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KoMnbroTepHoe MoeiupoBaHie TEPMOAUHAMHYECKHX MPOLECCOB € y4ACTHEM
AKTHMHOHU/I0B NPH HATPeBe PaAHOAKTUBHOIO rpadura B atmocdepe azora

H. M. bapoun, M. P. [llasanees, /]. U. Tepenmves, C. I'. Anekceeg

Ilposedeno mepmodunamuueckoe modenuposanue, onpedeneHvl KOHCHAHMbL PAGHOGECUS PEAKUUIL C
yuacmuem axmunouoos U, Am, Pu npu nazpese paouoaxmuenozo zpaguma 6 ammocgepe azoma.
Onucansl npoueccol, npomexaioujue ¢ unmepeane memnepamyp om 370 oo 3270 K, a umenno: mep-
Muueckoe UcCnapenue KOHOCHCUPOGAHHBIX GEULECHE, MEPMUYECKAs OUCCOUUAUUs NPOMEKAouwan 6
napoeoil (aze, peakyuu npomexaroujue mexcoy KOHOCHCUPOSAHHBIM GCU4ECINEOM U 2A30M, PeaKyuu
MedxHcoy eeuiecmeamu 6 2a3o-naposoil ghaze, mepmuiecKoe pasioiceHue meepovix 6eulecme U peaxyuu

Meofc0y KOHOEHCMPOBHHHIJLMM eeuwiecmeamu.

PACS: 51.30.+1,64.70F,64.60.Bd

Kurouesvle cnosa: TepMoarHaMHUYeCcKOe MOJAETHPOBAHKUE, KOHCTAHTHI PAaBHOBECHS, PaJHOAaKTUBHBIN Ipa-

q)I/IT, PaaguOHYKIN/bI, HArpE€BaHUC, CXKUT'aHUC.

BBenenue

ATOMHAs SHEpreTHKa — aKTHBHO Pa3BUBAIO-
masicss oTpacib. llocTenmeHHO mcceKaromuye 3amachl
He()TH, Ta3a W yrisd JAejJacT NMPUMEHEHHWE aTOMHBIX
anekTpoctaniuit (ADC) OAHMM U3 MEPCIEKTUBHBIX
ahTePHATUBHBIX UCTOYHUKOB 3HEPTUu. Tak, B CTPYK-
Type 3Heprobamanca Poccun moiiss aTOMHOM 3Hepre-
TuKH HeOonbmas (okoso 16 %), Ho k 2030 roxy ona
JIOJKHA BBIpacTd 10 25 %. Ins nocTukeHus 3Tou
eI B CTpaHe OyIeT MOCTPOCHO eme 28 KpPYITHBIX
0JIOKOB — 3TO MPHUOIU3UTEIBHO CTOJBKO )K€, CKOJIBLKO
OBLIO MPOU3BEJICHO M MYIICHO B CTPOM 3a BECh COBET-
ckmit mepuoy [1, 2]. EcrecTtBeHHO, 6€30ITaCHOCTH DKC-
ryaTanuu peaktopoB ADC MOMKHO OBITH yAEIeHO
OTPOMHOE BHHMAaHUE, B T. Y. B CUTyallUsX, KOTOPHIC,
CTPOTO TOBOPS, eMIE HE SABISIFOTCS aBAPHITHBIMIL.

