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AnHoTanms

PaccmoTrpena BOo3MOKHOCTb IIpefiBapuUTesbHOTO BoccTaHOBJIeHNA Uz;Og BOJZOPOIOM M aMMMAKOM Ilepefl ero
dpTopMpoBaHMEM C LeJBIO MOBLIIIEHNA cofepikanna ypaHa (IV) B npoxgykTe. IIpuBeeHbl pe3yabTaThl UCCIIEN0-
BaHMII II0 OIpe/leJIeHMIO OITMMAJIbHBIX TeMIlepaTyp, a TaKike KMHeTUKM Ipolecca BoccTaHOBJeHUA U;Og
B HEM30TEPMUYECKUX YCJOBMUAX METOLOM TEPMOIIPOTPaMMMPOBAHHOIO BOCCTAHOBJIEHNUA.

KaroueBbie ciioBa: OKTAOKCHUZ TPUYpPaHA, BOCCTAHOBJIEHNE, BOJOPOJ, aMMUAK, JMOKCUJ[ ypaHa, TEMIeparypa,

KIMHETUKa, HEeVM30TepMUYEeCKNe YCJIOBUA

BBEAEHME

Kucnoponusle coenyuenus ypaHa, MJIM OK-
cunbl ypaHa — amokcenp ypana UO,, Tpuoxrcup
ypara UO; u okraokcun Tpunypana U;Og — ur-
PaloT BasKHYIO POJIb B TEXHOJIOIVV IIPOVBBOACTBA
AnepHoro ropiodero. Ho, moskamyii, emge 60Jib-
Illee 3HAYEHVE OHU MIMEIOT KaK IIPOMEYKyTOUHbIe
IIPOAYKTHI IIPY IIPOM3BOJCTBE IPYTUX COENVHEe-
HMiI ypaHa, TJIaBHbIM 00pa3oM (ropuuos (TerT-
pa- u rexcadgropuna ypasa) [1].

IIpoBenenHble paHee MCCJIeOBAaHNA ITOKa3a-
JIVI IPMHIMUINAJIBHYI0 BO3MOXKHOCTD PeaJin3alinmu
mpoiecca ruApoTOPUPOBAHUA B CyOIMMaTHOM
mpou3BojcTBe. Vcrmonb3oBaHue 6€3BOHOTO PTO-
POBOZIOPOJia B KaUeCTBe (DTOPMPYIOLIETO peareH-
Ta IM03BOJAET IOJydYaTb (PTOPOKCUABI ypaHa
¢ conmepsxaHueM propa 15—16 Y% mpu runpodTo-
PMPOBaHUM OKTaoOKcKuaa Tpuypana. Propuposa-
HIe B IIJIJAMEHHOM pPeaKTOope IMIAPOTOPMPOBaH-
HOTO IIPOJIYKTAa II03BOJIAET COKPATUTD YAEJbHBIN
pacxon dTopa Ha eAVHMILY NPONYKIMM U yBe-
JIMYUTD IIPOMBBOUTENBHOCTD TEXHOJIOIMYECKOTO
mpoliecca 1o rexkcadgropuny ypasa [1].

Vlcnonb30BaHMe OKCHUOB ypaHa C IIOBbIIIEH-
HbIM comepsxkanueM ypana (IV) ma cragum rup-

podTOopMpPOBaHMA TO3BOJIAET YBEJIUUNUTb CONEP-
sKaHMe (Propa B IOJIydaeMoM IpoxykTe. IToBbI-
cUTh conepskaHne ypaHa (IV) mosxHO myTem BocC-
CTaHOBJIEHMA IIIECTVMBAJIEHTHOTO ypaHa (B BuUIe
UO; nm U;0,) pas3imyuHbIMM BOCCTAaHOBUTEJIAMI,
TAKMMI KaK BOJOPOJ, aMMMaK 1 np. [2].

B s1a00paTOpHBIX YCJIOBMAX HAMU MCCIIELyeTCHA
ITPOLIECC TIOJIyYEHNA OKCUIOB C IIOBBIIIEHHBIM COZEP-
sxammeM ypasa (IV), rme B kadecTBe BocCTaHOBUTE-
JI VICTIOJIb3YETCSA ra3000pasHbIi BOIOPO Y aMMIAK.

