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[IpuBopATCA pe3ynbTaThl TEPMOAUHAMUUECKOTO aHanu3a IMoBefeHUA pafno-
Hykaunos Sr, Ca mpu HarpeBaHUU PafM0aKTUBHOTO rpadura B armocdepe
Bo3nyxa. [Ipu momMomm mporpamMmuoro kommnekca TERRA mposenen repmonu-
HaMUUeCcKui aHanus B TemmepaTypHoM unrepsane oT 300 no 3600 K ¢ nenbio
YCTAHOBJIEHUA BO3MOXHOI'0 COCTaBa MOHU3UPOBAHHOW, Fa30BOW U KOHAEHCU-
poBaHHOM (a3. YCTaHOBEHO, UTO CTPOHIUI B MHTEPBaJle TeMIepaTyp ot 300
1o 1600 K naxomurcs B BUAE KOHAEHCUPOBAHHOI'O SrCl oy W ra3006pasHoro
SrCl,, mpn moBLIMIeHUN TemmepaTypst oT 1600 no 3600 K ~ B Bupe rasoobpas-
HBIX SrCl Sr0, SrCl, Sr n nonusuposanusix SrCl*,Sr*, Sr0*. Kanbunit Ha yyact-
Ke TeMHepaTyp oT 300 no 2100 K HaxonuTcAa B BUZE KOHAEHCUPOBAHHBLIX
CaCl, CaUO Ca0, | n rasoobpasroro CaCl, mpu yBennyenun Temmepary-
pHl ot 2100 1o §6OO i( -B Buje rasoobpasuuix Ca, CaCl, Cad n noxnusnposan-
Huix Ca*, Ca0*, CaCl*. Ompepnenenst OCHOBHLIE PeaKLiMu BHYTPU OTAENbHBIX (a3
U MEXLY KOHLEHCUPOBAHHLIMU, Ta30BHIMU U UOHU3UPOBAHHLIMU (azaMu.
[IpoBeneHbl pacyeTsl KOHCTAHT paBHOBECUA UX peakuunt. Ilo monyueHHHIM
pe3ynbTaTaM IOCTPOeHL! rpaduyeckue 3aBUCUMOCTU pacIipeiefieHus pafuo-
Hyknugos St, Ca mo daszam.

KnioueBble cl0Ba: TepMOAMHAMUYECKOE MOLENMPOBAHUE, TEPMUYECKUE MPOLLECCHI,
KOHCTaHTa paBHOBECUS, PaAUOHYKNNAbI, PAAUOAKTUBHBIN rpacuT, HarpesaHue, aTmocde-
pa BO3fyxa.
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BBEAEHMUE

Ha ceropHAWHMI feHb aTOMHaA 3HepreTuka ABNAETCA OAHUM U3 OCHOBHbIX NCTOYHM-
KOB BbIpabOTKM 3NeKTpo3Heprun B Mupe. B Poccuitckoit ®egepalimm B 06LLeil CNOKHOCTH
akcnnyatupyetcs 11 atomHbix anektpoctaHunit (A3C) cymMapHoOi YCTaHOBNEHHOW MOLY-
HOCTbiO cBbile 29,5 BT, Ha KOTOPLIX B paboyeM COCTOAHUM HaxoauTcs 37 3Hepro6IoKoB,
BOCEMb U3 KOTOPbIX OTHOCATCA K cepun PBMK (peakTop 60nbLu0ii MOWHOCTH KaHabHbIN)
Kunswero TMna ¢ rpaduToBbIM 3aMeAUTENEM U BOAAHBIM TennoHocuTenem [1, 2]. Aktus-
Has 30Ha 1 oTpaxaTenb peaktopa PBMK-1000 copepxat 1850 TOHH A8epHO-4MCTOrO rpa-
¢wuTa. CnegoBatenbHO, NOC/ie BbIBEAEHUA U3 IKCMyaTalLMM AAHHOTO peakTopa Heobxo-
AMMO MMETb HafleXHble crnocoObl 0OpaLLeHNs C feCATKAMU TbICAY TOHH 061y4EHHOTO rpa-
dwuTa. BbiBOA M3 3KCNIyaTaLnUK ypaH-rpadMToBbIX PEAKTOPOB NpefcTaBaseT coboi Komn-
NEKC CNOXHbIX 3a[jay, CBA3aHHbIX C BbIOOPOM ONTUMaNbHbIX CNOCOOOB U MeTOA0B 06pa-
WEeHWUsA C pafinoaKTUBHbIM rpacduTom [3-5].

