3BIBACT, YTO HUTPO3HIBHBIC ¥ HUTPUIILHBIE COEIHHEHHS HE MOIYT OBITh C HOCTATOUHOMH
TOMHOTOH BBIBEJICHBI M3 TEXHOIOIMYECKOH LENOUKH LPH NPOM3BOJICTBE rexcabTopHa
ypaHa. B 51o# cBssu HanOonee akTyanbHOH SBISETCS 3a/1a9a OUUCTKH ChIPhS H MATepHa-
JIOB, HCIOJI3YEMBIX NIPH IIPOU3BOLCTBE reKca(TopHia ypana OT COeIMHEHHH a30Ta WiH
IIyTEM OYHUCTKH IOJIy9EHHOr0 rekcadTopua ypaHa ¢ HOMOIIBIO KaKMX-TTH00 cOpOEeHTOB.

3akiouenne

Tepmonunamuyeckue W PABHOBECHBIE PACyCThl B3AUMOJICHCTBHUS rekcapTopuna
ypana ¢ oKCHTOpHIaMy a30Ta IpH OXJIKICHUHU ra30BoH (a3sl, 06pasyromecs npu ¢pTo-
PUpOBAHMHA OKCHJOB ypaHa (TOPOM 1OKA3aJH BO3SMOKHOCTb OCAK/IEHUS C KOHAEHCHPYIO-
ITUMCsT TeKCcaTOPHIOM ypaHa OKCH(TOPHUAOB a30Ta B BHIE KOMIUICKCHBIX coneidl NOF
-UFs. B remniepatyprom nurepsaie 50-80 °C cnemyer 0kuiaTh CymecTBEHHOrO YAAICHUS
W3 ra30BOro MOTOKA HMTposwidTopuia B Bujae Komiutekca NOF -UFg. Tlpu 6osee Brico-
KHX TEMIIepaTypax rasoBo dassl Bech HUTPO3UNGTOPHI OYAET MOCTYNATh B Aecy6imMMa-
Top ¢ UFs 1 0CKAATRCS BMECHE ¢ HUM.
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UCCIETOBAHME IHOBEJEHUSE NPUMECH CEPBI B HPOHECCE
®TOPUPOBAHMSA OKTAOKCH/IA TPUYPAHA DJIEMEHTHBIM ®TOPOM

H.IL Kypun, B.A. Kpacnisauxos, I'.I'. Auipees, T.H. I'yzeeBa

Tomckuii nonumexnuyeckull ynusepcumem

B pabore ripusenensl pesysnTaTsl H3yYeHHs MEXaHH3MA B3AMMOKEHCTBHS IPHMECH CEpBl, CoNepKa-
LIEHCS B OKTAOKCUAE TPHYPAHA, C DIEMEHTHBIM (TopoM. DTOPHPOBAHHE COCAUHEHMH Cepbl COIIPOBOKAALTCH
obpasoBannem Gropusios cepbi: SO,F2, SFs, KOTHUECTBO KOTOPHIX B ra30B0H thaze HAXOMTCA B IIPAMOI 3a-
BHCHMOCTH OT KOHLEHTPAIHK Cephl B OKTAOKCHIE TPHypaHa.

Cepa, Tawke Kak Gpocdop, SBIIETCS OXHON W3 CTPOTO THUMHTHPYEMbIX IIPUMECEil B
rexcadropuzie ypana. Ilpu pasjieleHsu H30TONOB (TOPHB! Cephl GYAYT KOHIEHTPHPO-
BaThCS B JIEI'KOH Qpakiuy, 910 NoTpeGyeT JONOIHHTENHOM O9MCTKY 06OTaeHHOTO HPo-
aykra. Cepa NONAfacT B TEXHOIOIMYECKYIO CHCTEMY C HCXO/HBIM YPAHOBBIM ChHIPheM (OK-
CHIaMH ¥ TeTPa(TOPHIAMA ypaHa) W TeXHHdecKuM (GropoM. V3BecTHO, Harpumep, 4To
QHOIHEIN T'a3 WIM TEXHUYECKHH GTOp comepkHT B cBoeM cocrase 10 0,1% 06. bropuios
CEphI, KOTOPBIE 3arpA3HAIOTCS IPH IOIYYCHUH (QTOPOBOLOPO/A PasiokKeHeM (IIHOOpUTa
CepHOH kucnoroi |1, 2]. ,