Tak, mpu 3KCIUTyaTalii peakTopa MOTYT BO3-
HUKAaTh Pa3jMYHbIC HEIITATHBIC CUTYallUd, KOTOPHIC
MPUBOAT K TIOBBINICHUIO TEMIEPaTyphl B aKTHBHOH
30HE B pe3ysbTaTe pa3roHa peakTopa 0e3 pa3pyIieHus
peakTopHoro npoctpanctsa [3—6]. B mupe nauboinee
4acTO NPUMEHSIIOTCS 4YeThIpe Tuma peaktopoB ADC,
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JIBa M3 KOTOPBIX — 3TO TrpaduTO-BOIHBIA U rpaduTo-
ra3oBblii. MIX KOHCTPYKTHBHOW OCOOCHHOCTHIO SIBIIS-
eTcs IPUMEHEHHUE rPpaUTOBBIX 3JIEMEHTOB B KaUueCTBE
3aMeuuTeNied W (MIIK) oTpakaTelieil HEHTPOHOB, a
BHYTPEHHSSI 4YacTh PEaKTOPHOTO IPOCTPAHCTBA 3a-
MMOJITHGHA WHEPTHBIM Ta30M (HaIle BCEro — a30TOM)
[3, 4]. Haxonmsaummiics B peakKTOPHOM MPOCTPAHCTBE
rpaduT co BpeMEHEM HaKaIlIMBaeT B ceOe HeOobIIoe
xomuuectBo ypana (*°U), a Takxke >IEMEHTOB €ro
npespamennst (Z°Pu, *Pu, **'Am u 1. 1.) [5]. Paamo-
aKTHBHBIC 3JIEMEHTHI NPH HarpeBaHUU rpadura Iudo
OCTaIOTCSl C HETOPIoYeH 4acThlo, THO0 HcHapsioTcs B
3aBUCHMOCTH OT HX JIeTydecTH. ['azoo0Opas3Hbie pa-
JVOAKTUBHBIE JIEMEHTHl KOHIEHCHUPYIOTCS Ha Ooiee
KPYIHBIX YacTHLAX B IOTOKE ra3oB WIH OOpa3yroT
COOCTBEHHYI0 CYOMHKPOHHYIO a3po30Jib. JlaHHBIH
paaMoaKTUBHBINA ra3 OyJeT MpHUCYyTCTBOBATh B CHCTe-
M€ OXJIaXJIEHHS U B Cilydae e€ pasrepMeTH3aluu Mo-
XKeT OBITh BBIHECEH B OKPY’KaloIlylo cpexy. BriHe-
CCHHBIC PAJUOAKTHBHBIE 4YacTHUIBI IOCTYyIAT B
OKpY’KaIoOIy0 Cpely, JEeTKO paclpoCTpaHsATCsS Ha
OonplIMe paccTOSIHUA U OyAyT BIBIXAThCS JIETKUMH.
Taxoke OHM OyIyT MEPEHECEHBI Ha MOBEPXHOCTh 3€M-
T, BOOOEMOB, PACTHTEIILHBIX U TPOJOBOIBCTBEHHBIX
KyJnbTyp [5].

Lenpio manHO#M pabOTHI ABIIAETCS TEPMOIMHA-
MHYECKOE MOJEIMPOBAHUE U ONPEACICHUE KOHCTaHT
paBHOBecHs peakuuii ¢ yuactuem aktuHouaoB U, Am,
Pu npu HarpeBe paanoakTuBHOrO rpaduTa B aTMO-
cdepe azora B MHTEpEcax MNPENBAPUTEIBHON OLICHKU
BO3MOXKHOT'O COCTaBa JIETYYMX aKTHHOHMIOB B CIydae
UX MOMAJaHus B CHCTEMY OXJIQXKICHHUS PeakTopa, 4To,
KaK y>Ke CKa3aHO, MOXKET HEraTHBHO BIIUSTH Ha JKO-
JIOTHYECKYI0 OOCTaHOBKY MpH 3Kcrutyatanuu ADC.
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ba3oBbie mpoueccol

B nanHOM cTaThe paccMaTpHUBAOTCS MPOLECCHI,
MpoTeKaronye ¢ yuactueM akTuHouaoB U, Am u Pu.

Kax uzBectHo, ypan umeer 14 u30TOomnos, mnpu
3TOM TOJIBKO TPH M3 HUX BCTPEUAIOTCS B PAHOAKTHB-
HOM Tpadure. OHHM IpUBEACHBI B Ta0I. 1.

Ta6auma 1

Cocmag uzomonog ypana u nepuood ux noaypacnaoa

U3oron Iepuox nomypacnana
By 710 munH net (anbda-pacnan)
oy 23,4 muH et (Geta-pacnan)
B8y 4,51 mnpp net (anmbda-pacnam)

M3BecTHO 15 M30TOMOB MITyTOHUS, U3 KOTOPBIX
YeThIpe BCTPEYAIOTCS B paAJMOAKTUBHOM Tpadure.
Onu nipeAcTaBieHB B Ta0I. 2.

Ta6auna 2

Cocmag uzomonoe naiymonus u nepuood ux noaypacnaoa

HN3oton Tepuox nosypacnaza
%y 24 360 ser (anbha-pacrmar)
240py 6580 et (anbda-pacnam)
#lpy 14,0 ner (6era-pacmam)
2#2py 370 000 net (anbda-pacmnan)

B peakTopHOM TpaduTe BCTpPEUYAIOTCS TaKKe
JIBa M30TONA AMEPHIINS — 3TO > Am C IEPHOIOM IO-
nypacnaza 432,8 roxa u > Am — 7380 er. M3oTomsr
aMepuUIUs TPU pachajie UCIycKaeT aib(a-4acTuIsl u
ramma-iyuu [5, 7, 8].