0aHUM U3 CNOCOOOB CHUXKEHUA PAAMOAKTUBHOCTU rpaduTa ABAAETCA €ro BbICOKOTEM-
nepatypHas TepMuyeckas 06paboTka B pas3nuyHbix cpegax. Mop Bo3aencTemem Temnepa-
TYpbl YaCTb PafMOHYKINA0B NEPEXOAUT B ra3000pa3Hoe COCTOAHMUE U YAANAETCA U3 CUC-
TeMmbl [4].

OKucneHne pagMoaKTUBHOTO rpaduta ra3006pasHbIMU U rasuULMPYIOLLMMU areHTa-
MW, TAaKUMU KaK BO3JYX, KUCIOPOZ, YINEKUCAbIA ra3 u UX CMECH, UCTIbITbIBAETCA B labopa-
TOPHbIX ycnoBusax. KomnbioTepHoe MofennpoBaHue npouecca nepepaboTku peakTopHOro
rpacuta HarpeBaHueM B aTMocepe Bo3Ayxa MO3BONAET NpefBapPUTENbHO OLEHUTb No-
BefleHMe pagMoaKTUBHBIX 3IEMEHTOB.

TepmoanHammyeckoe MOAEIMPOBaHNE PaBHOBECHOTO BbICOKOTEMNEPATYPHOro NoBefe-
HUSA W3y4aeMoil CUCTeMbl JAET BO3MOXHOCTb NONYy4YUTL MHGOPMALMIO 06 acnekTax Bepo-
ATHOW 3anpoeKTHOW aBapuu. [TonyyeHHble pe3ynbTaThl MO3BONAIT OLEHUTb HEKOTOpbIE
BO3MOXHOCTW nepepaboTKM paguoaKTUBHOTO rpacuTa cepun IHepreTUYECcKUX sAepHbIX
peaKTopos.

Lienbto paboTsl ABNAETCA OnpefeneHne paBHOBECHOTO COCTaBa ra3oBoii a3kl npu B3a-
MMOAENCTBUI PafMOaKTUBHOrO rpauTa C BO34YXOM B LWUIMPOKOM TeMNepaTypHOM anana-
30He.

3agava paboTbl COCTOMT B NPOBeEeHUM TEPMOAMHAMUYECKOTO MOAENMPOBAHUSA pac-
CMaTpMBAEMOI CUCTEMbI 1 ONpPefeNeHn KOHCTaHT paBHOBECHUA OCHOBHbIX peaKLui, npo-
TeKalLlWMX Npyu Harpese pagMoakTMBHOro rpaduTa, Coaepallero pagmoHykaugsl Sr, Ca.

METOAUKA PACYETA

NosepneHue Sr, Ca, copepalumxca B rpadute AfepHOro peakTopa, UCCNeA0BaIN METO-
AOM TEPMOJMHAMUYECKOTO MOAENMPOBAHMA NPU NOMOLM KOMMbIOTEPHOW MPOrpamMMbi
TERRA 1 6a3bl gaHHbix UBTAHTEPMO, pacluupeHHoit 3a cyeT uHdopmauum u3 6asbl gaH-
Heix HSC5 [6, 7].

B ocHoBy pacyeta paBHoBecHOro coctasa nporpammsl TERRA nonoxeH npuHumn Mak-
CMMyMa 3HTPOMMUU, KOTOPbIA CNPaBeAnnB B COOTBETCTBMM CO BTOPbIM HA4yaloOM TEpPMOAM-
HaMWKW Ans No6oi paBHOBECHOM CMCTEMbl HE3aBUCMMO OT MyTH, MO KOTOPOMY CHUCTEMA
gocturna pasHosecus [8].
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raszoBoi ¢asbl Npu Temnepatype T 1 faBneHUu, paBHOM OfHOW pu3nyeckoi atmocdepe.

TepmogMHamuyeckoe MOAeNMpOBaHME 3aKNI0YAETCA B TEePMOAMHAMUYECKOM aHanu3e
PaBHOBECHOrO COCTOSHUA CUCTEM B LiesIoM (MONHbIA TEPMOANHAMUYECKUIA aHanu3). Teo-
peTUyeckne OCHOBbI TEPMOAMHAMUYECKOTO MOAENMPOBAHNSA U3/I0XKEHbI B paboTax [9-11].
WNcxopHbli coCTaB cMCTeMbl pafiMOAKTUBHOIO rpacuta B aTMoCcepe Bo3ayxa NpUBELEH B
Tabn. 1. PopMbl XUMUYECKUX COEANHEHNI pafnoHyKkAnaoB Sr, Ca, HeobXoaUMbIX ANs Tep-
MOJMHAMWUYECKOro MOAENNPOBaHUA, NpuBeaeHsl B Tabn. 2 [12-13].