B HCX0THOM ypaHOBOM CHIpbE Cepa COJCPIKUTCH B CyIbdarioi Gopme. dropuposa-
HHC yPAHOBOI'O CBHIPBS C TIPUMECHIO CEPBI TEXHUUECKMM (TOPOM IIPHBOIMT K IOSIBICHUIO B
ra3oBoi dase propunos cepsi: SOoF,, SOF,, SF¢ [3]. B mmreparype 0TCYTCTBYIOT KOHde-
CTBEHHBIE JAHHBIE BBIXOZA COOTBETCTBYIOMIMX (TOPHIOB — HPUMeECeH NpU (PTOPHPOBAHHH
YPaHOBOTO CBIPbA, HTO HE IIO3BOJSAET OJ[HO3HAYHO OIICHHTb MEXaHU3M 3arPA3HEHHS IeK-
cadTopuia ypaHa [pH €ro KOHIEHCAIHH, ¥ IIPOMEKYTOYHOTO TIPOAYKTA Ha CTALHH VJIaB-
nuBaHus GTOPCOAEPIKALMX KOMIOHEHTOB M3 COPOCHBIX M'a30B.

B Hacrosiiiem cooOuieHuH MPHBE/ICHB! PE3yIIbTATEl W3yYeHHs MIOBEICHHS IPHMECH
Cepbl p¥ PTOPUPOBAHHH OKTAOKCH[A TpUuypaHa. TepMOOHHAMHYCCKUH aHAN3 BO3MOK-

295



HBIX peaKiMif, NPOTEKAMMX NpH (TOPHPOBAHMM OKCHIOB YpaHa, COIEPKALIMX Cepy,
3JEMEHTHBIM (TOPOM IOKA3all, 4TO B Ta30BOH (a3e, MOMHMO HPOIYKTOB (GTOPHPOBAHH
okcujios ypana (UFs), OynyT cojepxkarscs OCTaTKH (Topa, KUCIOpOo/ia, (HTOPHUCTHIH CyJIb-
(dypui u rekcadTOpuI CephI.

Hony4yeHnnsie pe3ybTaThl H X 00CyxK1eHHE

Hccrenosanue noBeleHHs IPUMECH Cephl IIPH (TOPHPOBAHIM OKTAOKCHA TPUypa-
Ha (TOPOM NIPOBOJMIIOCE HA YCTAHOBKE, COCTOSIICH U3 CIEAYIONINX y3JI0B:

e y3eJ [OJa4Yd H OYUCTKH (hTOPA, COCTOAIINM U3 CPEIHETEMITEPATYPHOTO SIEKTPO-

ym3epa, O0Ka ITMTaHMA, CHCTEMBI I'a30BBIX KOMMYHHKAIMH M HHM3KOTEMIIEpa-
TYPHOI'O KOHZCHCATOPa,

® y3el MOJrOTOBKH H [A03HPOBaHMS TBEpAOH HCXoaHOH comu (U3Og) ¢ u3BECTHRIM
COJIEpKAaHUEM CEPHI;

e y3en GTOPHPOBAHMA M KOHJECHCAIMH 00pa30BaBIINXCS NPOAYKTOB PEaKIHH, CO-
CTOAINMA M3 BEPTHKAIBHOIO anmnapara (QTOPHPOBAHMS C PEryIUPYEMBIM SJIEK-
TPUUYECKUM 00OTPEBOM;

e cHcreMsl 0T60pa pod Ha Macc-, UK-criexTpomeTpryeckuii anamms.

®rop mepejt nofaYeil B peakTop OUMIIAIHM OT NpuMeced COpOIMOHHBIMH, TEPMUYC-
CKUMH criocobamMu W HU3KOTeMIepaTypHol koHaeHcanweit npu (170 °C, 103 K). ITocne
OYHCTKH (TOp MMeN chedyroIui coctas: Fy - or 98,5 mo 99,0 % 06., HF - ot 0,2 mo
0,4 % 006., O, - o1 0,2 0 0,22 % 06., N3 - o1 0,2 10 0,31 % 06., 1 2.CoFm - o1 0,02 110
0,05 % 06.

