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Jlnst mccriefoBaHus M OLICHKH MOBEACHHS (PU3NKO-XUMHYIECKOW CHCTEMBI, XapaKTepHOH I KapOoTepMuie-
CKOTO CHHTE3a MOHOHHUTPHUIOB ypaHa M ITyTOHHMS, IPOBEeHa paboTa 0 TePMOANHAMHUYECKOMY MOJIEITHPOBA-
Huto. C ucnonszoBanueM nporpamm HSC Chemistry 7.1 u TeDy paccunTanbl XMMHYECKH paBHOBECHBIE COCTa-
BBl CUCTEMBI ISl Pa3IHYHBIX TeMIepaTyp, JaBICHUH W KOIWYEeCTBA a30Ta B cucTeMe. [ psaa BO3MOKHBIX
peaknuii paccuutaHo W3MeHeHHe 3Hepruu ['m60ca. Ha ocHOBe momydeHHBIX 3HAUYCHWH W3MEHEHHs SHEPIHH
I'n60ca BBIYMCIIEHBI KOHCTAHTHI PAaBHOBECHS! XMMHYECKMX peakuuil. [1o mojgydeHHBIM BETMYMHAM KOHCTaHT
PaBHOBECHS U X 3aBUCHUMOCTH OT TeMIIEPaTyphl IPOBeJIcHa TePMOANHAMUYECKasl OIICHKA PeaKIuii.
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CmMmenanHOe HUTPUIHOE YPaH-IUTyTOHUEBOE siIEpHOE
TOIUIMBO BBIOpaHO B Poccum B KayecTBe MEpCIeKTHBHO-
T'O JIJIsl pEaKTOpOB Ha OBICTPBIX HelTpoHax [1]. MHTepec
K JJaHHOMY BHJY TOIUIMBA OOBSICHSIETCSI €r0 CBOWCTBA-
mu. HurpuiHoe TormmmBo o0iiaiaeT Xopomel TerIonpo-
BOJHOCTBIO, PaANAIMOHHON CTOMKOCTBIO M OTHOCHTEIIb-
HO BBICOKOM IUIOTHOCTBIO, YTO IO3BOJISIET MOBBICUTD
JMHEHHYIO M Y/AEIbHYI0 MOITHOCTH, CHUMaeMble C TB3-
JIOB.

B pamkax npoekTtHoro HamnpasneHus: «IIpopsiB» oT-
pabaTbiBaeTCsi TEXHOJOTHUS TONyYEHHST MOHOHUTPHIOB
ypaHa 1 TIYyTOHUS U3 OKCHIOB KapOOTEPMHUYECKAM CHH-
Te30M [ 1, 2], KOTOpBIH peAcTaBIIsAeT COOOH BHICOKOTEM-
nepaTtypHyto 00pabOTKy CMeCH MOpPOIIKOB OKCHJIOB
ypaHa Y TUTyTOHUS ¢ TpauTOM B TIOTOKE a3ora. Jlerais-
HBI MEXaHU3M XHMHUECKOH peakiuu KapOoTepMHuye-
CKOT0 CHHTE3a HEIOCTaTOYHO M3Yy4eH. B cBs3u c 3TUM
1esIeco00pa3Ho MPOBeICHHE TEPMOANHAMUYECKOTO MO-
JISTTUPOBAHUS JJIsl UCCIIE/IOBAaHUS M OLIEHKH TOBEICHUA
(hM3UKO-XMMHUYECKON CHCTEMBI, XapaKTEepHOU IS Kap-
00TepMHYECKOT0 CHHTE3a, Ha OCHOBE JAaHHBIX O XUMHU-
YECKHM PABHOBECHBIX COCTaBaX. AHAIHU3 PE3yJbTaTOB
TEPMOAMHAMUYECKOTO MOJEIMPOBAHUS MO3BOJIIET OIl-
penenaTh HalpaBIeHUs] SKCIEPUMEHTABHBIX U Teope-
TUYECKUX HCCICIOBAHUNA MO H3YUCHUIO MEXaHU3Ma U
KUHETHKH TpoIiecca.

