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PaGoTa nocpsileHa aHaIU3y IIPOLIECCOB HAKOIUIEHUS B 00JIyde HHOM Ipadute ypaH-rpaUTOBBIX SIIEPHBIX
PEaKTOPOB JOJITOKMBYILETO paTMOHYKINAa °Cl, KOTODBIii SIBISIETCS OLHIM 13 HaO0JIee 3HAYMMBIX Paii-
OHYKJIUJIOB IpU OLieHKe Ge3omacHocT 3axopoHeHust PAO. [IpoBeneH aHaiu3 Tak Ha3biBaeMoro a¢ggexra
“camoponka” (Nugget effect), 00yc10BIEHHOIO CYIIECTBEHHON HEPaBHOMEPHOCTBIO COICPXKaHUSI °Cl B
npoGax 06IydeHHOTo TpaduTa SIIepHBIX PeakTopoB. Pasnnuust B KOHIEHTpamsix -°Cl B OTHUX M TeX ke
rpacuTOBBIX jeMeHTax gocturaloT 100 pa3 He3aBUCUMMO OT 3KCIUTyaTallMOHHBIX (haKTOPOB (ITOTOK Heil-
TPOHOB, TeMne()paTypa). PaccMOTpeHbl OCHOBHBIE MIPOLIECCHI, KOTOPHIE MOTYT BIUATh HAa (DOPMUPOBAHUE
3arpsisHeHus -°Cl B o0sryyeHHOM Ipaute. Ocoboe BHUMaHME yIeJIEHO oNpenaeeHuo (opMbl HaxoXe-
Hust 2°Cl B rpaduTe ¢ ydeToM 0coGeHHOCTEI ero N3roTOBICHMST, BKII0Yas TEPMOIMHAMUYECKOE MOLICITH-
pOBaHMEe PaBHOBECHOIO COCTaBa MPOMYKTOB PeaKIIUU MPU OYUCTKE HEOOJydeHHOro rpadura B razoBoit
cpene.

KioueBbie cjioBa: 001ydyeHHBbIN IrpaduT, 3¢hhekT “camoponaka”, XJop, BBIBOI M3 3KCILIyaTalluu, paguo-

HYKJIM]I, HEPAaBHOMEPHOCTb.
DOI: 10.31857/51028096020020053

BBEAJEHUWE

B mpomecce skcmayatanmuy  ypaH-TpadUTOBBIX
SIEPHBIX PEaKTOPOB M TOCJIE WX OKOHYATEJHHOM
OCTaHOBKU 0O0pa3yloTcsl rpaduToBbIe PagNOaKTUB-
Hble orxonbl (PAO), KonTU4ecTBO KOTOPHIX HA CETO-
IHAIIHUI neHb Toabko B Poccuiickoit ®enepaunu
coctasisieT ~60000 TOHH.

Ilepron moreHuMaabHO# omacHocTH ~90% rpa-
¢uroBeix PAO ompenensercs: (IJ1aBHBIM 00pa3oMm)
HaJIU4MeM B COCTaBe AeTajieil TpaUTOBBIX KIagoK
JOOJNTOXUBYLIMX paguoHykiunos “C, *Cl u wux
VIEJIBHBIM comepxanueM. [lepuon nonypacnana “C
cocrtapisger 5370 ner, ero ymeabHass aKTUBHOCTH B
rpaduTe OTeYeCTBEHHBIX YPaH-TPa(UTOBBIX peaKTO-
pax (YT'P) cocrasnsier 103—10° Bk/r, mst °Cl — 3.1 x
x 10° et m 10'=2 x 103 BK/r coorBeTcTBeHHO [1].

I'maBHBIM ycoBHEM ITpU 0OOCHOBAaHWM BapHUaH-
TOB oOpalueHust ¢ rpa¢utoBeiMu PAO sBisiercs
o0ecIieuyeHre U30JISIIUN COIePXKAIIUXCS B HAX paayi-
OHYKJIMJIOB Ha BECh MIEPUOJ COXpAHEHWSI UMM MOTEH-
umanbHoii onacHocTH. 1o onenkam *°Cl o ucreue-
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HMM XapakTepHoro nepuoma =10*—10° ner Oymer
OINpeaelIsiTh OCHOBHBIE ITapaMeTPhl HOTEHIINAIBHOTO
BJIMSTHUSI OOJy4eHHOTO rpaduTa Ha OKpPYXKaIOIIYIO
cpeny M HacejieHUe Ipu 3axopoHeHuu. boiiee Toro
JMaHHBIA paguOHYKJIMI IPaKTUIECKN HE 3aIepK1Ba-
eTcsl MPUPOJHBIMU MaTepuajgaMu MpU MUTpALlUU, B
TO BpeMsl KaK JOJITOXUBYILIUE aKTUHUABI 3(pheKTUB-
HO COpOMpYIOTCSI OapbepHLIMU MaTepralaMU U Ma-
TeprajaMy BMEIIAIOIIMX MTOPO/I.

OueBUIIHO, YTO TapaHTUsI WU3OJSLUU PATUOHYK-
JIMIOB Ha MEpHUOJ IMOTEHIMAIbHON OIIAaCHOCTUA MIpPU
3aXOPOHEHUM WJIM BpeMEHHOM XpaHeHUU TpaduTo-
BhIx PAO Oynet ompeneasiTbest He TOJIbKO BEIMYMHOM
aKTUBHOCTU HOJTOXUBYIINX PaIMOHYKIUIOB, HO U
MoKa3aTejsiMUu, ONpPeAesIIoIMMU TTPOYHOCTh (DUK-
cally paguOHYKJIMAOB B CaMOM rpadure. YUNTHIBaAs
TOT (bakT, YTO rpaduUT SIBJISIETCS IIPAKTUIECKU “He-
OKHCJISIEMBIM” MaTeprajoM IIPU HOPMaIbHBIX TEM-
MepaTypHbIX YCIOBUSX, TO BBIXOA PaIWOHYKJIUIOB
(8 ToM uncie *°Cl) us rpadpurossix PAO Gyner onpe-
JIeNISITBCS TTapaMeTpaMy MX CEJICKTMBHOIO BEILIIEIA-
YMBaHUSI, KOTOPHIE, B CBOIO OYepedb, 3aBUCSIT OT
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BECIIAJIA u np.