OO6pasupl OKTaOKCHAA TPHYypaHa, UCIIONB3yeMbIe IS (PTOPMPOBAHMSA C H3BECTHEIM
CO/ICP)KaHHEM CEpbl, T'OTOBWJIHCH N00aBICHHEM B YPaHWIHHTpPAT Cylb(ara aMMOHHUS
(NH4)2SO4 ¢ nocnemyrouieii npoxankoit mpu Temueparype 600 °C B Teuenwe ABYX 4acos.
B atHx ycnoBusix, BCICACTBHE BBICOKOM TepMquCKon YCTOWYHUBOCTH, CyabdaT ypaHuia
ocraercs 0€3 U3MEHCHHS.

Coxepxanue cepsl, TaKUM 00pasoM, IIOBO}II/IHPI 0,01; 0,1; 0,3; 0,6; 1,0 % macc. Ana-
JIH3 UCXOMHBIX OKCHIOB YpaHa Ha COJCPKAHHE CEPhI MTPOU3BOIHINA XUMHYECKAM METOJIOM.
OO6pasisr OKTaOKCH/Ia TPHYPaHa C U3BECTHBIM COJCPIKAHMEM CEphl (PTOPUPOBAIH IIPH Ol
peneneHHor TEMNEPAType B TEYEHHE BPEMEHH, JIOCTATOYHOM JIIs IPOBEeHNs oT 8 1o 10
napajuieibHBIX  ONpEJENEHHH cocTaBa ra3oBoit  ¢aspi, Meromamum MK u  Macc-
CIIEKTPOMETPHH.

Macc-cieKTpoMeTpUHecKH  aHa/iM3 ra30BoH  (askl IPOHM3BOAMIIM HA Macc-
criekrpomerpax MX1302 m MX7304 B nmuanasone maccoBsix ucen 14-200 m/e uepes xa-
Kpie 15-20 munyr. MK-cnexTpanbHble aHaM3bl IPOBOJIUIA Ha JByXiydeBblx HK-
cnekrpomerpax UKC-14 u UKC-22 ¢ HpHMeHeHHeM BaKyyMHBIX WIH IPOTOYHBIX Ta30BBIX
KIOBET B /Mana3oHe 9actoT ot 340 1o 3600 cm™. Jlmuna ra3oBex KioBeT — 12,5 cM. Homny-
YCHHBIE JlaHHBIe Macc- B MK-cniekrpomeTprdeckux n3MepeHuii cocTasa razsoBoi (assl 06-
pabaTblBanKCh O METOMKE, NPUBENEHHOM B [4, 5]. VeHTHDOUKAIMIO M KOIHYECTBEHHYTO .

OIEHKY CojepKanus QTOPHIOB CEPHI B PEAKITMOHHOM Iase IPOBOIHIM 10 Maccam: SO;F,
(m/e=83); SF¢ (m/e=127).
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®ropupoBaHHe 00pa3lOB OKTAOKCHIA TPHYPaHA, COAEPIKAINX M3BECTHOE KOJMYe-
CTBO CEphbl, CONPOBOXKAACTCS BBIIEIECHUEM B IasoByio ¢aszy ¢ropucroro cynsdypuia
(SO2F2), comepxanne KOTOPOro B rase HPSIMO NPONOPHHOHATLEHO 3aBHCHT OT HCXOHOMN
KOHIICHTPAIMH CEPhI B OKCHIAaX B TeMIIepaTypsl HTOPHPOBAHU.

Pesymbrarsl KonM4eCTBEHHBIX pacueToB KoHuentpaunn SO,F, B rasosoii hase mo
J@HHBIM MacC-CIICKTPOMETPHH IIPHBENCHBI B Tabu. | u na puc. 1. B cootBeTcTBHU € Mo-
CIEHUMM, C IIOBBIIICHUCM TEMIIEPATYPhl KOHLUEHTPAIUsd (TOPUPHCTOro Cyibdypuna B
rase yMEHbIIACTCS, YTO CBs3aHO ¢ peakuued ¢propuposannst SO,F, snemenTHEM hTOpOM
210 TekcadTopruaa cephi.