I pacyera KMHETMYECKNX I1apaMeTpPOB IIPo-
necca BoccraHoBseHNs U;Og BOZOpoOIoM 1 aM-
MMaKOM BBIOpAH METOJIONMCAaHHBIN B pabore [3],
OCHOBaHHBII Ha CMEIeHUM TeMIepaTyphbl MaK-
CUMyMa IIPYM Pas3JMYHBIX CKOPOCTAX Harpesa.
HJaHHBII MeTOx ABJAeTCA AV epeHIaIbHbIM
u Hambosiee 0OOCHOBAHHBIM B HAIIMX YCJIOBUAX,
ITIOCKOJIbKY ITPOIleCC BOCCTAHOBJIEHMA OKCH/IA ypa-
Ha COCTOUT 3 COBOKYIITHOCTM BJIEMEHTAaPHBIX CTa-
IV, BKJIAJ KOTOPBIX M3MEHAEeTCA 10 Mepe IIpo-
TeKaHus Iporecca. IIpuMeHeHe MHTETPaJIbHBIX
MeTonOB [4] mpobJsieMaTHYHO, IOCKOJbKY MC-
II0JIb30BaHME MHTErPaJIbHBIX XapaKTEepPUCTUK
MOJKeT OBITh CONPAKEHO C HEKOTOPOII Heolpe-
JleJIeHHOCTbIO, BBI3BAHHOJ HECTeXMOMeTpud-
HocThbio cocTaBa UsO gay
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SKCMEPUMEHTAJIbHASl YACTb

Iia mccsaenoBaHMII MCIOJIB30BAJM HaBECKU
U;04 maccoit 0.1—0.25 r, ¢ HACBIITHO IIJIOTHOCTBIO
2.7-3.1r/cm® u ymesnbHOI moBepxHOCTBIO 0.3—
0.4 M?/r. YiesbHASA TOBEPXHOCTD POLYKTOB OIpe-
nmenanack MetomoM BOT, HachIiHAA NHJIOTHOCTH —
METOJIOM YTPACKIL.

OKCIIEPUMEHTHI IPOBOAMUIN B CpeJie Ta30BOi
cmecu H,/Ar nu NH;/He. Bonopona n amMmmnaka
B cMmecax ObL1o 1o 10 %.

VlccnenoBanme KMHETUKM BOCCTAHOBJIEHUSA
U,;04 ocy1IecTBIAMM C MCIIOIb30BaHMeM IIpubopa
Chemisorb 2750 (Micromeritics, USA), npuuum-
IaJIbHaA CXeMa KOTOPOro IIpMBeJieHa Ha puc. 1.

KouTpose 3a mporeccoMm BOCCTaHOBJIEHNS OCY-
IIIECTBJIANM C IIOMOIIBIO IETEKTOPa 10 TEIJIONPOo-
BogHocTy mpubopa Chemisorb 2750. C 1meJssio
JICKJIIOUNTL BKJIAJ 00pasyolieiicad U BbIIeJAI0-
ielicd B pe3yJbTaTe peaKIUy BOABI B M3MeHe-
HIle TeIJIOIPOBOSHOCTM Ta30BOJ CMeCH ee Iaphl
BBIMOPa’KMBaJIM B JIOBYIIKE, OXJIAXKJaeMoil 3a-
MOPOJKEHHBIM M30IPONNIOBBIM crupToM. Ilpn
BoccraHoByeHNM U;O0y aMMMaKOM 3aMOpaskyBa-
HIA IAapOB BOJBI He IPOBOAMJIOCH, TaK KaK 3TO
mpuBesio OB K 3aMOpa’KMBAaHUIO UM aMMMaka
U, KaK CJIeACTBUE, K DOJIbIIIEN ITOTPEITHOCTI U3-
MEepeHNII TEeIJIOIIPOBOAHOCTY Ta30BOM CHUCTEMbI
Y TIOJIyYEHHBIX KMHETUYECKNX KPUBBIX.