Pacuer TEPMOAUHAMUYIECCKH PABHOBECHBIX
COCTAaBOB CHCTEMbI

s pacuera TEPMOJMHAMUYECKH PaBHOBECHBIX XH-
MHYECKMX COCTABOB CHCTEMBI HCIIOJB30BAICS IPO-
rpamMubiil ipoaykt HSC Chemistry 7.1 [3]. Pacuer
3aBHCUMOCTH TEPMOJIMHAMUYECKH PaBHOBECHOTO COCTa-
Ba CHCTEMBI OT TEMIIEPaTypbl MPOBOIWICS B CIEAYIO-
IIe} ITOCTAHOBKE:

— CIIUCOK BEIIECTB, BXOJAIIUX B CHUCTEMY U B 0asy
nanelx nporpaMmbl: CCNgy, CHaqpy, CNgy, CoNyg,
CNN(), COpy, Hyry, HCN(yy, Nogy, NCN(py, NHs(py, Pugp,
PUO(F), PUOZ(F), U(r), UO(F), UOQ(F), UO3(F), Pqu, UO,
U30g, UO,, PuN, UN, UN;s5, UN;s;, UN;ss, UNjso,
UNjg9, UNj73, UN,, UsN3, PuC, PuC,, Pu,C;, UC,
U2C3, C, Pu, PI.IHQ, PUH3, U, UH3,

— cooTHomeHre ucxoaunix Bemiects: C 2 mois, UO,
0.8 Mo, PuO, 0.2 monst, N, + 8% Hyy 2 mons;

— uHTepBan Temneparyp ot 1300 mo 2000°C;
— nmaBiieHue 1 aTm.

Pesynprar pacuera B BUIE 3aBUCHMOCTH PaBHOBEC-
HOT'O KOJIMYECTBA BEILIECTBA OT TEMIIEPaTypbl NPeICTaB-
JIeH Ha puc. 1.

AHanM3 pe3yabTaToB pacyeTa MOKa3bIBaeT, YTO HPH
temrnepatypax Beime 1300°C paBHOBecHe HAuMHAET
CMENIaThCsl B CTOPOHY MPOIYKTOB KapOOTEPMHUUECKOTO
cuHTe3a, a pu 1850°C B paBHOBECHOM COCTaBE CHCTE-
MBI OCTAIOTCSI TOJBKO MPOIYKTHl PEAKIMU CHHTE3a MO-
HOHHUTPU/IOB.

B mpucyrcTBHM BOIOpOIA BO3MOXKHO 00pa3oBaHUE
CHHWJIBHOM KHUCJIOTHI (pHC. 2), CIIOCOOHOW YCKOPHUTH
CHHTE3 32 CUET TOSIBJICHUSI JIOTOIHUTEIBHOTO MEXaHU3-
Ma TPAaHCIIOPTa YIIepo/ia K PeaKIMOHHON MOBEPXHOCTH.
Takoxe HaOMOAAETCS TEHACHIMS K MeTam3anuu Pu n
U mpu temnepatypax coitie 1400 u 1600°C coorBercT-
BEHHO.

[Tpu Temneparypax Bbime 1400°C Bo3MOXHO 0Opa-
30BaHMe aummaHa (puc. 3), CIIOCOOHOro oOecrieurnBaTh
JIOTIOJTHUTENTLHBIA MEXaHW3M TPAHCIIOPTa YIIIeposa, Kak
U B cllydae ¢ 00pa30BaHHEM CHHIIIbHOM KHUCTIOTHI.

TloHmwkenne maBiaeHUS B CHUCTEME TaK)Ke CMEIIacT
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Puc. 3. 3aBucumocts konuyectsa (CN)y) OT TeMIeparypsl.

paBHOBECHE B CTOpPOHY OOpa30BaHUS MOHOHHUTPHJIOB
ypaHa u 1mi1yToHus (puc. 4). 3aBUCUMOCTh PaBHOBECHO-
rO COCTaBa CUCTEMBI OT JABJICHUs MTOCTPOEHA IS Tha-
nazoHa aasyeHuit 0.01-2 atM u TemmepaTypsl H30TEp-
Mu4ecKkol Belepkku mporecca 1750°C. BemectBen-
HBII COCTaB CUCTEMBI TAKOM K€, KaKk U B IIEPBOM 3a/1aye.