Tabnuua 1
McxoaHbIM COCTaB CUCTEMbl pagHoaKTUBHOro rpadura
B atmocdepe Bo3ayxa
®dasa ®asoBblit cocTaB CopepxaHue, mac%
02 21,42743167
l"asosas (89,44 %)
N2 78,57256833
99,98612976
U 1,15-102
Cl 1,89-103
Ca 2,70-104
Pu 7,27 105
KonpeHcuposaHHas (10,56 %) Be 1,20:105
Ni 8,19-106
Cs 3,36 106
Am 9,27 106
Sr 1,10 10
Eu 1,15-10
Tabnuua 2
Mpeanonaraembie Gpopmbl CylleCTBOBAHUA PAANOHYK/IUAOB
Papnorykug Tun coeauHeHus! B paBHOBECHOI cUcTEME
B rpacpure
%0gy Sr, SrO, SrO, SrCl, SrClag), SraN2g, SrN20g(, SrO, SrCz, SrCO3(, SrClz, Srt,
SrO*, SrClI*
Ca Ca, CaO, Ca0, CaCl, CaCly), CaClz, CaOzx), CaOClz), CaCa, CaO2Hz),
CasNz(, CaN20s(x, CalO4(), CaCOs(, Ca*, CaO*, CaCl*

PE3YJIbTATbl U OBCYXKAEHUE

PacnpepeneHue cTpOHUMSA MO paBHOBECHbLIM (ha3aM NpU HarpeBaHWUM PagMOaKTUBHOTO
rpaduta B aTMocthepe Bo3ayxa NpeAcTaBneHo Ha puc. 1.
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Puc. 1. Pacnpepenexne CTPOHUMA NO PaBHOBECHbIM (ha3aM MpW HarpeBaHWUW PafMoaKTUBHOrO rpadurta B atMmocdepe
Bosayxa:1 — SrCly(); 2 = SrClp; 3 = SrCl*; 4 - Sr*; 5 = SrCl; 6 - Sr; 7 = Sr0*; 8 - Sr0