Ta6umua 1. YaensHast aktuBHOCTB 2°Cl B pa3IMYHBIX 0Opa3iiax 0oaydeHHoro rpadmura [2—9]

CtpaHa PacnonoxxeHue Tun peaktopa AxTuBHOCTb >°Cl, BK/T
Dpanuusa Mapkynb G2 UNGG 100—700
®dpanHuusa MuHoH A3 UNGG 7-70
DpaHumsa Cen-Jlopan Al UNGG 3—10
DdpanHuusa Cen-Jlopan A2 UNGG 37—100
DpaHumsa broxe 1 UNGG 83—850
Benuko6purtanus XaHTepcToOH A Magnox 132—1775
Benukobpuranust Onnbapu Magnox =425
CIIA XsHbopn Peakrop B ~2460
CIIA XaHdbopn Peaktop C =705
CIIA Xaudbopn Peaxktop D =1990
CIIA XaHdbopn Peaktop DR ~1530
CIIA Xaudbopn Peakrop F =~1940
CIlIA Xandopa Peakrop KE =1998
CIIA Xosudbopn Peakrop KW =~1920
Poccust 1O Mask AB-1 <13500*
Poccus 1O Masxk AB-2 <10800*
Poccust 1O Mask AB-3 <10800*
Poccust 1O Mask AN <5600
Poccus AO “OL YI'p” H-1 54—110
Ncnanus Bannenwoc UNGG 14-25
VYkpaunHa YADC (60K Ne 2) PBMK-1000 700—1500
JlutBa NrABC (610K Ne 1) PBKM-1500 ~2600
IBeiinapust Haitopur (PSI) PHWR 22—414
[IBeiiapust [Tporeyc (PSI) UccnenoBaTtenbCcKuii 0.003—0.031
Jlanug Risoe National Lab. DR-2 0.18—40
I'epmaHust ADC THTR-300 THTR-300 23-370
I'epmanus FOmmx AVR ~800

IMpumeuanue. * — M3 pe3yabTaToB pacyeTa.

(hopMBI HAXOXIEHUST U SHEPTUH CBSI3U ITOJITOXHUBY-
X PaIUOHYKIIMIIOB CO CTPYyKTypoit rpadura. Cie-
JIOBaTeJIbHO, 9T JaHHBIE OYAYT SIBASITHCS OTIpeaeisi-
IOLIMMM TIPU BBIMOJTHEHUU TTPOTHO3HOTO MOAEINPO-
BaHWSI MUTPAllMA  PATVMOHYKIWIOB, pPe3yIbTaThl
KOTOPOTO SIBJISIIOTCSI ONIPEACISIONIMMU TIPU 000CHO-
BaHMUM BapMaHTOB 3aXOpoHeHUs rpacdutoBeix PAO.

B Hacrosiee BpeMs B Ka4eCTBe MTEPCIIEKTUBHOTO
MMOAX0a K peIlIeHUIO ITPOoOIeMbl 0OpallleHUsI C 00JTy-
YEHHBIM IpaUTOM paccMaTpUBAETCS CIIOCOO MpHU-
TMOBEPXHOCTHOTO 3axopoHeHmus rpaduTtoBeix PAO c
MIpeaBapuUTeSIbHOM UX 00padoTkoii. Peanuzanus naH-
HOT'O MOAX0/Ia BO3MOXHA IIPU YCJIIOBUM YCIICIIHOTO
pellleHus 3a1a4M CeJIEKTUBHOTO ynaieHus noau “Cu
36Cl, xapakTepu3yeMoil 60jiee HU3KOI MPOYHOCTHIO
dukcanuu B cTpyKType rpadura. Takoit mogxon Mo-
XKeT 00eCIeYnTh CHMXKEHUE MOTeHIMAJIbHOM oIlac-
HOCTH IpaduTa IpU 3aXOPOHEHUHU 1, KaK CJICICTBUE,
CHU3UTH TpeOOBAHUS K CITOCOOY M TEXHOJIOTUU 3aX0-
POHEHMSI, UTO BJIEUYET 3a COOOI CYIIeCTBEHHOE CHM-

KEHHE CTOUMOCTH Bcero mpoiiecca. DPOEeKTUBHOCTD
WCITOIb30BaHUS JTAaHHOTO MOIX0Ia TaKKe OIpenes-
ercst hopMaMy HAXOXIEHUS U SHEPTUEH CBS3U OJI-

TOXXUBYIIHUX PATUOHYKIIMIOB CO CTPYKTYPOIi TpacuTa.

Takum oOpa3oMm, LIeJIbI0 JaHHOU paOOTHhI SIBJISIET-
CS OlLIEHKA BO3MOXKHBIX COEIUHEHU, B KOTOPBIX MO-
KET HaXOOUThCS panroHykiun >°Cl, a Takxke aHaIN3
MIPUYKH ero 06pa3oBaHus M HAKOIUJICHUS B OOJTydeH-
HOM SsIIEpHOM TpaduTe.

AHAJIN3 HEPABHOMEPHOCTH
COJEPXAHWUS 3¢Cl B TPAOUTE YI'P

Oo6o6menHasg nHopMans o0 yaeIbHON aKTUB-
HocTU paguoHykiuaa °Cl B 06aydeHHOM rpaduTe,
OTOOpaHHOM M3 KJIagoK pa3nuuHbix YI'P, mpencras-
JieHa B TabuI. 1.

B nHacrogmieit pabote mpoBeneHa OlicHKa comep-
>xaHus °Cl B rpaduTe HEKOTOPBIX MPOMBILLIIEHHBIX

MOBEPXHOCTb. PEHTTEHOBCKUWE, CUHXPOTPOHHBIE U HEUTPOHHbBIE UCCJIEIOBAHUS  Ne 2 2020
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Ta6nua 2. Pe3yiabTaThl oleHKH conepxanust -°Cl B rpacdure poccuiickux YI'P [10]

Pacnonoxenue Twun peakTopa Twur rpaduTOBEIX OeTaneit AKTUBHOCTD 36C1, bx/r
®I'VYII MO “Masgk” AB-1 bnoku 250—890
DI'YIT IO “Mask” AB-2 bioku 80—400
AO “OdL YyIrp” n-1 Brynku 90—450
AO “OoJL YIrp» AID-3 Brynku 240—670
AO “OoOL yIp” AlD-4, AID-5 | bnoku 10—1100
Jlenunrpanckass ADC-2 PBMK-1000 CMech KpOLIKM U3 TpaUTOBBIX OJIOKOB 570
Kypckasgs ADC PBEMK-1000 Konbua KTK 260—920

VYI'P (ITYT'P) u peakropoB tuna PBMK-1000. Pe-
3yJIbTAThI CBEICHBI B TA0II. 2.