Bnmsanue YBCIIMYCHHA KOHLICHTPALKU a30Ta B CUCTC-
Me MOYKHO HaOII0aTh Ha rpauKke 3aBUCHMOCTH PaBHO-
BECHOTO COCTaBa CHCTEMBI OT KOJMYECTBA a30Ta
(puc. 5). 3aBUCHMOCTH TOCTpPOEHA Uil TEMIIEPaTyphI
M30TepMUIECKO BIACPKKH Tporiecca 1750°C.
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Puc. S. PaBHOBECHBIH COCTaB CUCTEMBI OT KOIMYECTBA Ny
B CHCTEME.

TepMounHaanecxaﬂ OICHKA BO3MOKHBIX
XUMHYICCKHX pealcum‘/i

B mpouecce kapO0TepMUUECKOr0 CUHTE3a HUTPHUI-
HOI'0 TOIUIMBaA M3 OKCHUJOB ypaHa U IUIYTOHHA BO3MOXK-
HO TIPOTEKAaHHE Psijla XUMUUECKUX peaknuid [2, 4-9]. C
[eTIbI0 BBISIBJIICHHUS HanOoJiee BEPOSTHOTO MEXaHH3Ma
CHHTE3a BBINOJHEHA TEPMOMHAMUYECKAsl OLICHKA Clie-
JYIOLIETO CIMCKa BO3MOXKHBIX PEaKIIHN:

2C+ Ny — (CN),,
C+1/2N, — CN,
C+ N, - NCN,
2C + 1/2N, — CNN,
C + 2H, — CH,,
N, + 3H, — 2NH;, )
N, + H, + 2C — 2HCN,
2HCN — (CN), + Ha,
UO, +2C + 1/2N, — UN + 2CO, ID)
2U0, +5C + N, + 2H, — 2UN + 4CO + CH,,
UO, + (CN); » UN +2CO + 1/2N,, (I11)
UO, +3C — UC + 2CO,
UO, +4C — UC, + 2CO,
2U0, + 7C — U,C; + 4CO,
U;04 + 14C — 3UC, + 8CO,
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2U + N, — 2UN,
U+2C — UG,
U+C—-UC,
2U + 3H, — 2UH;,
uC + UC2 — U2C3,
UN +2C — UC; + 1/2 N,
PuO, + 2C + 1/2 N, — PuN + 2CO,

PuO, + 2HCN — PuN +2CO + H, + 1/2 N,,
2Pu0O, + 5C + N, + 2H, — 2PuN + 4CO + CHy,,
Pu02 + 3H2 — PuH2 + 2H20,
2Pu0O, + 7C — Pu,C; + 4CO,

Pu0O, +3C — PuC + 2CO,

PuO, +4C — PuC, + 2CO,

Pu + H, — PuH,,
2Pu + N, — 2PuN,
2Pu + 3H, — 2PuH;,

PuC + PuC, — Pu,C;s,

PuH, + 1/2 H, — PuH;,

UO, +2HCN —- UN+2CO+Hy + 1/2N,.  (IV)

Criucok peakimii chopMUpOBaH M3 BEIIECTB, COACP-
KalIUX TOJBKO OSJIEMEHTBI, MPHUCYTCTBYIONIME B pac-
CMaTpUBAEMOI CHUCTEME, C YUETOM HAJIWYUS JaHHBIX O
TEPMOIMHAMUYECKUX CBOHCTBAX B UCCIICyEMOM Jiparia-
30He Temreparyp. Tawke mpu (GOPMUPOBAHUU CIHCKA
YUTEHBI JJaHHbBIC, TPUBEICHHbBIC B padoTax [2, 4-9].

TepMmonnHaMu4ecKnii pacueT peakuuil IpOU3BOIIN
C HCIOJIb30BaHWEM HPOrpaMMHOro Komiuiekca TeDy
[10—14] Ha OoCHOBE CITPaBOUYHBIX JaHHBIX [15] 00 3HEp-
rusix ['mb0ca i peareHToB U MPOJYKTOB XUMHYECKHX
nipeBpamiennii. M3menenne sneprum ['m66ca B xome Xu-
MHYECKHX PEaKlUil pacCYMTHIBAINCH MO 3aKOHY [ecca.
Ha ocHoBe nosrydeHHbIX 3HAUE€HUH W3MEHEHUS] SHEPTUU
I'nb0ca BBIMMCIISUIN KOHCTAHTHI PAaBHOBECHSI XUMHYE-
CKHUX PeaKIuii o ypaBHeHHIO n30TepMbl Bant-I'odda.