Metoauka pacuera

B nanHoii pabore M3y4anoch MOBEACHUE aKTHU-
HOUJIOB NPY HAarpeBaHUH PaJUOAKTUBHOIO rpadura B
atMocdepe azora. [loBeneHne pajnOaKkTUBHBIX 3Jie-
MEHTOB HE OTJINYAaeTcs OT MOBEIEHUS MX Hepaaroak-
TUBHBIX W30TOMNOB [9]. OTMETHUM, YTO aKTUHOW[BI B
rpaguTe MOTYT HaXxOJHUTHCS B CB3aHHOM COCTOSHHH
B BUJIE KapOHI0B (KapOOHATOB) ATHUX JIEMEHTOB.

HccnenoBanusi MpoBOOMIN METOAOM TEPMOAU-
HaMHUYECKOTO MOJEIMPOBAaHUs, KOTOPOE YCIEIIHO
WCIIOJB30BANIaCh JJII M3YYEHHS HEOPraHWYEeCKHX Be-
IIECTB MPU BBICOKUX TEMIIEpaTypax B METAJUIyPrUH U
MarepuaioBenennu [10—13], a Taxke B Apyrux 3a-
navax usuku [14—20].

TeopeTnueckue OCHOBBI TEPMOJANHAMHYECKOTO
MOJIETMPOBAaHUS MPUBeNEHH B padortax [9, 10]. aH-
HBI pacyeT NMPOBOAWICSA IPU IIOMOLIM MAaKeTa Ipo-
rpamm TEPPA, xortopeiii mokazan cBow 3¢dexrus-
HOCTh IPU HCCIEIOBAHUM BbICOKOTEMIIEPATYPHBIX
IPOLIECCOB, MOCKOJIBKY 3KCIIEPUMEHTAIbHBIE METOIH-

KW HE BCET/Ia MO3BOJIAIOT MONYYHTh MTOJTHBIC U HAJCK-
HBIE CBEJCHHUS O CBOWCTBAaX W TOBEJCHHUAX BEIIECTB
npu 7> 2000 K B cBs3M ¢ 3aTpyJHEHHUAMHU IIPOBEIE-
HUS OIBITOB ¥ OIIUOKaMu u3MepeHuit [ 14].

UucaeHHbINH 3KCIIEPUMEHT NPOBOJUIN B aTMO-
cdepe a3oTa, MpH HAYAJIHLHOM JABJICHUU OJ[HA TEXHHU-
yeckas atMocepa. Temneparypa usmensuiacs ot 370
1o 3370 K ¢ marom 100 K. B pacyerax yuyuThIBanuch
TONIKO KOMITOHEHTHI C KOHIIGHTpalueld He MeHee
M = 10" monpHBIX moeii. Bpemenem, koTopoe Tpe-
Oyercs uIs u3MeHeHus! ()a30BOT0 COCTOSHISI, Ta3000-
MEHOM C OKpYXalolllel Cpeoi, U CKOPOCThIO TPOTe-
KaHus peakiyu npeHedperaeM. JpyruMu cioBamu, Bce
KOMITOHEHTHI MU3Y4YaJIUCh B PABHOBECHOM COCTOSHUHU.

PannoakTuBHBIE 3J€MEHTHI, MPUCYTCTBYIOIINE
B PEaKTOPHOM TpaduTe, U UX XUMHUCCKUE PA3HOBH]I-
HOCTH, HEOOXOJUMBIC JUIsI TEPMOJUHAMHYECKOTO MO-
JIENIMPOBaHus, MPUBEACHBI B Ta0n. 3. 31Mech HUKHHUN
HWHIEKC «(T)» YKa3bIBaeT Ha ra3000pa3HOE COCTOSHUE
KOMITOHEHTA.

Tab6auma 3

Dopmut cywecmeosanus paouonykiuoos U, Am, Pu
6 2paghume u pasnosecnoii cucmeme

Panuonyknun B rpadure Tun coenvHeHus! B paBHOBECHOM
CHCTEME
Pug,y, PuC, PuC,, Pu,Cs
Uy, UClp, UCly), UCly,
UClyy, UC, UGC,, U,C;

Am, Am(l.)