PesynbraThl HACTOSIIIIMX UCCIENOBAHUM, a TaKXke
psiia APYTrUX CBUAETEIbCTBYIOT O JOCTATOYHO IIUPO-
KOM pa30poce 3HaUeHU I CoepKaHUsI MUKPOTpUME-
ceit, mpuUBOASIIUX K OOpa30oBaHUIO PaTUOHYKIUIA
36Cl, a Takxe yaenbHoi aktusHocTh °Cl B rpadure
VYI'P (tabn. 1, 2), moaydeHHBIX KaK IIPUA pacueTHHIX
OlIEHKaX, TaK U IpU DKCIIEPUMEHTAIILHOM OTlpeiesie-
Huu. Ha puc. 1 npencraBieHbl MOJTydYeHHbIE B XOA€
HacTosieii paboThl  pe3yabTaThl  OMNpeAeeHUs
yaenbHoil aktuBHocTH °Cl n “C (11g cpaBHeHMS)
0s104HOrO TrpaduTa B TpeX TOUKaxX IO BBICOTE ABYX
gyeek rpadurtoBoii kinagku ITYTP u mo tommuHe
CTEHOK rpaUTOBBIX OJJOKOB B TOUKax oToopa. Heili-
TPOHHO-(MU3UYECKUE U TEPMOJMHAMUYECKUE Mapa-
METpHhl 3KCIUTyaTalluu rpaduta B 00euX syeiikax
OIVHAKOBBI.

OueBUIHO, YTO pacHpeacacHUe yaeJIbHON aKTUB-
Hoctu °Cl BapbupyeTcd B IIMPOKUX Ipeneiax (cy-
IIECTBEHHO 0OoJjiee MMPOKUX, YeM BapHuallus IMOToKa
HEUTPOHOB, TEMIIEPATypPhl OOJIYUEHUS U Jp., YIUThI-
Basi MOTpelIHOCTh m3MepeHuit =~10—20%) kak 10
00BbeMy KJTaKHU B 11eJIoM (puc. 1a), Tak ¥ MO TOILIMHE
CTEHOK OT/IEIbHBIX TpaUTOBEIX 0J10KOB (puc. 1B—11).
He nabGaromaeTcst Takke OOIIMX 3aKOHOMEPHOCTEM
1Mo (opMe KpUBBIX BBICOTHOTO pacIIpele/ICHUsI U
pacIipeelIeHUsI 110 TOJIIIMHE CTEHOK 0JI0KOoB. Cliemy-
€T OTMETUTh, YTO, HECMOTpPSI Ha OoJiee CI0XHYIO (I10
HECKOJILKMM He3aBHCHMMBIM KaHajlaM) cXeMy o0Opa-
30BaHUs, aKTUBHOCTh '“C ¢ y4eTOM NOTrpEIIHOCTI
nsMepeHnit ~20% npakTUYEeCKM paBHOMEPHO pac-
npeneineHa (puc. le—13) mo cedyeHuo rpaUTOBOTO
0710Ka (cylecTBEeHHasi HEpaBHOMEPHOCTh pacripee-
neHus “C xapakTepHa TOJBKO AJIs pa3MepoB obJia-
creit rpadura, COMOCTaBUMBIX C pazMepaMU Kpu-
CTaJUIATOB).

Boinbliias Bapuanust BEeIUYUHbBI YICILHOM aKTHB-
HocTH °Cl, a TakKe OTCYTCTBUE OOLIUX 3aKOHOMED-
HocrTeit pacnipeneneHust 2°Cl o oobeMy rpaduToBOit
KJIAOKU U MO CEeYeHUIO IpadUTOBOIO OJI0Ka, OOBSIC-
HSIOTCS, BEPOSITHO, TEM, 4TO aToMbl *°Cl comepxaTcs
B rpaduTe B BHUIE JOKAIM30BAaHHBIX oOJacteit (3d-
dekT “camoponka”). Pacnpenenenue naHHBIX 00J1a-

MOBEPXHOCTb. PEHTTEHOBCKUE, CUHXPOTPOHHBIE U HEUTPOHHBIE UCCIEJOBAHUA  Ne 2

cTeil o0agaeT BBICOKOI CTEIIEHbIO HEpaBHOMEPHO-
CTH, IIPOSIBIISTIONIENCSI KaK B 00beMax rpadura ¢ Xa-
pakTepHBIMU pa3MepaMu He MeHee =1—2 MM
(TommHa o6paslia), Tak U B 00beMax ¢ XxapaKTepHbI-
MU pa3MepaMH B JIECSITKM CAHTUMETPOB (pa3mep
osokoB). Takoe pacripenenieHue MOKHO OOBSICHUTH
(Ipeanoa0KUTENILHO): 1) MCXOTHBIM pacHpeae/IeH-
€M IIPUMECHBIX MAaTePUHCKIX aTOMOB B BUE JIOKAJIb-
HBIX 00pa30BaHMit, CHOOPMUPOBABIINXCS ITPU TEXHO-
JIOTMYECKOM IIpOliecce ITPOM3BOACTBA IpadUTOBBIX
0JI0KOB; 2) IIpOTeKaHMEeM KaKMX-JTHM0O 0oJjiee CIIOXK-
HBIX IIPOLIECCOB, CIIOCOOCTBYIONINX (DOPMUPOBAHUIO
JIOKaJIbHBIX 0bJ1acTeii cKorieHus atoMoB >°Cl B ipo-
liecce 9KCIUTyaTaluu.