Pe3ynbrathl pacyeTa KOHCTAHT PABHOBECUSI XUMHYE-
CKHX PEaKLHUH, BO3MOXHBIX MPU KapOOTEPMUUECKOM
CHUHTE3C, IPUBOJATCA B BUAC 3aBUCHUMOCTCH OT TEeMIICpa-
Typbl Ha puc. 6.

[lo momy4eHHbIM 3HAYEHUSIM KOHCTaHT PABHOBECHUS
1 MX 3aBHCUMOCTH OT TeMIIEpaTypbl MOKHO ISl KaXK/I0M
PEaKK ONpeNeTUTh PAaBHOBECHOE COOTHOLICHHE pea-
TeHTOB U TIPOJYKTOB, a TaKkXKe BIMSIHME HAa HETO BHEII-
HUX (DaKTOPOB, TAKMX KakK TemIleparypa Ipouecca, 00-
1iee JaBjIeHUE B CUCTEME, COCTAB ra30BOM CMECH.

PesynmpTar pacyera TEPMOAMHAMHMKH CYMMAapHOM
peakmuu (1) mexmy UO,, C u N, mokaspIBaeT, 4To Ta-
KO Tporecc SBISETCS TEPMOAMHAMHYECKH HEBBITOJI-
HBIM BIUIOTH 70 Temneparypsl 2200 K, a mpu 3000 K
KOHCTAHTa PABHOBECHUSI COCTABIISICT 2.5-10°. CrnenoBa-
TEJBHO, YTOOBI Oo0ecIeunTh MONMHOTY cuHTe3a UN, He-
00X0ZIMM KaK MOKHO ©oJiee TIOJIHBIH OTBOJ MPOIYKTOB
13 30HBI peaknuy. Tak Kak OJHUM U3 MPOAYKTOB peax-

uun sBisiercst CO, npu ero 3((QeKTUBHOM OTBOIE M3
30HBI PEAKIIMHM MOKHO MOCTOSHHO TOJIEPKUBATh TI0JI0-
JKUTEIIbHYIO JBIKYILYIO CHILy NpsMON peakuuu. Taxxke
JUIL YBEJIMYEHMS [BWKYIICH CHJIBI NPSAMOH peakuuu
MOKHO TIOBBICHTH TEMIIEpaTypy Ipoliecca, BMecTe ¢
3THUM BO3PACTET M KOHCTAHTa CKOPOCTH peakiyu. OaHa-
KO OTPaHWYECHUEM YCKOPEHUSI PEaKIMU TaKUM CIIOCOO0M
saBysieTcs AMpPy3uoHHOe TopMOokeHHe. C MOBBIIICHHEM
TEeMIIepaTypsbl IIpoLecca CKOPOCTh TPAHCHOpTa peareH-
TOB M TIPOJYKTOB K 30HE PEakiMk M U3 Hee He OyaeT
pacTH B TOM e Mepe, YTO U KOHCTAaHTa CKOPOCTH XUMH-
YEeCKON peakliy; cIe0BaTeNbHO, AU (y3HUst OrpaHUINT
CKOPOCTb TIpolLiecca, U JajbHeIee MOBBIIIEHHE TeMIIe-
parypsl OyzeT Hed(h(peKTUBHBIM.

Pe3ynbrar TepMOAMHAMUYECKOIO pacyera peaKuuil
MOJIEKYJSIPHOTO a30Ta C IpadUTOM IIOKa3ajd BO3MOXK-
HOCTh 00pa30BaHUSI MHKPOKOJIMYECTB Ta3000pa3HBIX
coelMHEeHnH a30Ta ¢ yrieponoM. Hanbomee TepmonmHa-
MUYECKH BBITOJHON U3 PACCMOTPEHHBIX PEAKLUN SBIIS-
ercst peakius oOpa3zoBaHus aunuaHa. OIHAKO W UL
JTAaHHOW peakuuu KOHCTaHTa paBHoBecus mpu 2000 K
cocrapmsier mopsaaka 10°°. TIpu 3Tom 0Gpasyromuecs
MUKPOKOJIMYCCTBA JUIIMaHa MOTYT TPATUTHCA IO pCak-
nuu B3aumojieiicteus ¢ UO, (puc. 7) u, Takum 00pa3om,
BBIBOJUTHCA M3 30HBI PCAKIIHN.