239Pu 240Pu 241Pu 242Pu
> > >

238U 236U 235U
> 5

241A1,r1 243Am
2

Pe3yabTaTthl u 00cy:KIeHUE

IIpoBeneHHOE KOMIBIOTEPHOE TEPMOAMHAMU-
4eCcKOe MOJICIMPOBAHNE CHUCTEMBI MO3BOJISIET ONpese-
muTh (ha30BOe pacrpesielieHne pPaJuOHYKIMIOB Ha
BCEM paccMaTpUBaeMOM TEMIIEPATypPHOM JIHara3oHe
W 3aIKCaTh OKUCIUTEILHO-BOCCTAHOBUTEIBHBIC PeaK-
[IUU UX C YIaCTHEM.

Pacnipenenenne IUIyTOHHS TIO PaBHOBECHBIM
(dazam npexacraBieHo Ha puc. 1. B TemmneparypHom
nuanasone ot 370 no 1770 K miyTtoHuit Haxonurcs B
KOH/ICHCUPOBaHHOHN (paze, MpEeUMyIIECTBEHHO B BHJIE
coenunenus PuC, (6omee 90 % mom. a.). [Ipu mocrtu-
»eHun temnepaTtypsl 1870 K npoucxoaur nHTEHCHB-
HOe oOpa3oBaHWE Ta30BOW (a3bl, M MPH 3HAYCHUAX
24770 K mpakTHYeCKH TMOJHOCTHIO TUTYTOHUM TEepexo-
JIUT B ras.

Pacnipenenenue ypaHa B cucTeme MoKazaHO Ha
puc. 2. Bugno, yto no temnepatypsl 2370 K Bech
ypaH HaxOJWTCS B KOHJCHCHPOBAaHHOHU (a3e B BHIE
coenunenuit UC, UC,, U,Cs. lanpHeliee Harpesa-
HHUE CHUCTEMBI PUBOJUT K 00pa30BaHUIO Ta30BOi (a-
31 U. Ilpu temmnepatype Boime 2870 K ypan Haxo-
JUTCSI TOJILKO B Ta3000pa3HoM (hase.
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OnucaHre OKHCIUTEIHLHO-BOCCTAHOBUTEIBHBIX
peaxIii MpOBOIMUIOCH HA OCHOBE TpaduKOB pacipe-
JleieHus OanaHca ¢ BBIJEJIEHUEM TeMIIepaTypHBIX UH-
TEpBaJIOB MPOTEKAHUS PEAKIIUH.

B paccmarpuBaeMoii crucreMe mpoTekaroT (u-
3MKO-XHMUYECKHE TPOLECCHl, KOTOpPHIE MOXHO pa3s-
OuTh Ha mecTh rpyni (Tadm. 4).

[To aTuM ypaBHEHHSIM, UCTIONB3YS HAWICHHBIE B
MOJIETBHBIX pacyeTax KOHIIEHTPAalWu (B MOJBHBIX

JOJISIX) KOMIIOHEHTOB KOHJCHCHUPOBAHHOM M Ta30BOi
(a3, OBUTH paccUNTaHbl COOTBETCTBYIOIINE KOHCTaH-
Thl paBHOBecHs. s HamOoyiee 3HAYMMBIX PEaKIUit
OHM TPEJCTABICHBl AHATUTHUYECKUMHU YpPABHEHUSAMU
BHJA:

LnK; = 4;+B,(1/T).

Koa¢ddummentsl peakuuii paccuuTaHbl MeTO-
JIOM HaWMEHBLINX KBaJIpaToB U MPUBEACHHI B Ta0I. 5.

Ta6aumna 4

HPOMCCCM, npomekarouiue gpaccmampueaemoﬁ cucmeme npu mepjnot)uuamuuecan Modeﬂuposauuu