OCOBEHHOCTH OBPA30OBAHMUS 3¢Cl
B TPAOUTE ITPU OBJIVHEHWH
HEWTPOHHbLIM ITOTOKOM

Honroxusymuii pagronykiauz °Cl obpasyercs B
3JIEMEHTAX IPadUTOBBIX KJIALOK HE3ABUCUMO OT OCO-
OeHHOCTet M peXmMoB 3Kcruryarannu YI'P. Dto
00YCJIOBJICHO, B TIEPBYIO OYepellb, aKTUBALIMEH TTPU-
Mecei, KOTOphle He YOAJsIOTCs MPU U3rOTOBJIEHUU
rpaguTa MM COpoMpPYyIOTCS 0 €T0 3arpy3KU B aKTUB-
HYIO 30HY peakTopa. B Tab. 3 ipeacTaBieHbl OCHOB-
HBbIE SIAepHBIE PpeaKIU, TI0 KOTOPBIM 00pa3yeTcst pa-
JTUOHYKJIULL, 36C]. K OCHOBHBIM SIEPHBIM PEAKILIUSIM,
MPUBOISIIVM K HAKOIUIEHUIO PAAOaKTUBHOTO XJIO-
pa B rpacdutoBbix PAO, otHocarcs: 3Cl(n, ¥)3¢Cl (ce-
yeHue peakuuu ¢ = 43 6apH); YK(n, a)*Cl (6 =
= 0.004 6apn); *S(n, B~)*Cl(n, y)*Cl (c = 0.34 6apH).
INepBhIe 1Be peakMU SBISIOTCS MPSIMBIMU, TTOCITEI-
HSIST — HeIlpsiMasi, TIepuoJ Iojiypaciiaza ImpoMexy-
TOYHOTrO paauoHyKiuzna S paseH 87 cyr. Crour
3aMETHUTh, 4TO coaepxkanue usoroma >Cl B ecre-
CTBEHHOIi cMecH cocTaBiseT 34.97%, K — 93.26%,
34S — 4.21% (1aba. 3).

OOPMHUPOBAHUE ITPUMECHOI'O COCTABA
TP U3TOTOBJIIEHWUH N'PAOUTA

PaccMoTrpuM mpoliecc Mpou3BOACTBA PEAKTOPHO-
ro rpaduTa 60Jjiee TOAPOOHO C 1IETBIO OIIPeacICHUS

2020
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Puc. 1. Pacripenenenus ynenbHO aKTUBHOCTH 3Clu*C B rpacduroBoit knaake [TYT'P: a, 6 — mo BeIcoTe siueeK; B—3 — MO
TOJIIIIMHE CTEHOK TpaduTOBBIX OJI0OKOB Ha OTMETKaX 0TOopa (Hapy>KHasl IOBEPXHOCTb 0JIOKa, LICHTP CTEHKH 0J10Ka, BHYTPEH-
HSISI TOBEPXHOCTb OTBEPCTUSI B OJIOKE).

coliepKaHus IIpUMeceil (xtopa, Kanus, cepbl) U I1y-
OMHBI 3arpsI3HEHUS TPa(PUTOBBIX KOHCTPYKIIMOHHBIX

QJIEMCHTOB.

H3rotoBiaeHne pOCCHUIICKOTO peakTOPHOIO Tpa-
dwura (Mmapku ['P-220, 'P-280, BI'TI-6, I'PI1-2, I'P-1

M p.) U €eBpONEeMCKOro/aMepuKaHCKOro (MapKu
TSGBF, TSX, P3AN, PGA, H-327, H-451, 1G-11,

P3JHA2N u gp.) 6GasupyeTcss Ha MCIIOJIb30BaHUU

HeMTSIHBIX KOKCOB pPa3IMIHOM MUKPOCTPYKTYPHI,
KOTOpBIC SBJISTIOTCS HAIIOJHUTEJIeM, W KaMEHHO-

Ta6auna 3. SnepHble peaklMy HaKOIUJICHUS! pPaAnOaKTUBHOIO XJiopa B rpadutoBbix PAO

AnepHas peakuus

CeyeHue peakluu G, 6apH

ConepxaHI/Ie M30TOIla B €CTECTBEHHOU cMecH, %

3Cl(n, y)3°Cl1 43 34.97
IK(n, a)?eCl 0.004 93.26
348 (n, B)3Cl(n, y)3Cl 0.34 421

MOBEPXHOCTb. PEHTTEHOBCKUWE, CUHXPOTPOHHBIE U HEUTPOHHBIE UCCJIEOBAHUS
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Tab6auma 4. CozpepxaHue MpuMeceil B pa3IMUHbIX MapKax peakTopHoTro rpaduta, [ppm|

IMpumecsn CLIA [19] Benuko6puranus [20] Dpannwms [21] CCCP/Poccus [10]
Cl (0.6-35) 2 (8.1-8.3) (0.1—10.4)
K (1.4—320) (0.24—0.36) [22] (5—50) ~1.9
S (10—175) 50 (5—10) 5-52

YTOJBHBIX TTIEKOB, CITY>KAIIMMM CBI3YIOIIMM. BMecTo
KaMEHHOYTOJIbHOTO TeKa WM BelllecTBa IJIs1 TIpO-
MMUTKY TpaUTOBOIO MaTepHraja MCIOIb3YIOT TakKXkKe
CHHTeTHYeCKUe (hypaHOBBIE CMOJIBI, KOTOPBIE TTOJTY-
yarotr MeTtonoM Ilaansi—KHoppa nmyTeM nUKIU3aluu
1,4-mnKapOOHUIBHBIX COSOIWHEHUM B TPUCYTCTBUM
karanuzatopoB P,Os; u ZnCl,. HecMoTps Ha ouuCTKY
CBSI3YIOLIETO, B HEM MPUCYTCTBYET 10 0.6% cephl.

OCHOBHBIMM TEXHOJIOTMYSCKUMM 3TarlaMU IIPO-
MU3BOACTBA UCKYCCTBEHHOTO SIIepHOro rpadura sB-
JITIOTCSI: UM3MeNIbYeHue U ApoOiieHne HedTSIHOTO
KOKCa; TepMHYECKOe MPOKAIMBaHNE KOKCA; pa3MOJl
1 (paKLIMOHUPOBAHKE; MOATOTOBKA CBSI3YIOIIETO;
JIO3UPOBAHUE M CMEIICHHE KOKCA CO CBSI3YIOLIMMU
BellleCTBaMU; (hOpMOBaHME HEOOOXKKEHHBIX 3ar0TO-
BOK; BBICOKOTEMIIEPATYPHbLIII OOXUT; TpaduUTalNs;
co3JaHue KOHCTPYKIMOHHBEIX »ieMeHToB YI'P.
IMpakTryecku Ha KaXXKAOM 3Talle U3rOoTOBJICHUS IIPO-
WCXOOUT HAKOIUIEHUE Pa3IUYHBIX MUKPOIpUMECEHA,
KOTOpBIC aKTUBUPYIOTCS MPU IKCIUTyaTaluuu rpadu-
Ta B SIIEPHOM peakTope.