Pacuer BeIX010B (QTOpPHPHCTOrO Cynb(YpPHIA, PE3YABTATEL KOTOPOTO HPEACTABICHS!
B Tabn. 2 1 Ha puc. 2, IPOU3BOAWICA, HCXO/s U3 ypasHenwit (1) u (2) MaTepHalbHOTO 6a-
JIaHCa PeaKkuui;

U30¢+ 9F, —3UF+40, (1)

Tabnuna 1
3asucumocts cogepkanns SO,F; B razosoii ¢ase or

TEMICPATYPLI Q)Top’nposaﬂnﬂ ¥ MCXOJHOI'O COICPIKAHMA CCPLI B OKCHAAX

Temneparypa ¢ro- Copepxanue SO,F; B razosoil dase, % 06.
puposanus, °C CojiepsxaHue cephl B OKCHAax, Y% macc.

0,01 0,1 0,3 0,6 1,0
400 0,01 0,30 0,96 1,76 3,04
450 0,029 0,26 0,78 1,60 3,01
500 0,025 0,24 0,76 1,53 2,92
550 0,019 0,20 0,72 1,45 2,83
600 0,016 0,18 0,70 1,42 2,83

2S803+2F,; -2 SO,F, + O,

@

¢ ygerom 10%mnoro u3beitka dpropa. Kornenrpamumio SO,F; no Marepuansnomy 6anancy B

pacuere Ha 100 kr oxcnnoB Cr, B % MOXHO BBHIYHCIHTD 110 yPABHEHUIO:
O 313C

" 1,063+0,042-C

rae Cs - KOHIEHTpalMs Cepbl B OKCHax, % mMacc.

Beixon ¢ropupucToro cyab(ypria 3aBUCHT OT HCXOIHOTO CONEPKAHHA CEPHl B OK-
cunax, rae ou ypocruraer 100 % mpu 1,0 % macc. xonueHTpaimu cepsl. C NOBBIIEHAEM
TeMIIepaTypsl BeXof SO,F; yMeHbImaeTcss Npy MOCTOSHHON KOHIEHTPAUMH CEPhl B OKCH-
max. ITocnennee 06CTOATENLCTBO CBA3aHO ¢ Goiiee riiyGoKHM GTOPUPOBaHHEM (TOPHCTOIO

v

3)

Tabnuma 2
Beixon SO,F; B razopyio ¢asy B 3aBHCHMOCTH 0T TEeMIEPATYPhI
(TOpHPOBAHHNA M HCXOAHOIO CONEPKAHMUN CePhl B OKCHIAX ypaHa

Temnepa-Typa dro- Brixon SO,F; B razosyio ¢asy, % 06.
pu-popanus, °C CopepxaHue cepsl B OKCHIaX, Yo Mac.

0,01 0,1 03 0,6 1,0

400 95,4 100 100 100 100

450 84,3 93 93,5 97 100

500 75,7 86 91 93,5 100

550 63,1 715 86 88 98,5

600 53,0 68 84 86 98,5

cyabdypuiia 1o rexcadTopuaa cepsl o peakuyu (4):
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SO,F, + 2 F; —> SFg + 0, (4)
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Puc. 1. Bnusane reMuepaTypsl ¥ HCXOQHOH KOH-~ 0 0% 05 azs 1 12
LEHTPAUMH CEPbl B OKCH/AX HA CONEPKAHUE Comepskasse cepis) %nace.
SO,F, B razoBoii pase npouecca dropupo-
BaHHs

Hexonnslie conepikanusi cephl B OKHCTax:

1-0,01 % wmacc.; 2 - 0,1 % macc.; 3— 0,3 % macc;

4—-0,6 % wmacc.; 5— 1,0 % macc

Puc. 2. Bexox @ropucroro cynsdypuia o1
HCXOJHOTO COREPXKAHMS CEPhl B OKCUIAX 1
TeMIIepaTyphl