Ne Haumenoanue rpymnimst Peaxius Tﬁggfé);;gﬁ?;:aﬁzﬁfian
1 TepMuueckoe rcnapeHue K.()HIIeHCI/IPOBaHHLIX Alligon= Am 770—970
BEILECTB:
2UC, = U,Cs + Creonny 1170—2470
5 Tepmuueckas AUCCOLMALUS TPOTEKAIOIIAS UC=U+¢C; 2470—3270
B IapoBoii daze: UC, =U + 2Cxoun) 2470—3270
U,C5 =2U + 3Conn) 2470—3270
3 XuMudeckast peakius IpOTeKaromas Mex1y . 2UC + Coromy = UsC 3702470
KOHIGHCHPOBaHHBIM BEIIECTBOM U ra3oM (1mapom):
4 XuMuueckast peakiys npoTeKaronas . .
MEXXIy BEIECTBAMHE B ra30-1mapoBoii daze
PuChonn) = Pu + 2Comn) 970—2770
5 TepMuUecKoe pasiokKeHHe TBEPABIX BEMECTB PUCironn) = P+ Creomny 1870—2770
PuZCS(kox-m.) =2Pu+ 3C(1<01-m,) 1870—2770
2PuCowonn) = PurCsonn) + C xonn) 970—1870
6 XUMuaecKast peakiys IpoTeKaromas ' UCom + Coromny = UCteomy 3701170
MEKIy KOHACHCHPOBAHHBIM BEIECTBAMHU:
Tabauna 5
Kosppuyuenmut koncmanm peaxuyuii
Ne Peakmus AT, °K A B AA AB
1 UConn) T Cixonn) = UCoonn) 370—1170 -950,13 0,6653 13,81156 0,02515
2 2UC + Couny = UG5 370—2470 -1864.2 1,0498 28,20664 0,03394
3 2UC, = U,Cs + Cxonn) 1170—2470 -1558,8 1,2804 137,3812 0,093452
4 uc=uU+C 2470—3270 -73501 13,626 81,65367 0,045842
5 UC, = U + 2Ccoun) 2470—3270 -44388 2,7245 5369,298 1,891758
6 U,C5 =2U + 3Conn) 2470—3270 -88865 4,1944 9670,431 3,459096
7 PuCsonn) = PuCeonn) + 2Cconn) 970—2770 -5313,7 -0,1821 49,69041 0,035907
8 2PuChconn) = PurCseonn) T Cxonn) 970—1870 -5736,8 2,5796 285,4159 0,232803
9 PuConn) = Pu + Cionn) 1870—2770 -85132 33,152 1843,239 0,826924
10 PurCionn) = 2Pu + 3Coun) 1870—2770 -129903 39,637 772,5233 0,346574
11 Amun) = Am 770—970 -57924 59,847 84,435 0,0343

3aKkioueHne

B pabote nmpoBeneHO KOMIBIOTEPHOE TEPMOJIH-
HAaMHUYECKO€ MOJIEIMPOBAHUE HArpeBaHUsl PagUuOaK-
TUBHOTO Tpaduta B atMocdepe azora. B pesynbrare
pacueToB OBLIM ONpeeNieHbl PeaKINd U MX TeMIiepa-
TYpHbIE MHTEPBaJbl IJi JIOJTOXKUBYIIUX PAAUOHYK-
munoB Am, U u Pu. [Toctpoenst rpaduku pacnpese-
TeHusi 0allaHCOB PAaTUOHYKIHMIOB IO (pa3am Ha BceM
paccMaTpUBacMOM TEMIIEpaTypHOM Juana3zoHe. Me-

TOJIOM HaWMEHBINX KBAJPATOB PACCYMTAHBl KOH-
CTaHThI PEakKIUid W MOCTPOCHBI 3aBUCHUMOCTH 3Haue-
HUH  KOHCTAHTBl  PaBHOBECHUS  pEakIMii  OT
TEMIIePaTyPHI.

[TonmyueHHble JaHHBIC TOKA3bIBAIOT, YTO MPH
OTHOCUTEIBHO HEBBICOKUX TemmepaTypax 770—970 K
HaOMroaeTcss 00pa3oBaHUE MAPOB AMEPHUIUS, Jallb-
Helmee HarpeBanne cucteMbl 10 1670 K u BeImie co-
NPOBOXKIIAETCS Pa3JIOKEHHEM KapOOHATOB ypaHa c
obpa3oBaHueM ra3oBoi (asbl. bosee BhICOKHE TeMITe-
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patypbl 2270—2870 K nmpuBOIUT K TEPMUUYECKOMY
Pa3IOKEHUIO KOHJICHCUPOBAHHBIX COEIUHEHUI ypaHa
1 00pa30BaHUEM €Tro MapoB.

Emé pa3z orMeTnM, 4TO MonagaHue JeTyqnx ak-
TUHOU/IOB B CHUCTEMY OXJAXKACHHUS PEaKTOpPa MOXKET
HEraTUBHO BIUATH Ha 3KOJOTHYECKYIO OOCTaHOBKY
npu skcruryaTanun ASC.
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Consideration is given to the thermodynamic modeling of equilibrium constants for reactions involving
actinides U, Am, Pu in radioactive graphite at heating in a nitrogen atmosphere. The processes take
place in the temperature range from 370 to 3270 K. These are thermal evaporation of condensed sub-
stances, thermal dissociation flowing in the vapor phase reaction, reactions between solid and gas, be-
tween the substances in the gas-vapor phase, the thermal decomposition of solids and the reaction be-

tween condensed matter.
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