Mpu nosbiweHun Temnepatyp oT 1000 go 1600 K KOHLEHCUPOBAHHBIN XIOPUA CTPOH-
LMA NepexofuT B ra3006pasHblil XNOPUA CTPOHLMA B COOTBETCTBUM C peakuuen (1)
(tabn. 3). B uxtepsane temnepatyp ot 1700 fo 2100 K razoo6pa3sHblit xnopug CTpOHLMUs
06paTMMO pasnaraeTcs Ha MOHU3UPOBAHHbIN XNOPUCTLIN CTPOHLMI U ra3006pa3Hblii X10p
cornacHo peakuuu (2). Ha yuactke Temnepatyp ot 1900 fo 2400 K npoucxoput tepmu-
yeckas gMccoumaLma ra3oob6pasHoro xnopuaa cTpoHumMs peakunu (3)—(4). B ananasoHe
Temnepatyp ot 1800 fo 2100 K ra3006pasHblit XNOPUA CTPOHLMA NEPEXOAUT B ra3oo06-
pa3Hblil XNOPUCTbIA CTPOHLMI M ra3000pa3HbIN XN0p COOTBETCTBEHHO peakuuu (5). B 06-
nactv Temnepatyp ot 2000 fo 2300 K ra3006pasHblit X10pUA CTPOHLMS B3aUMOAENCTBY-
€T C AUOKCMAOM Yrneposia U NepexoauT B MOHU3MPOBAHHbIA OKCUJ, CTPOHLUS, MOHOOKCUA
yrnepofa v razoobpasHbiil XNop cornacHo peakuun (6). B Tom e uHTepBane Temnepa-
TYP Ha OCHOBaHWU peakuuu (7) ra3oo6pasHblii X10pUA CTPOHLMUA pearnpyeT ¢ AUOKCH-
[IOM yrnepofa 1 NepexoAuT B ra3000pa3Hblil OKCUA CTPOHLMS, MOHOOKCHE Yriepoaa U ra-
3000pa3Hbiit xnop. Mpu Temnepatype ot 2100 go 2300 K nponcxoanT TepMuyeckas guc-
CoLMaLMA MOHU3UPOBAHHOMO XIOPUCTOrO CTPOHLMA COOTBETCTBEHHO peakuusam (8)—(9).
B nnanasoxe temnepatyp ot 2100 go 2600 K npu B3aMmoaeincTBum MOHM3NPOBAHHOTO XJ10-
PUCTOrO CTPOHLUMA C AMOKCUAOM yrnepofa 06pasyeTcs MOHW3MPOBAHHbIN OKCUA CTPOH-
LM, ra3000pasHblil XJ0p M MOHOOKCUS yrneposa — peakuus (10). B Toit xe obnactv Tem-
nepaTyp MOHW3MPOBAHHLIA XNOPUCTbIA CTPOHLUMI HAYMHAET OeiCTBOBATb C AUOKCMAOM
yrNepoaa, B pe3ysibTate yero o6pasyeTcs ra3000pasHbiil OKCUA CTPOHLMSA, ra3000pa3Hblif
XN0p ¥ MOHOOKCUA yrnepofa — peakuus (11). Ha yyactke Temnepatyp ot 2100 go 2400 K
NpOTeKaeT TepMUYECcKas AMCCOLMALMA ra3000pa3HOro XI0PUCTOro CTPOHLMSA COFNACHO pe-
akumam (12)—(13). Mpwu nosbiweHun Temnepatyp ot 2100 go 2500 K, cornacHo peakumuu
(14), ra3006pasHbIit XNOPUCTBIN CTPOHLMIA BCTYNAET B B3aMMOAENCTBUE C LUOKCULOM r-
nepoja 1 06pasyeT MOHM3UMPOBAHHBI OKCUA CTPOHLMA, MOHOOKCUS, yrieposa U rasoob-
pasHblii xnop. B ToM e uHTepBane TemnepaTyp npu B3aMMOAENCTBUM ra3006pasHOro xno-
PUCTOro CTPOHLMA C AMOKCMAA yrnepoaa Habntogaetcs obpasoBaHMe ra3000pa3HOro oK-
CMpa CTPOHLMSA, MOHOOKCMAA Yrieposa U ra3000pa3HOro xa0pa, YTo NOKa3aHo B peakuum
(15). Ha yuacTke Temnepatyp ot 2400 fo 2900 K MOHM3MPOBAHHbINA CTPOHLMIA pearnpyet
C LMOKCUAOM yrnepofa 1 npoTekaeT B NEPBOM C/lyyae B MOHU3UPOBAHHbIA OKCUA, CTPOH-
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Tabnuua 3
OCHOBHbIE peaKLUM K COOTBEeTCTBYHOLLHME UM KOHCTAHTbDbI
paBHOBeCHUA
No Pearus AT, K A B AA 1B
1 2 3 4 5 6 7
1, SCla = SIClz 10001600 | 1656 | -35451 | 0311 | 389,04
2 SIClz = SICl* + Cl + &~ 1700-2100 | 14,13 | -57112 | 0659 | 1242,22
3. SICl=Sr* +2Cl + &~ 1900-2400 | 2445 | -106941 | 0236 | 50271
4 SiClz = Sr + 2C 1900-2400 | 2347 | 108601 | 0013 | 2916
5. SIClz = SiCl + Cl 1800-2100 | 1192 | 31616 | 0281 | 574,25
6. | SiCl+CO=S0"+CO+2CI+e- | 2000-2300 | 30,81 | —125548 | 0333 | 71449
7.| SiCL+CO=S0'CO+2CI+e | 2000-2300 | 2903 | —121148 | 0024 | 5224
8. SICl* = Sr + Cl 2100-2300 | 1232 | 53851 | 0011 | 2341
9. SICl*=Sr+Cl-e 2100-2300 | 1153 | 55866 | 0574 | 126091
10. | SrCi*+COz= 810 +CI + CO 2100-2600 | 1921 | 73595 | 0003 | 878
11.| SiCr+CO=S0+CI+CO-e | 21002600 | 1613 | -66319 | 0221 | 51671
12. SICl = Sr+ + Cl 2100-2400 | 1193 | —49340 | 0438 | 9838t
13. SiCl=Sr+Cl 2100-2400 | 1059 | 50175 | 0,003 | 2083
14.| SICI+C0O;=810"+CO+Cl+e- | 21002500 | 1915 | -69803 | 0318 | 72797
15.|  SICI+CO;=Sr0+CO+Cl 2100-2500 | 1622 | 62860 | 0019 | 44,88
16. Sr* + CO= S10* + CO 2400-2900 | 678 | —194% | 0011 | 2651
17. Sr* + C0= 810 + CO - - 2400-2900 | 383 | 12557 | 0146 | 386,69
18. Sr+C0p= 810" +CO + & 2300-2000 | 884 | 20328 | 0118 | 30542
19. Sr +C0,= 810 + CO 2300-2900 | 574 | 12076 | 0018 | 4851
2. SI0* =8+ 0 2900-3600 | 1129 | 44572 | 0005 | 1795
21, SI0"=Sr+0+e 2900-3300 | 936 | 43079 | 0345 | 106825
2 SI0=8r+0+e 2900-3600 | 1624 | 67842 | 0705 | 227603
2 S10=5r+0 2900-3300 | 1194 | 49980 | 0024 | 7535
2, Sr=Sr+e 3300-3600 | 853 | 22421 | 0793 | 273327
25. CaCly = CaClz 1000-1500 | 14,99 | -31816 | 0281 | 34041
2. Eagi’éf(%(f)zazfgg; 1500-1800 | 1335 | —48601 | 0033 | 5508
27. | CaCl2+C02=CaO(k)+2CI+CO | 1500-1800 | 1135 | -47684 | 0033 | 55,18
28| CaUOu+Cl=CaCl+UOs+0 | 1800-2100 | 4029 | -139686 | 0,016 | 3261
29, CaOy) +2CI = CaClo + O 1800-2000 | 651 | -15080 | 0057 | 109,26
30. CaCl, = Ca + 2C] 1900-2400 | 24,81 | -109604 | 0005 | 11,72
31. CaClz = Ca* +2CI + &- 1900-2400 | 2579 | -112786 | 0232 | 49571
3. CaClo = CaCl + Cl 1900-2100 | 14,06 | -60059 | 0011 | 2382
33. | CaCl+CO=CaOk+2CI+CO | 1900-2100 | 11,68 | —48203 | 0,004 | 931769
34, CaClo= CaCl* + Cl + - 1900-2100 | 1336 | -62200 | 0664 | 132578
3. CaCl =Ca +Cl 2100-2300 | 1078 | —49615 | 0011 | 2231
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Tabnuua 3 (npofonkeHue)