Konuuectso rexcadpTopuiia cepbl B Tase BO3pacTaeT NPH BCEX MCXOIHBIX COAEpka-
HUSAX CEPBl B OKCHJAX C IOBBILIEHHEM TeMINEpaTyphl GTOPHUPOBAHHUA H JOCTHIacT MaKCH-
MaibHoro sHadenus 0,13 % npu temnepatype 600 °C ¥ HCXOZHOM COJEPKAHHH CEPBI B
okeriax 1,0 % macc. Cpennne 3HaYCHHA KONHYECTBEHHBIX ONPENENECHUN CONepKAHMIS
SFg B raze merogamn UK- u macc-criekTpoMeTpHH npuBe/eHs! B Tabi. 3 u Ha puc. 3.

o}

Tabnupa 3
Bansinue remuneparypel ¢pTopHpOBaHUs H HCXOHOIO COXEPIKAHMS
cephl B OKCHAAX Ha KoHUenTpanuio SFg B peakumonnom rase

Temuepatypa ¢ro- Cogepxanne SFq B razoBol dase, %o 06.
pu-posanus, °C Cogepxaune cepsi B 0keuaax, % mace.
0,01 0,1 0,3 0,6 1,0
400 0,002 0,008 0,01 0,03 0,07
450 0,003 0,009 0,016 0,04 0,085
500 0,005 0,010 0,020 0,05 0,11
550 0,006 0,015 0,027 0,06 0,12
600 0,007 0,021 0,030 0,07 0,13

Takum 06paszom, GTopupoBaHHe cephl, CofepXKalleiics B HCXOAHBIX OKCHIAX ypaHa B
BHJIE CYIb(AT HOHA, SIEMEHTHBIM (TOPOM COHPOBOXKAAECTCS 00pa3oBaHHEM IPEHMYIIe-
CTBeHHO (ropucToro cymbdypuia. I'excadTopHn cepsl sBIsieTcs IPOAYKTOM Oojiee riy-
bokoro ¢ropuposanus SO,F>, NPOTEKAIOIMEro HPU MOBBILICHHBIX TEMIIEpaTypax. Bian-
MOJCHCTBHA 00pa3ylomuxcst GTOPHIOB CEpPhl C COCHAMHEHMSAMH ypaHa (rexcadTopuioMm
ypaHa) u ¢ MaTepUATAMHU IIOBEPXHOCTH allapaTypsl He HaONIOJAETCA B MHTEPBATE TEM-
eparyp 110 600 °C. Ananu3s TBEpABIX OTIOKCHHMH, 00pa3yIOIMXCs Ha HOBEPXHOCTH anma-
patoB H TPyOONIPOBOIOB HA COMEPIKAHKE CEPhI JIAJl OTPULIATENbHAIN pe3yibTar. Cepa Obina
oOHapyKeHa B rekcapTopuiie ypaHa, KOTOPbIH KOHIECHCUPOBAIMA IIPH TEMIIEPAType TBEp-
noro auetona (-95 °C). Ilpu sT0#t Temneparype MpoHCXoauIa COBMECTHAS KOHICHCAIMS
¢ropunos ceprt u UFs. Harpes xonnencara 1o 0 °C 1 BakyyMHas cyBKa NIPHBEIM K I10Y-
TH [OJIHOMY yAaJleHuio GTOPHIOB CEPhI U3 IeKcadTopuaa ypana. XuMUYecKui aHATH3 Ha
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COJCPIKaHUE CCPBI B KOHJICHCATC TI0CIIE NPOBCACHUSA Hpe}ILIIIYIIICI\;I Olicpanun yKasajl Ha
CJIEOBBIC KOJIMYIECCTBA CEPhIL.

015 —

tpaze, % o6

7]
o
o

Conepmanuep SF6 B rasoso
&

[~

450 550 650

g

Puc. 3. 3aBucumocts comepkanus SFg 0T Temueparypst drropu-
POBAHMS H HCXOZHON KOHUEHTPALHH CePHL B OKCHIAX

1-0,01 % mace; 20,1 % macc; 3~ 0,3 % mace;

4—10,6 % macc; 51,0 % mace
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