6 41108
3 2073 - 2473 -559 | -2.3-10¢ 58 2.8-10°
4 2073-2373 | -104 | 1.0510° | 58102 62.2
5 1273-1473 1.68 42104 | 26-1073 383

6 1073-2573 10.34 | -8.210° 0.64 1.06-10°
7 973 -1373 -559 | -2.3-10¢ 58 2.8-10°
8 1773 - 2573 19.7 -7.1-104 | 9.3-102 1.9-102
9 2173-2873 | 19.63 | -8.6-10¢ | 3.8-10%2 94.33
10 1173 - 1573 15.07 | -3.4-10¢ 0.12 167.4
1" 1373 - 2473 24.8 -1.1105 | 6.9-10°3 12.8
12 1573 - 2273 14.1 -6.1-10¢ | 1.2102 21.7
13 2273 -2973 109 | -4.9104 | 48103 126
14 1273 - 1773 129 —6-104 1.1-10-2 16.7
15 2573 -3273 162 | -7.2104 | 5.4-10°3 15.7
16 2873 - 3273 13.06 | 52104 | 22102 66.04
17 2573-3273 | 14.98 | -1.2110° | 3.1-10°° 8.71
18 1973 - 2773 35.2 -1.4-105 1.7 4.1-10?
19 973 - 1573 33.07 | -1.4105 5.9-102 1.4-102
20 2573 - 2873 749 | -3.510° | 7.91102 | 215102
21 2373 - 2873 401 -1.6-105 | 7.6-102 1.9-102
22 1073-1873 | 35.02 | -1.1-105 | 5.2-102 72.3
23 1273 - 1473 1.68 42104 | 26-1073 383

Ha ocHoBaHMM nonyyeHHbIX TeMNepaTypHbIX 3aBUCUMOCTEN pacnpeseneHns paguoHYKIu-
[10B N0 )a3aM M YNCNEHHbIX PE3YNbTaTOB MOAENMPOBAHUA Obli 3anNMUCaH MUHUMANbHbIN Ha-
60p OCHOBHbIX peakumii (CM. Tabn. 2).

KoHcTaHTbl paBHOBECMSA peaKLuid, NpecTaBAeHHbIX B TabA. 2, ONpeaensnu, UCnosb3ys
HaliA€HHbIE B MOLLENbHbIX pacyeTax KOHLEeHTpaLumn (B MONbHbIX JONAX) KOMNOHEHTOB KOH-
LEeHCMPOBaHHOW 1 ra3oBow (a3. KoHCTaHTbl NpeacTaBneHbl B aHaNMTMYeCKon opme:

n K,'= o + b,(l/T)

KoadduumenTsl oy, b ypaBHEHUA paccynUTaHbl METOOM HaMMEHbLIUX KBAPaTOB 1 CBe-
OeHbl B TabN. 3.

S3AK/TIIOMEHME
Pesynbtathl TEpMOJMHAMUYECKOTO MOACANPOBAHUSA CUCTEMBI PAANOAKTUBHbIN rpacut
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- YINEKNUCAbIN ra3 noKasanu, 4to B guanasoHe temnepatyp 373 — 1873 K ocHOBHas YacTb
pPagMoOHYKNUL0B COAEPXUTCA B OKCUHO-CONIEBOM KOHOEHCMPOBAHHOM pacTBope, npu
3TOM MO Mepe NOBbIWEeHNA PABHOBECHbIX TEMNEPATYp PafAUOHYKNMUAbI HAYMHAIOT noche-
L0BaTeNbHO NepexoaunTh B ra3oByto a3y. YsennyeHvne paBHOBECHOW TemnepaTypbl L0
973 K npuBOAMT K MCHE3HOBEHUIO KOHAEHCUPOBAHHOM (a3bl yrnepoaa, nepexoay B ra-
30Byi0 (ha3y coeguHEHNUN Xnopa U HUKens, [0 2373 — K UCNAPEHMIO0 KOHLEHCUPOBAHHbIX
coefiMHEHN amepuuma n 6epunnus, fo 2073 K — K ucnapeHuto KOHAEHCMPOBAHHBIX CO-
efMHEeHNIN nayToHuA, 1o 2973 K — K MCnapeHmnio KOHAEHCUPOBAHHbIX COeMHEHNI YpaHa.
N3 paccmMOTpeHHbIX pafMOHYKINAOB lerye OCTabHbIX B ra30BY0 Pa3y NnepexonuT xnop.

MNoBbiWweHne TeMnepaTypbl BeLeT K YyMeHbLEeHNI0 KOHCTAHTbl paBHOBECUA 41a peak-
umin 10, 20 1 yBENMYEHUIO KOHCTAHT PaBHOBECHA A1 OCTaNlbHbIX peaKLuui.

Takum 06pa3om, B 06/1aCTH BbICOKMX PaBHOBECHbIX TEMMEPATYP YIrNEKUCNbIA ra3 crno-
COO€EH aKTMBHO B3aWMOJAECTBOBATb HE TONIbKO C MPUMECHbIMW PafMOHYKAUAAMU, HO U C
rpaguTom.
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COMPUTER-SIMULATED THERMODYNAMIC BEHAVIOR OF
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ABSTRACT

The article examines the computer-simulated thermodynamic behavior of
radionuclides U, Cl, Pu, Be, Ni, and Am when radioactive graphite is heated in a carbon
dioxide atmosphere over a wide temperature range.

The aim of the work is to estimate the equilibrium composition of the gas and
condensed phases during a probable beyond design basis accident or reactor graphite
reprocessing. Since graphite is a prevalent material of both decommissioned and
advanced reactors, the formation of such a high-temperature system is not excluded.
Obtaining such information about the composition of its phases by experimental
methods can be difficult for many reasons, which makes it preferable to use complete
thermal analysis methods to study the equilibrium behavior of this system.

The system thermodynamics in the equilibrium state was simulated by means of
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the TERRA computer software package involving the methodology of the model of ideal
solutions for interaction products to estimate the equilibrium composition of the
resulting phases. The calculations used sets of thermodynamic properties of
individual substances from the IVTANTERMO and HSC databases.

It has been established that, in the studied high-temperature system, radionuclides
U, CL, Pu, Be, Ni, and Am as well as graphite are present in the condensed solution
only in lower or average temperature ranges and, as equilibrium temperatures further
increase, they are able to turn to gas forms. The study made it possible to define a
set of basic reactions involving the above-mentioned radionuclides, determine the
temperature ranges of their implementation and calculate their equilibrium constants.
Carbon dioxide in the upper region of equilibrium temperatures should not be
regarded as inert with respect to graphite and especially radionuclides.

Key words: thermodynamic simulation, thermal processes, equilibrium constant,
radionuclides, radioactive graphite, heating, carbon dioxide.
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