PE3YJIbTATbl U OBCYXXAEHUE

Il KOPPEKTHOTO OIpefiesieHNsa KMHeTudec-
KX IIapaMeTpoB IIpoljecca BOCCTAHOBJIEHUA BbI-
O6paHO MATH 3HA4YEHMII CKOpOCTU Harpena: 9, 10,
15, 20 n 25 K/MuH. B pesysapraTe IOJydeHBI
CJIeAyIOIIe 3HAYEHNA TEMIIEPATYP, COOTBETCTBY-
IOIMX MaKCUMAaJbHBIM CKOPOCTAM IIpoIjecca:
1) nua rasosoit cmecu H,/Ar 604.0, 656.3,
682.2, 707.1 n 725.6 °C cooTBeTCTBEHHO; 2) IJsd
660.0, 699.0, 760.0,
797.1, 846.4 °C coOTBETCTBEHHO.

Bo nsberxanne HaJO0KeHW U AaA OoJbIiIei
HAIVIALHOCTY Ha PUC. 2 IPUBEAEHBI TOJIBKO TPU

rasosoil cmecu NH;/He

nudpdpepeHaNbHbIe KMHETHYECKYIE KPUBbIE BOC-
craHoBJeHnss Uz;Og, COOTBETCTBYIONUINE II€PBBIM
TpeMm ckopoctaM HarpeBa (5, 10 m 15 K/mun).
Ha pwuc. 2 non ynenbHONM MHTEHCUMBHOCTBIO CJe-
JyeT NOHVMAaTb MHTEHCUBHOCTb CUTHAJA JleTeK-
TOpa TEIJIONPOBOLHOCTY, IIPUBEJEHHYIO K ey-
Hute Maccsl obpasna UjOs.

CorsylacHo maHHBIM PaboTHI [5], Iporieccsr Boc-
CTaHOBJIEHNUA OKCUIOB METAaJIIOB, IIPOTEKAIoIe
B HEM30TEPMMYECKNX YCJIOBUAX, MOYKHO OINCATD
CJIEIYIOIIVIM KVHETNHYECK)M ypPaBHEHVEM:

da E

— = Ae -——)1-a)"

at xp ( RT)( ) (1)
rme O — cremeHb IpeBpaleHnsa, %; T — Bpe-

Md, ¢; A — IPedKCIIOHEHINAJbHBI MHOYKIUTEID,

=

eTeKTO
- oA p
TeHJ‘IOHpO-
e -
) BOOHOCTHU

OTBoJf rasa
Ilogaua H,/Ar
(NH;/He)

Hauusre Ha [TK

Peaxrop |

TepMoOIporpaMMaTop

ITeun

JloByixa
(T =-80°C)

(T = 0-950 °C)

Puc. 1. Ipunrnunmansaas cxema npudopa Chemisorb 2750.
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Puc. 2. Mudpdpepernyanbable HeM30TEPMUYECKYE KUHETIHECKIIE
kpusble BoccTaHoBNeHna U;Og BogopozoM (a) n ammmaxoM (6).
Cropoctb HarpeBa obpasnos, K/mua: 5 (1), 10 (2), 15 (3).

MMH L E, — omeprua akTtmBauum, I /MOJIb;
T — TepmoamHaMmuueckas TemIepatypa, K;
R — yHuBepcasJbHadA ras3oBasd IIOCTOSHHAaA,

v /(mons UK); n — nmopAmok mpoigecca.
B MOMeHT MakCUMaJBHOM CKOPOCTY IIPOIiec-
ca ypaBHeHue (1) 0ymer umeTs BUJ

d [an_ d A

T H-TE dT% exp _—)1_0() D (2)

rme B — ckopocth HarpeBa obpasua, K/mun.

Isa peakiuy nepsoro nopsanka (n = 1) nume-
eM cJlefiyIolllee BBIPasKeHUe:
E E
2InT, —InB = —4 + In—
WTIBE IR )

rge T, — TeMIepaTypa MakKcuUMyMa ckopoctu, K.