1 2 3 4 5 6 7
36. CaCl=Ca*+Cl+e" 2100-2600 12,65 -54812 0,247 577,98
37. CaCl +CO2=Ca0+CO+Cl 2100-2600 16,45 -67409 0,025 59,52
38. | CaCl+C0O2=Cal0*+CO+Cl+e- 2100-2600 19,33 -76763 0,239 558,21
39. CaCl*=Ca+Cl-e 2100-2300 11,81 -48091 0,575 1263,72
40. CaCl*=Ca*+Cl 2100-2300 12,59 -50920 0,011 22,91

41. | CaCl*+C02,=Ca0+Cl+CO+e" 2100-2400 16,85 64527 0,405 909,23
42. CaCl* + COz = CaO* + Cl + CO 2100-2400 19,31 -72925 0,001 4,12

43. Ca=Ca"+e" 2300-2700 2,33 -6336,2 0,046 115
44, Ca+C02=Ca0 +CO 2300-2900 5,79 -18085 0,023 60,19
45. Ca+C02=Ca0*+CO+e" 2300-3000 8,52 -27082 0,131 343,56
46. Ca0=Ca*+0+e" 2900-3600 16,22 -57656 0,708 | 228516
47. Ca0*=Ca*+0 3000-3600 11,47 42332 0,005 | 18,9981

LMs M MOHOOKCUZA yriepofa, BO BTOPOM — B ra3000pa3HbIil OKCUA CTPOHLMUSA U MOHOOKCUA
yrnepoaa B COOTBeTCTBUM C peakuusmu (16)-(17). B obnactu temnepatyp ot 2300
[0 2900 K ra3oo6pa3sHblit CTPOHLMIA BCTYMAET B PeaKUMI0 C LUOKCMAOM yriepoaa v npe-
06pa3yeTcs B NEPBOM Cllyyae B MOHU3UPOBAHHBI OKCUA CTPOHLMUSA U MOHOOKCUA Yriepo-
ia Ha OCHOBaHUW peakLuu (18), Bo BTOPOM Cily4ae — B ra30006pa3HbIil OKCUA CTPOHLMSA
MOHOOKCUA yrnepoaa cornacHo peakuuu (19). Mpu nosbiweHuu Temnepatyp ot 2900 go
3600 K MOHM3MPOBAHHbIA OKCUA CTPOHLMUA NEPEXOAUT B MOHW3MPOBAHHbLIA CTPOHUUI U
KWCNOPOA COOTBETCTBEHHO peakuum (20). B oTpe3ske Temnepatyp ot 2900 go 3300 K Ha
OCHOBaHMUU peakuumn (21) MOHM3MPOBAHHBIA OKCUA CTPOHLMSA obpaliaeTcs B ra3oobpas-
HbI CTPOHLMI U KUcnopog. B Tom xe gnanasoHe TemnepaTyp NpoOUCXOAMUT TEPMUYECKAS
AMccouMalus razoo6pasHoOro oKcMaa CTpPoHLUMsA no peakuumn (22). Ha nHtepsane Temne-
patyp ot 2900 o 3600 K B cooTBeTCTBMM C peakuueil (23) ra3006pasHbIil OKCUS CTPOH-
UM 06paTMMO pasnaraeTcs Ha MOHU3UPOBAHHbBIN CTPOHLMIA U KUCIopoa. Ha yyacTke Tem-
nepatyp oT 3300 o 3600 K ra3006pa3Hblil CTPOHLMI NepexoauT B MOHU3MPOBAHHBIN
CTPOHLMIA COrnacHo peakuun (24).