dopmupoBaHue CTPYKTYPHI M CBOMCTB yTJIerpa-
(GUTOBBIX MaTEPUATIOB TPOUCXOJUT B TIPOLIECCE TEP-
MUYECKOTO MpoKaiuBaHUs Kokca. B Esporie u CIITA
STOT Opoliecc MPOBOIAIT IIpu TeMrmeparype ~1300°C
[11], B Poccuu (panee B CCCP) HedTsaHOI KOKC 00-
pabaTeiBaloT MOpu auanaszoHe Ttemmepatyp 1100—
1300°C 6e3 moctyna Bo3ayxa [12, 13]. IToBeieHne
TeMIlepaTypbl NMPOKAJIMBAHUS C OJHONH CTOPOHBI MO-
BBIIIAET YIOPSIAOYEHHOCTh CTPYKTYPhI IBYXMEPHBIX
KPUCTAJUIOB, C APYTOii — YBEJIUYUBAET alCOPOLIMOH-
HYIO CITOCOOHOCTHb KOKCOB. DTO IIPUBOIUT K HAKOII-
JICHUIO MUKpOTpUMeceil B MaTepuae nocje u3Bie-
YeHUsl U3 TeUu, a TakKe B Mpolecce (popMoBaHUS
HEOOOXKEHHBIX 3aroToBoK. CpemHsasT KOHIICHTpa-
LMl KaJIUs B HEOOOX KEHHBIX 3aTOTOBKAX Mepe Ipo-
1IECCOM BBICOKOTEMITEPATYPHON OYMCTKU COCTAaBJISI-
eT ~6.08 mkr/T [14].

HauGobliiee KOTU4eCcTBO MUKPOIIpUMECE B Ma-
Tepuajie HaKaruiMBaeTcsl HEMOCPEACTBEHHO TpU I'pa-
duTalmm, a TakKe 1ociie 3aBeplieHus mpoiiecca npu
U3BJeYEeHUU IpaduTa U3 IEKTPUUSCKUX Teueit co-
npotusiieHus [15]. U3BecTHO, 4TO B me4r IpOCTpaH-
CTBO MEXJy 3arOTOBKaMM 3aIOJHSIOT MePECHIKOM,
KOTOpasi COCTOUT U3 JIMTEHHOTO KOKca, colepKallie-
10 0.45—0.50 mac. % cepsl [ 16]. B mporecce rpacdura-
LMY aTOMBI YIJIEpOAa, UMEIOLLME HAa TPaHULIe OOpbIBa
CBOOOMHBIC CBSI3U, CIIOCOOHBI MPUCOEAUHSTH pa3-
JmuHble 35eMeHTHl (B ToM uucie Cl). Hekoropbie
aTOMBbI CITOCOOHBI 3aMelllaTh aTOMBI YIJIepo/ia B y3j1ax
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KPUCTATHYECKON pemeTKr. OTaeIbHbIe MOJIEKYIThI
MOTYT BHEIPSTHCS MEXIY CI0sIMU rpadurta, odopasysi
XJIOPUIBI PEIKO3eMETbHBIX U TIEPEXOTHBIX METAJIJIOB.
Morjtekybpl XJI0pa COCOOHBI 00pa30BBIBAThH KOBa-
JICHTHYIO CBSI3b C aTOMaMU YIJIepoja, Kajauii MOXeT
HaXOIUTHCS B TpacuTe B BUIE TBEPIOTO PacTBOpa 3a-
MEIIEHMS, a cepa — B CBOOOITHOM COCTOSTHUM.

VYaaneHue MUKpornpuMmeceil mocjie rpaduTtanuu,
KaK MpaBUJIO, ITPOBOIAT ITyTEM BBIAEPKKU ITOJTyUIeH-
HBIX TpadUTOBBIX O0OpPa3llOB B Ta30BOil cpelne WM B
BakyyMe TIipu Temmnepartype 2500—3000°C [18].
OuncTKa B ra3oBoil cpele xapakTepHa Il OTede-
CTBEHHOTO MapoK rpadura. B kauecTBe ra3a UCIoib-
3YIOT XJIOp ¥ (OTOP UJIU COSANHEHMSI UX CONlepKalllne.
Hexkotopslii rpadhuT oumnIaoT ¢ IIoMolbio ¢ppeoHa-12
(mudropauxinopmerana, CCl,F,), rekcadpropuna ce-
pbl (SF¢) u dpeona-10 (terpaximopmerana, CCly)
[19]. Takum oOpa3oM, oUKUCTKA TPaPUTOBBIX 3aTOTO-
BOK IIPUBOJIUT, C OQHOI CTOPOHBI, K YIAJIECHUIO 60JIb-
L€ YaCTU MUKPOIIPUMECEN, a, C APYTroii CTOPOHBI, K
HaKOIUICHUIO XJIOP- U CEPOCOAEPXKAIINX COSTMHEHMIA.

OG600LIEHHBIE JaHHBIE IO COAEPXKAHUIO MUKPO-
npuMeceii, IPUBOAAIINX K 00pa30BaHUIO PALUOHYK-
aupaa 3°Cl, B Heo6ay4eHHbIX rpadUTOBBIX SJIEMEHTAX
MpeacTaBIeHbI B Ta0I. 4.

Kak BugHO 13 Tabi. 4, comep:KaHUe MUKPOIIPU-
Meceii, IPUBOALIINX K 00pa30BaHUIO PaIUOHYKIMIA
36C1, omyinuaeTcs 11l pa3IMYHbIX MAPOK PEAKTOPHO-
ro rpacduta. ITo HEKOTOPBHIM JaHHBIM pa3dbpoc Mmpe-
Boimraet 100 pas.