COOTBETCTBEHHO, TIPH TaKHX B3aWMOJIEHCTBUSX Oy-
JIET TIOJJICPIKUBATHLCS TOJIOKUTENbHAS JIBHKYILAS CHJIA
TEPMOJIMHAMUUYECKH HEBBITOIHOTO TIporiecca odpa3oBa-
HUS JIUIHAHA, KOTOPBIH, B CBOIO OYepellb, MOXKET 00ec-
[€YUTh JOMOJIHUTENIbHBIM MEXaHU3M TpaHCIOpTa yrJje-
pona k UO, 6e3 nuddy3uu rpadura uepes cioii oOpa-
syromerocst UN.

B pabote [2] Obl1a paccMOTpeHa BO3MOXKHOCTh CHH-
Te3a MOHOHWTPHIOB ypaHa W TUTYTOHHUS W3 OKCHIOB B
MIPUCYTCTBUM TpaduTa B TOKE a30Ta C TOOABICHHEM BO-
nopona. TepMoauHAMMYECKHM aHAIU3 PEAKIMU a30Ta,
yriepoa U BOJOPO/a TIOKa3bIBaeT BOZMOXKHOCTH 00pa-
3oBarns MukpokonmumdectB HCN [peakmms (I)]. Komn-
cTaHTa paBHOBecHs 3Toro mporecca mpu 2000 K cocTas-
JIIET TopsaKa 2-104, YTO Ha JIBa MOPsJIKA BbIIIE, YEM
quist peakiuu o0paszoBanusi (CN),. O6pazoranue HCN,
kak 1 (CN),, B TaKUX YCIIOBHSX SIBIISICTCSI TEPMO/IMHA-
MUYECKH HEBBITOJHBIM MporieccoM, onHako u HCN mo-
JKEeT BBIBOAUTHCS M3 30HBI PEAKIIUH C TOMOIIBIO B3aUMO-
nevictBus ¢ UO, [peakmus (IV)]. Takum oOpasom, BBe-
JICHWE B CHCTEMY BOJIOPOA JIOJDKHO 0OECTIEUHTh JIOTION-
HUTEJBHBI MEXaHW3M TpaHCIIOpTa yrieposa, Oolee
3¢ deKTUBHBIN, YeM Yepe3 00pa3oBaHWE TUIMaHA B OT-
cyrctBuu  Bozmopoga. CoOTBETCTByIOIEe ITOBECHNE
CHCTEMBI TIpH OTCYTCTBUH W TIPU HATUYWHU 100aBKu H,
HaOJIFO/1AI0Ch aBTOpaM# paboTHI [5].

Tak Kak B PacCMOTPEHHBIX PEaKIUAX 00pa30BaHUS
mornorutpuaa [(II), (I1I), (IV)] razoo0pa3HBIX MPOITYK-
TOB peakiuu OOJIbIIe, YeM PEarcHTOB, MOXHO IMPE/IO-
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Puc. 6. Koncrantsl paBHoBecus peakuuid. / — N, + H, + 2C — 2HCN, 2 — 2HCN — (CN), + Hp, 3— C + 2H, — CH4, 4 — N, + 3H, — 2NH;,
5—-2C+N; = (CN),, 6 —UO, +2C + 1/2N, — UN + 2CO, 7 —2UO, + 5C + N, + 2H, — 2UN + 4CO + CHy, 8 — UO, + 3C — UC + 2CO,
9 U0, +4C — UC, +2C0, 10— 2U0, + 7C — U,Cs +4CO0, 11 — U3Og + 14C — 3UC, + 8CO, 12— 2U + N, — 2UN, 13 — U +2C — UC,,
14-U+C—UC, 15-2U+3H, — 2UH;, 16 - UC + UC, — U,Cs, 17— UN + 2C — UC; + 1/2N,, 18 — PuO, + 2C + 1/2N, — PuN + 2CO,
19 — Pqu + 2HCN — PuN + 2CO + H2 + 1/2N2, 20 — ZPUOZ +5C + N2 + 2H2 — 2PuN +4CO + CH4, 21 — PUOZ + 3H2 i PUH2 + 2H20,
22 —2Pu0; + 7C — Pu,C;5 +4CO, 23 — PuO, + 3C — PuC + 2CO, 24 — PuO, +4C — PuC, + 2CO, 25 — Pu + H, — PuH,, 26 —2Pu + N, —
2PuN, 27 —2Pu+ 3H2 i 2PuH3, 28 —PuC + PUC2 i PUZC3, 29 *PUHZ + 1/2H2 i PUH3, 30— U02 +2HCN — UN +2CO + H2 + 1/2N2