PacnpeneneHune KanbLua nNo paBHOBECHBIM (pa3aM NPU HArpeBaHUK PAAMOAKTUBHOIO
rpaduta B atMocepe Bo3fyxa MoKa3aHo Ha puc. 2. B untepeane temnepatyp ot 1000 o
1500 K, cornacHo peakuum (25), KOHAEHCMPOBAHHBI XTOPUA KanbLMA NePEXOAUT B ra3o-
06pasHblit XxNopua Kanbuus.

Ha yuyacTke Temnepatyp ot 1500 o 1800 K ra3oo6pasHbiit x10opup, Kanblius B3auMo-
[eiCTBYET C AMOKCUAOM YrIepoaa, B pe3ynbTate yero 06pasyloTcsa KOHAEHCUPOBAHHBIA
OKCWJ, KanbLius, ra3000pa3Hblil X10p U MOHOOKCKE, yriepoaa no peakuuu (26). Mpu tem-
nepatype ot 1500 go 1800 K B coOTBETCTBUM C peakuueil (27) razoo6pasHbil XN0puUa
KanbLusa pearupyet ¢ KOHAEHCUpOBaHHbIM okcuaom ypaHa (IV) u c puokcupom yrnepona,
npu 3ToM 06pa3yeTcs KOHAEHCMPOBAHHBINM YpaHAT KasbLus, ra3000pa3Hblil XN0p U MOHO-
oKcup yrnepopa. B nHtepsane temnepatyp ot 1800 no 2100 K Ha ocHOBaHMM peakuuu
(28) KOHAEHCMPOBAHHBIN ypaHaT KanbLWsA HAYMHAET AENCTBOBATb C ra30006pa3HbIM XJ0-
poM, B pe3ysibTaTe Yyero 0bpa3sytoTcs ra30006pasHbIil XNOPUCTbIN KanbLmit, okcug ypara (VI)
n kucnopof. B gnanasoHe temnepatyp ot 1800 go 2000 K B cOOTBETCTBUM C peakumei
(29) KOHAEHCMPOBAHHbIM OKCUA KaNbLWA pearupyet ¢ ra3006pa3HOM X10POM U Nepexo-
AMT B ra3000pa3Hblil X10pUA KanbLma ¢ obpa3oBaHunem kuciopoga. Ha yyactke Temnepa-
Typ 0T 1900 o 2400 K npoucxoauT TepMuyeckas Auccoumauus razoobpasHoro xaopuaa
Kanbuua cornacHo peakumam (30)—(31).
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Puc. 2. PacnpegeneHue KanbLus no paBHOBECHbIM (a3aM MpuU HarpeBaHUM PajmMoakTUBHOrO rpacura B BO3dyxe:
1 - CaCly(k.); 2 — CaCly; 3 — CaUO4(k.); 4 — CaO(k.); 5 - Ca; 6 — Ca*; 7 - CaCl; 8 — Ca0; 9 - Ca0*; 10 - CaCl*

B uHTepBane temnepatyp oT 1900 go 2100 K razoo6pasHbiit xnopua Kanblus obpa-
WaeTcs B ra3000pa3Hblii XI0PUCTLINA KanbLuii M ra3006pasHblil xiop no peakuum (32). B
TOM Xe AMana3oHe TeMNepaTyp Ha OCHOBaHUMW peakuuu (33) NpoMcxofuT B3aumopencTeme
ra3o06pa3Horo xnopuaa Kanblus ¢ AMOKCUAOM yriepoaa ¢ 0b6pa3oBaHMeM KOHLEHCUPO-
BAHHOrO OKCMAA KanbLus, ra30006pa3HOro xjaopa M MOHookcupaa yrnepoga. Ha Tom xe
yyacTKe TemnepaTtyp NpoMCXOAUT TEPMUYECKas AMCCOLMALMA ra3006pa3HOro xnopuaa
KanblUusa COOTBETCTBEHHO peakuuu (34). lpu nosblweHnn Temnepatyp ot 2100
[0 2300 K B cooTBeTcTBMM C peakumnen (35) ra3006pa3Hblil X1OPUCTbLIN KanbLuil 06paTu-
MO pasnaraeTcs Ha ra3o006pa3sHbiil KanbLuii u xnop. Mpu noBellweHUn Temnepatypsl 0T 2100
10 2600 K ra3oo6pasHblit XNOPUCTbIA KanbLuUil Takxe 06paTMMO pa3naraeTcs Ha MOHM3M-
POBAHHbIN KanbLMit 1 ra3000pa3HbIid x10p Mo peakuun (36).