Taxk, HanOoJIee 3arpsI3HEHHBIM SIBIsIETCS rpaduT,
npousBoaumbiii B CIIIA, a HauOojiee YUCTBIM —
B BenmkoOputanuu u Poccum. D10 0OBSICHSIETCS
TEM, 9YTO aMePUKAHCKWI peaKTOPHBIN rpaduT MCTO-
pUuYecCKM OBbLT MPOU3BEACH MEPBBIM, U TEXHOJOTUS
ero OYMCTKM ellle He ObUTa oTpaboraHa. MpaHirys3-
ckuii rpaput (P3AN, 3JHA2N) umeeT HEBBICOKYIO
3arpsi3HEHHOCTb, YTO OOBSICHSIETCSI UCTTOJIb30BAaHUEM
CIIeUMAIN3UPOBAaHHBIX XUMHUYECKN aKTUBHEIX T'a30B
B IIPOIIECCE €T0 OYMCTKM MPU MPOU3BOICTBE.

ONPEAEJIEHUE ®OPMblI HAXOXIEHUS *¢Cl

Xumnueckas ¢popma panronykiauaa *°Cl B cTpyk-
Type rpadpuroBeix PAO OynmeT 3aBHUCETh OT KaHaja
obpaszoBaHus. Bce mcrounnkm o6pa3zoBaHUs JaHHO-
ro paAUOHYKJIMIA MOXKHO YCJIOBHO pa3IeJnuTh Ha IBE
IPYIIIbI: MICTOUHUKH, HAKATIJIMBAKOLIMECs] HeToCpei-
CTBEHHO B TIpoOllecce MPOU3BOACTBA SIIEPHOrO Tpa-
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¢dwuta 1 rocie (BIJIOTh 4O MOMEHTA BBITPY3KU O0JTy-
yeHHOro rpagura u3 peakropa). B rmpoiecce mpous-
BoACTBa TIpaduTa oOpa3oBaHUE U HaKOILICHUE
MUKpONpUMeceil MPOUCXOAUT MPU MOATOTOBKE KOK-
ca M mekKa, a TakKe B IPolecce BLICOKOTEMITeEpaTyp-
HOM OYMUCTKU U rpadutauun. ITociae M3roToBIeHUS
rpapuTa MOXET MPOUCXOOUTH amCOPOILUST pa3anud-
HBIX XJIOPCOAEpKaIIUX M CepoCcoaepXkallluX COeIr-
HEHWI, HAaXOISIINXCS B OKpYXKAIOIIEi cpesie, Ha IT0-
BepxHoctu rpaduta (Hanpumep, HCI, HOCI, NaCl,

okcuxiopunsl, SO,, H,S, (CH;),S, SOif). Takxe
MOTYT amcopOMpOBaThCSI Ta3000pa3HBIC XITOPHUIHI,
HaxXOIIIHNeECs B IIPOAYBOYHOM Ta3e BCIIEACTBUE He-
MOJIHOM er0 OUYUCTKU, MPU IKCIIyaTalluu sIIEPHOTO
peakTopa. s 3apyOeskHBIX TpadHUTOBBIX 3IEMEHTOB
XapaKTepHa MX TPAHCITOPTUPOBKA IO MeCTa KCILTyaTa-
umu B Tape u3 nonBuHwxiopuaa ([—CH,—CHCI—],),
YTO TaKKe MPUBOAUT K 3arpsI3HEHUIO MTOBEPXHOCTH
HEeOoOydeHHOTO rpaduTa.

COCTAB ITPOAYKTOB PEAKIINU
I[MPU TPAOUTALIMN U B ITPOLECCE
YIAJITEHNA MUKPOITPUMECEN

C uenbio onpeaesieHUsT BO3MOXHBIX XUMUYECKUX
coelMHeHUit paguoHykinaa *°Cl HaMyu MPOBOIWIOCH
TepMOAVMHAMUYECKOE MOJIeJIMPOBaHNE PaBHOBECHO-
ro cocTaBa MPOIYKTOB peakiiu Npy rpaduTtalv u B
rpoliecce yaajieHus: Mukpornpumeceit. Kpurepuem
JMOCTUKEHUSI CUCTEMOM COCTOSIHUSI TEPMOJIMHAMM-
YECKOTo paBHOBECUS SIBJISIETCS] JOCTUXKEHUE MAKCU-
MyMa ee XapakTepucTuueckoit dyHkumu. s uzo-
JIMPOBAHHOII CUCTEMBbI TaKO (DYHKIIMEH SIBJISIETCS
SHTPOMNUS, 2 MAKCUMaJIbHOE 3HAUYEHUE IHTPOIIUU —
KPUTEPUM NOCTUKEHMSI PaBHOBECHOI'O COCTOSTHUS
[23, 24]. 11 MoneanpoBaHUS UCIIOIb30BajIach CIIe-
nnamm3upoBaHHas mporpamMa TEPPA [25]. CocTaB
¢a3 1 xapaKTepuCTUKY PABHOBECHOTO COCTaBa MOJIE-
JIMPOBAJIMChH C KCIIOJIb30BAaHUEM CIIPaBOYHOI 0a3bl
maHHbIX [26]. McxonHoe comepXaHUe IIpUMeECEN B
HeoOJIydeHHOM IpaduTe BEIOMPAIOCh COTJIACHO JaH-
HbIM, TIpeacTaBleHHbIM B padote [20]. PacueT mpo-
BOJIWJIM B cucTteme rpapur—ras, rie B KayecTBe Io-
cienHero paccMmarpusaiucsk Cl,, CClLLF,, SF, u CCl,.
Pesynbrarhl pacueTa npeacTaBieHbl Ha puc. 2.

M3 puc. 2 BUAHO, YTO TP UCITOJIH30BAHUH XJIOP-
coaepxXamux ra3oB (puc. 2a, 20, 2r) Npu OYMCTKE
rpapUTOBBIX 3arOTOBOK MPOUCXOAUT HaKOILIEHUE
razoo6pazHoro Cl,, KOTOpBI TIPOHUKAET BHYTPHb
rpacguTa yepes pa3BUTYIO CUCTEMY TIOP M aIcOpOUpYy-
eTcsl Ha moBepXHocTU. [Ipu MCMOIb30BaHUM Ta30B
Cl, u CCl, 6osbliiasi 4acTh IMPOAYKTOB peakluu, KO-
TOpBIE B IIpoliecce O0IyIeHUSI CITOCOOHBI 00Opa30BhI-
BaTh paguoHykaun *°Cl, peacraBieHbl B BUIE XJIO-
punos: C,Cl,, CCl, CCl,, CICN, KCI, SiCl,, VCl,,
CaCl,. B MeHbl1Ieli cTeneHu 00pa3yroTcsl CoenuHe-
HUs cepbl, KOTOPHIE, KaK TIPaBUJIO, MPEICTaBICHBI B
BUjIe cepoyriepona. [1pu ucroaIb30BaHM B KaUYeCTBE
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OYUIIAIOIIETO Ta3a JUPTOPINXIIOPMETAHA ITPOUCXO-
JIUT OMHOBPEMEHHO JBa Ipoliecca: XJIOpUPOBaHUE U
¢dropupoBaHre nmoBepxHocTu Tpadurta. I[IpakTuue-
CKM BCE MMEIOIIHNeCS MPUMECH B3aUMOIEHCTBYIOT C
¢dTOpOM M yHaNSIOTCS ¢ OYMINAEeMOIl TTOBEPXHOCTH.
OnHako Bo3MOXHO obpaszoBanue coenuHeHuii CIF u
KF, koToppie B JaabHEUIIIEM ITOABEPTaIOTCS O0IIyUe-
HMIO HEUTPOHAMMU.