JIOKUTB, YTO PAaBHOBECHC B PECAKIHNKU MOKHO CMCCTUTL B
CTOPOHY HPOAYKTOB CHWKCHHUEM JaBJICHUA B CUCTEME.
O,I[HaKO CJIICAYET OXUIAaThb, YTO CHWKXCHHEC KOHICHTpA-
Hl/lﬁ T a3006pa3HI)IX PCarcHTOB, BbBI3BBAHHOC CHUIKCHHCM
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Puc. 7. KoHcTanThl paBHOBECHsS CyMMapHOM peaKLMHM CHHTE3a
MoHoHUTpHUAa ypana UO, + 2C + 1/2N, — UN + 2CO (), peax-
MK cuHTe3a MoHOHMTpHna n3 mumuaHa UO, + (CN), — UN +
2CO + 1/2N; (2) u peakinuu CUHTE3a MOHOHUTPH/IA U3 CHHUIBHOM
kucnotsl UO, + 2HCN — UN + 2CO + H, + 1/2N, (3).

JIABJICHUSI B CUCTEME, BBI3OBET CHIKEHHE OOIIEH CKOpo-
cTH npouecca u merauzanuto U u Pu [7].

Taxum o6paszom, ¢ rcnonb3oBanreM nporpamm HSC
Chemistry 7.1 u TeDy Hamu uccienoBaHo MOBEICHUE
(PU3UKO-XMMHYECKONW CHCTEMBI, XapaKTepPHOU Ui Kap-
00TepMHUUECKOro cHHTEe3a. PaccunTaHbl XUMHUUECKH paB-
HOBECHBIE COCTaBBbI CUCTEMBI JJIsl TMana3oHa TeMmIepa-
Typ 1300-2000°C, guanazona nasienuid 0.01-2 atm, a
TaKoKe ISl pa3InuHbIX KOHIICHTpaIMi a30Ta B CUCTEME.
[IpoBeneHa TepMoAMHAMUYECKAsT OIIEHKA BO3MOXKHBIX
peakuuii. [lo pe3ynpratam ncciaeJOBaHUI MOXKHO OTMe-
TUTH CIEAYIOIIEe:

— B MPHCYTCTBUH BOAOPOa BO3MOKHO 00Opa30oBaHKe
CHUHWJIBHOM KHCIIOTBI, CIIOCOOHOW YCKOPHUThH CHHTE3 3a
CUET TMOSBJICHHS JOMOJHUTEILHOTO MEXaHW3Ma TpaHC-
MOpTa YIJIepo/a K PeaKIMOHHON MOBEPXHOCTH, YTO CO-
[JIaCYeTCsl C AKCIEPUMEHTAIbHBIMU JaHHBIMHU, OTHCAH-
HBIMH B padote [5];

— pu Temreparypax Boimre 1400°C Bo3MoxkHO 00pa-
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30BaHUE JWIMaHa, TaK)KE CIOCOOHOIo 00eCIeYrBaTh
JIOTIOJTHUTEIIbHBIN MEXaHU3M TpaHCIIOpTa yIiepo/a;

— HaOmoaeTcst TeHAeHIUs K Metammzamu Pu u U
npu Temmneparypax cbime 1400 u 1600°C cootBeTct-
BEHHO.

PaGora BbImonHEHa TpH (UHAHCOBOW TOIIEPIKKE
POOU (rpant 17-01-00873).
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