Ha yuacTke Temnepatyp ot 2100 fo 2600 K, cornacHo peakuusm (37)—(38), ras3oo6-
Pa3Hbl XNOPUCTLINA KaNbLMN B3aMMOAENCTBYET C AUMOKCUAOM Yraeposa 1 NnepexoanT B nep-
BOM C/ly4ae B ra3000pa3Hblii OKCUA KanbLWs, MOHOOKCUA Yrepofa 1 ra30006pasHbIi X10p,
BO BTOPOM — B MOHM3WUPOBAHHbIN OKCUA Kablins, MOHOOKCHE, yrieposa 1 razoobpasHbiii
xnop. B obnactu temnepatyp ot 2100 fo 2300 K MOHM3MPOBAHHbIA XNOPUCTbIN KambLimii
06paTMMO pasnaraeTcs B NepBOM C/ly4ae Ha ra3oo0pasHblii KanbLuii U X10p Ha OCHOBA-
HUW peakuum (39), BO BTOPOM — HAa MOHM3MPOBAHHbIN KanbLMid U ra3006pasHbIi XN0p No
peakuum (40).

Mpu Temnepatype ot 2100 go 2400 K B cooTBeTcTBUM C peakunamu (41)—(42) noHu-
3UPOBAHHBIN XAOPUCTbIN KanbL it B3aUMOAEHCTBYET C AMOKCMLOM yrnepoga U nepexoant
B NepBOM C/ly4ae B ra3000pa3Hblii OKCUA KanbLus, ra3000pa3Hblil X10p U MOHOOKCUA, yr-
nepofa, BO BTOPOM — B MOHU3MPOBAHHbIN OKCUA KasbliMs, ra3o006pasHblii X10p U MOHO-
okcup yrnepoaa. Mpu nosbiweHnn Temnepatypsl oT 2300 go 2700 K razoo6pasHbiii Kanb-
LM 0OpaLLaeTcs B MOHU3MPOBAHHBIA Kanbuuil no peakuun (43). B nuanasoHe Temnepa-
Typ oT 2300 o 2900 K, cornacHo peakuuu (44), B pe3ynbTate B3aUMOLENHCTBUSA ra3006-
Pa3HOro Kanbuus C AUOKCUAOM Yriepoaa NpoMCcXofuT obpa3oBaHue ra3o006pas3HOro oK-
CMUAa KanbLua u MOHooKcuaa yrnepoga. B uHtepsane temnepatyp ot 2300 go 3000 K ra-
3000pa3HbIil KanbLuii HAYMHAET B3aUMOAECTBOBATb C JUOKCUAOM yrnepofa 1 obpasyet
MOHU3MPOBAHHbI OKCUJ, KanbLWsA Y MOHOOKCUZ YrIepofia COOTBETCTBEHHO peakuum (45).
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B o6nactu Temnepatyp oT 3000 ao 3600 K HabniopaeTca TepMuyeckas LMCccoLmaLms B pe-
aKuuu (46) n3 ra3006pas3HOro OKCUAA Kanblins, B peakuum (47) U3 MOHU3NPOBAHHOTO OK-
cuaa KanbLus.

KoHcTaHTbl paBHOBECUS NPEACTABNEHbI aHANUTUYECKUMU YPaBHEHUAMU BUAA

rae A;, Bi — KOHCTaHTbl paBHOBECUS, NPUBEAEHHbIE B Tab. 3.

3aBMCMMOCTU KOHCTAHT paBHOBecus peakuuit ot 1/T nokasaHbl Ha puc. 3-5. B obnac-
vt Temnepatyp 1000+1900 K ¢ yBenuyeHnem TeMnepaTypbl KOHCTAHTLI PABHOBECUS peaK-
LM YBENINYNBAIOTCS, lAHHOE M3MEHeHWe NpeAcTaBNeHo Ha puc. 3 B peakuumsx (1, 2, 25—
29).

0
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=35
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000045 000055 000063 0000735 000085 0,00005 000105
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Puc. 3. 3aBUCMMOCTb KOHCTAHT paBHOBECUs peakuuit oT 1/T npu HarpeBaHuM pagnmoakTUBHOro rpacuta B aTMoctepe
Bo3ayxa npu T = 1000-1900 K
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Puc. 4. 3aBUCMMOCTb KOHCTAHT paBHOBECUs peakuuit oT 1/T npu HarpeBaHUM pagnmoakTUBHOro rpacuta B aTMocthepe
Bo3gyxa npu T = 1900-2900 K
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Puc. 5. 3aBUCMMOCTb KOHCTAHT paBHOBeCUs peakuuit oT 1/T npu HarpeBaHun paanoakTUBHOro rpacduta B atMoctepe
Bo3ayxa npu T = 2900-3600 K

B untepBane temnepatyp 1900-2900 K ¢ yBennyeHnem Temnepatypbl KOHCTaHTbl PaB-
HOBeCUs peaKkLuin yBeNNYMBAIOTCS, JAHHOE U3MEHeHWe NpeAcTaBleHo Ha pUC. 4 B peak-
umnsx (2, 3,4,5,6,7,8,9,10, 11,12, 13, 14, 15, 16, 17, 18, 19, 29, 30, 31, 32, 33, 34, 35, 36,
37,38, 39, 40, 41, 42, 43, 44, 45,).