Haubomnee monHast ouncTKa rpadUTOBBIX 3aT0TO-
BOK IIPOMCXOIUT MNpPU HCIIOJB30BAHWMU B KadeCTBE
TerioHocuTelis rekcadgropuna cepol SF. D10 cBsI3a-
HO C TeM, 4To (GTOp B3aMMOMAEIHCTBYIOT CO BCEMU
MUKpOMNpPUMECSIMU U 00pa3yeT razooopasHbie Mpo-
IYKThI peaKliK, a OTCYTCTBUE XJI0pa UCKITIOUAET MO~
SIBJICHNE XJIOPUIIOB B CTPYKType rpaduta. I1pm aTom
KOJIMYECTBO OOpPa3yIOIIMXCsl CyJIb(haToB U CyIbdu-
OB He3HauUTeJIbHO. K OCHOBHBIM COEOUHEHWUSIM,
HaXOISIIINMCS B HEOOJIydeHHOM rpaduTe mocie 0o-
paboTKM rekcapTopuaoM cepbl MOXKHO OTHECTH:
CS,, K, KF, KCI.

IMonyueHHBIe pe3ybTaThl pacyeTa CIIpaBedINBhI
TOJIBKO IS TIpoliecca rpadurauvu U ounuctku. [pu
WU3BJICUEHMM 3arOTOBKU M3 Ieueil M KaMep MOXET
MMPOMCXOAUTh B3aMMOIENCTBUE COeTUHEHUI, HaXO0-
ISIIUXCS B TpaUTOBOI 3aTOTOBKE, C BO3AYXOM, aT-
MochepHLIMY IPUMECSIMU U TTapaMU BOJIbI.

COCTAB ITPOAYKTOB PEAKLINU
NP U3BJIEYEHWH 3ATIOTOBOK
N3 ITEYENU U KAMEP

PaCCMOTpI/IM OCHOBHBIC XMMHWYCCKHUEC PCAKIHUMH,
OIMMChIBAIOIINE TAKMEC MPOLCCChI:

CICN + H,0 — HNCO + HCl, (1)
HNCO + H,0 — NH, + CO,, )
CICN + NH, — H,N-CN + HCl, A3)
4CIF + 2H,0 — 2Cl, + O, + 4HF, (4)
CIF + H, - HCI + HF, )

CS, + 30, — CO, + 250,, (6)
CS, + 2H,0 — CO, + 2H,S. (7)

Peakiiuu (1)—(2) oTpaxaloT Ipoliecc TUapoImn3a
XJIOpLIMaHa ITapaMy BOABI ¢ 00pa30BaHMEM M30LIMa-
HOBOI1 KHCJIOTBI, KOTOpasi, B CBOIO o4epedb, TUIPO-
JIM3yeTcs 10 00pa30BaHUSI aMMUaKa U JTUOKCHUIA YT-
Jnepona. OOpa3yoIIniicss aMMUaK TakKe MOXKET B3a-
nMmopeiicteoBatb ¢ CICN, B pe3yabTraTe dYero
oopasyercsa HCI. @Topun xjtopa, B3aMOIEiiCTBYS C
rnmapaMy BOIbI U BOJOPOIOM, MOXET O0Opa30BLIBATH
MouieKyasapHbiit xia0p Cl, no peakiiuu (4) 1 XJ0poBO-
nopoa HCI no peakuuu (5). Cepoyraepon CS, cro-
cobOeH OKUCIIATHCST Ha Bo3ayxe 10 SO, 1o peakiyu (6).
ITpu B3aumopeitctBuu CS, ¢ BOIOI MPOUCXOIUT 00-
pasoBaHue cepoBogopona H,S no peakuuu (7). On-
HaKO TIOCJIEIHSISI peaKlusl IMPOTeKaeT IPu TeMIrepa-
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Puc. 2. TepmoauHaMuyecKoe MOJEIMPOBAHIE PABHOBECHOTO COCTaBa NPOAYKTOB PEaKLIMU MPU OYMCTKE HEOOIYyYEHHOTO Ipa-
¢dura paznuyHeiMu razamu: a — Cly, 6 — CCL,F,, B — SFg, r — CCly.

Type Bbilie 150°C, 4TO AOCTUraeTcs JWIIb MpPU
9KCIUIyaTalluy SIIEPHOIO peakTopa U B cilydyae pas-
TepMeTH3allii TEXHOJIOTnJIecKoro KaHana [27].

SKCINEPUMEHTAJIBHOE OITPEAEJIEHUE
XUMHNYECKON ®OPMblI HAXOXIEHWA
PAIVIOHYKJIUIA 3°Cl B TPAOUTE

B paGore [28] mpencraBieHbI pe3yJIbTaThl OIIPEAc-
JIEHUSI XUMUUYeCKOI (pOpMbl HAXOXIEHUST PATUOHYK-
muna 3°Cl METomoM PeHTTeHOBCKOH (DOTOIIEKTPOH-
HOI CHEKTPOCKOIUN TMMOBEPXHOCTU OOJIYYEHHOTO
saepHoro rpadurta. [lokazaHo, UTO XJIOp UMeeT KO-
BaJIEHTHYIO CBSI3b C YIVIEPOIOM Ha MCCIEeTyeMOM To-
BepxHocTu. [1pu 3TOM NpoUCXoauT sp? U sp-rubpu-
Iu3alus aToMOB yrjepoja. BepositHee Bcero, 4to
paccMaTpuBaeMblil paIuOHYKJIUI HAXOAUTCS B MO-
sexkyne Cl, unu cBsizaH ¢ yrieponom C—Cl. C apyroii
CTOPOHBI, Macc-CIEKTPOMETPUUECKHE UCClIenoBa-
HUS nokKas3biBaloT Hajauuue coeguHeHuss HCI [29].
HMcxonst u3 3TOro, BO3MOXHBIMU PEAKIUSIMU MEXKIY
YIIIepoaoM 1 XjopoM siBirstioTes [30]:

— p€aKuud 3aMCIICHUA BOAOPOAa XJIOPOM:

—C-H +Cl, -» —C—-Cl + HC]; (8)
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— peakuusa IIPpUCOCAMHEHHNA K COIPAKECHHBIM
JIBOMHBIM CBSI3SIM:

C=C + Cl, = CIC-C(],
— peaxkuusi JeruIpUpPOBaHMUSL:
HC—-CH + Cl, = C=C + 2HCIl. (10)

B paborte [31] mokazaHo, 4yTo peakiuus (8) siBisieT-
CcsI MHOTOCTAIUITHOM M BKJIIOUAET B ce0sI XeMOocopo-
o razoobpasHoro Cl,, nuddysuo coenvHeHuit
BHYTPB ITOBEPXHOCTH TpaduTta (B TOM YUCIIe TTOBEPX-
Hoctu nop) u obpazoBanue HCI. ITpu aTom peakiius
3aMellIeHUsT BOAOpOAa XJIOPOM HeoOpaThma, a cam
XJIOp He yHaiseTcs IpU HarpeBaHUU WJIH XUMHYE-
ckoi ounctke [32]. B mpoiecce 06padboTku rpadurta
npu temiepatype S00°C nmpoucxoauT HeOOpaTUMBbIit
npouecc oopaszoBaHus KoBajieHTHOM cBsizu C—Cl, B
pe3ybTaTe 4ero XJIOp 3aHMMAET MOJIOKEHUE MEXITy
CJIOSIMU TpacuTa.

KpoMe Toro, skcmepuMeHTaJbHO OTIPEAesIeHO,
yro pannoHykaua °Cl (B MEHbILIEH CTENEHN) MOXKET
HaxoauTbcsd B coeauHeHusx: NaClO,, NaClO;,
NacClO,, NaCl, [-CH,—CHCI-],, HCIO, CH;ClI,
CIONO,, HCIO, HCI10,, HCI10;, C10, CI10,, ClO;
[33, 34].

)
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SAKJTIOYEHHUE

PaccMoTpenHble KaHaiIbI 00pa30BaHUS pagno-
Hykuaa °Cl 0OBICHSIOT €ro JOKaIu3aluio B 00y-
YeHHOM rpadure. DTo MPOSBISIETCSI B OTCYTCTBUU
3aKOHOMEPHOCTEM ero pacrnpeielieHUusI KaK B 00be-
Max rpaduTa ¢ XxapaKTepHbIMHI pa3MepaMu He MEHee
~]—2 MM (ToNIIMHa 00pas3ia), Tak U B 00beMax C Xa-
pakTepHLIMM pa3MepaMHM B IECSATKM CAaHTUMETPOB
(pa3mep 610K0B). Bo3MOXXHO, 3TO OMTHO U3 O0BSICHE-
Huit apdexTa “camoponka” (Nugget effect).

INpencraBiaeHHBIE pPe3yabTaThbl 3KCIIEPUMEHTOB
KauyeCTBEHHO COIJIACYIOTCS C pe3yjbTaTaMU TepMO-
JIWHAMHUYECKOr0 MOACIMPOBAHUSI PABHOBECHOTO CO-
craBa. TakuM o6pa3oM, HauOOJIbIIee KOJINYECTBO
IpuMeceii, U3 KOTopbIx o6pasyercs °Cl mpu sKcIuty-
atauuy rpaduTa B IISPHOM PeaKTOpe, HAaKaruIuBaeT-
cs B IIpoliecce rpadpuTaliii, OYMCTKU B Cpeae XMMU-
YeCKU aKTUBHBIX Ta30B U MPU TPAHCIIOPTUPOBKE TO-
TOBBIX KOHCTPYKIMOHHBIX 3JeMeHTOB. [Ipn sTOM
HaunboJiee BePOSITHEIMUA COSAUHEHUSIMU SIBIISIIOTCSI, B
KOTOPBIX MOXET HAaXOOUThCI pacCMaTpUBAEMBIN pa-
nuonykiun HCI, KCl u, B Menbiueii crenenu: NaClO,,
NaClO;, NaClO,, NaCl, [-CH,—CHCIl-],, HCIO,
CH;Cl, CIONO,, HCIO, HCIO,, HCIO;, ClO, CIO,,
ClO;.
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Analysis of Causes of Irregular *Cl Radionuclide Distribution
in Irradiated Nuclear Graphite

E. V. Bespala®- *, A. O. Pavlyuk?, S. G. Kotlyarevskiy?, I. Yu. Novoselov> **
!FNO FGUP “Mining and Chemical Combine”, Zheleznogorsk, 636039 Russia
2JSC “Pilot and Demonstration Center for Decommissioning of Uranium-Graphite Nuclear Reactors”, Seversk, 636000 Russia
3 National Research Tomsk Polytechnic University, Tomsk, 634050 Russia
*e-mail: bespala_evgeny@mail.ru
**e-mail: inovoselov@tpu.ru

The article is dedicated to analysis of concentration processes of long-lived radionuclide °Cl in irradiated
graphite of uranium-graphite nuclear reactors. Radionuclide 3°Cl is one of the most essential isotopes for
safety evaluation of radioactive waste disposal. Analysis of Nugget effect due to the substantial uneven 3°Cl
content in samples of irradiated graphite of nuclear reactors is described in the article. Difference in *°Cl con-
centration in the same graphite elements reaches 100 times regardless of operational factors (neutron flux,
temperature). The paper deals with the basic processes, which can influence on *°Cl contamination in irra-
diated graphite. Special attention is given to the determining *°Cl occurrence form in graphite taking into ac-
count the features of its manufacture and to thermodynamic modeling of equilibrium compositions of reac-
tion products during cleaning unirradiated graphite in gas environment.

Keywords: irradiated graphite, Nugget effect, chlorine, decommissioning, radionuclide, leaching, irregularity.
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