B temnepatypHom guanasone 2200-3600 K c yBenmueHnem TemnepaTypbl KOHCTaHTbI
paBHOBeCUs peaKkLuMii yBeNMYMBAIOTCA, LAHHOE U3MEHEeHMe NOKa3aHo Ha puc. 5 B peak-
umsax (20, 21, 22, 23, 24, 46, 47).

Mo TepmofMHaMUYECKOW BEPOATHOCTU MPOTEKaHUA B AAHHOW CUCTeMe B TemnepaTtyp-
HOM MHTepBane ot 952 go 2 222 K peakuun pacnonaratTca B pAj B CTOPOHY YMeHbLue-
Hua — 29, 25, 1, 26, 27, 2, 28; B TemnepatypHoM Anana3oHe oT 1818 no 3030 K peakuuu
pacnonaralotca B paj B CTOPOHY yMeHblieHuns — 18, 19, 43, 44, 29, 16, 17, 45, 5, 34, 40, 12,
13, 35,10, 11, 36, 2, 37, 42, 14, 15, 39, 38, 33,32, 3, 4,6, 7,8, 9, 30, 31; B HTEpBase TeM-
nepatyp ot 2 857 o 3 703 K peakuuu pacnonaraioTcs B paf B CTOPOHY YMEHbLUEHUA —
24,22, 46, 47, 20, 23, 21.

3AK/TIOYEHME

B paboTte npoBeaeHo TepMOAMHAMUYECKOE MOAENMPOBAHME TEPMUYECKMX NPOLLECCOB
npu HarpeBaHUW PafMOaAKTUBHOrO rpacuta B atmocdepe Bo3ayxa. Mo ero pesynbratam
MoCTpOeHbI rpadmyeckme 3aBUCUMOCTM pacnpegeneruns paguoHyknupgos Sr, Ca no gasam.
B cootBeTCTBMU € rpadMyecKMMm 3aBUCUMOCTAMU pacnpefeneHnsa paguoHyknupos Sr, Ca
no (asam COCTaBNeHbl OCHOBHbIE PEAKL MM BHYTPU OTAENbHbIX ha3 1 Ha Mexha3Hol rpa-
Huue. MNposefeHbl pacyeTbl KOHCTAHT paBHOBECUA 3TUX peakuuid. KomnbioTepHoe mope-
NMpOBaHKe nokasano, uyto Sr, Ca, ucxofHO HaxopAwMmeca B rpacMTCoAepKallei cucteme
B BU[E NpUMecei, Npu Harpese B BO3JyXe N0 JOCTUXEHUU HEKOTOPbIX TEMMEpPATYp CKIOH-
Hbl NepexoanTb B ra3oByto dasy. 3T0 MOXeT ObiTb 00bACHEHO B3aUMOAeHCTBUEM rpadu-
Ta U KOHAEHCUPOBAHHOI a3kl C BO3AYXOM B UCCNeJOBAHHOM jMana3oHe TeMnepatyp, 4to
NPUBOANT K YBENIMYEHUID HEYCTONYNBOCTU KOHAEHCUPOBAHHbIX (ha3 U Nepexopy MX KoMm-
MOHEHTOB B ra3oByio (asy.
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ABSTRACT

The paper presents the results from a thermodynamic analysis of the behavior of Sr
and Ca radionuclides in the process of heating radioactive graphite in an air atmosphere.
The TERRA software package was used for the thermodynamic analysis in a temperature
range of 300 to 3600 K to determine the possible composition of the ionized, gaseous
and condensed phases. It has been found that strontium is in the form of condensed
SrClagy and gaseous SrCl, in a temperature range of 300 to 1600 K, and in the form of
gaseous SrCl,, Sr0, SrCl and Sr and ionized SrCl*, Sr and SrO* when the temperature is
increased from 1600 to 3600 K. Calcium is in the form of condensed CaCly(k), CaUO4 ),
Ca0y and gaseous CaCl, in the temperature interval between 300 and 2100 K, and in
the form of gaseous Ca, CaCl and Ca0 and ionized Ca*, Ca0* and CaCl* when the temperature
is increased from 2100 to 3600 K. The paper determines the key reactions within
individual phases and among condensed, gaseous and ionized phases. The equilibrium
constants of their reactions have been calculated. Based on the results obtained,
dependence plots are presented for the Sr and Ca radionuclide distribution by phases.

Key words: thermodynamic simulation, thermal processes, equilibrium constant,
radionuclides, radioactive graphite, heating, air atmosphere.
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