Vlcxona ns ypaBHeHUA (3) dHEPIUIO aKTUBa-
MM OIPEJIEJISANIN 110 TAHTeHCY YIJIa HAKJIOHA IPs-
Moit B koopauHartax: 2InT, —Inf3 = f(103/TM),
a MPePKCIIOHEHIIMABbHBI MHOMKUTENb — II0 OT-

Pe3Ky, OTCEeKaeMOMYy Ha OCU OpAuHAT (puc. 3).
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Puc. 3. Onpenesienne sHepruy akKTUBALMM U IPEASKCIIOHEH-
LMaTbHOTO MHOMKUTeJs Ipu BocctaHoBienuyu U;Og Bomopo-
nom (a) n ammnaxom (6).

Kunerudeckue xapaKTepUCTUKU IIpoljecca
BoccTaHoByeHNA U;Og4 BOLOPOIOM M aMMMaKOM
UMEIOT CJIeAYION[Ve 3HAUEHNA: B CIyUae MCIOTIb-
3oBaHMA Bojnopona (cmece H,/Ar) E, =
(81.6=6) xJlox/Mosb, A = (76.77+4) Mun !
BOCCTaHOBJIEHMN ¢ McTIosb30BanyeM cmecy NH;/He:

= (69.5*14) xI»x/Mmosb, A = (7.02 £2) MuyH

L7171 IpOBEepKM COOTBETCTBIUA PACYETHBIX 3HA-
YeHNI KMHETUYECKNX [TapaMeTpPOB UX DKCIIePU-

; IIpU

MeHTaJIbHbIM YJMCJIEHHBIM 3HAY€HMAM U3 ypaB-
HeHUA (3) IOJIyUeHO cienyoliee ypaBHeHue [5]:

E _ A OE 10 o
R_’I:w —lnE IHE‘).RT—D+II’IE'I(1 a) E (4)

ITosmy4ueHHOE TpPaHCLIEHAEHTHOE ypaBHEHME OT-
HOoCcuTeJbHO T, PeIlleHo C MUCIO0JIb30BAHNMEM IIPO-
rpammel Maple 10.

PesynpTaTbl KMHETUYECKNX PacUeTOB IIpeji-
cTaBJIeHBI B TabJ. 1.

Bupno, yTo B ciydyae BOCCTAaHOBJEHUA 00-
pasua U;0,4 B Toke H,/Ar mpu pasHBIX cCKOpOC-
TAX HarpeBa pacyeTHbIe JaHHBIE C BBICOKOM TOY-
HOCTBIO COTJIACYIOTCA C DKCIIEPVUMEHTAJbHBIMI,
a DTO CBUIETEJbCTBYET 00 aJeKBAaTHOCTY BbIO-
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TABJINIIA 1

PesynbTaThl KMHETUYECKUX PACYETOB BOCCTAHOBJIEHNS
U304 BOZOPOJIOM M aMMMAKOM

B, Temneparypa Makcumyma ckopocty, °C
K /mMun Pacuernasa OKCIepuMeHTaJbHAA
Bocemanosumenv — H,/Ar

5 605.0 604.0
10 655.0 656.3
15 684.0 682.2
20 707.0 707.1
25 725.0 725.6

Bocemanosumens — NH;/He
5 650.0 660.0
10 711.0 699.0
15 749.0 760.0
20 771.3 797.1
25 807.8 846.4

PaHHOJ KMHETMYEeCKO) MOJeIM B paccMaTpuBa-
€MOJI TeMIIepaTypPHOM 00JacTi.

Opnako npu BoccTaHoBJeHny obpasna U;O,
B cpene NH,;/He monydeHHBIe B pe3yJsbTaTe
pacyeToB IO KMHETUYECKNM YPaBHEHUAM Ilep-
BOTO IOPAJIKA 3HAYEHMA TeMIIEpaTyp CYIIecT-
BEHHO PaCXOJATCA C DKCIIEPVMEHTAJbHBIMI JaH-
HbIMI. TakuM 00pas3oM, IOJTydeHHbIEe KMHeTIYec-
KI€e XapaKTepPUCTUKY, IIO-BUANMOMY, — 3pdexr-
TUBHBIE OIl€HOYHBIE BEJIMYMHBI, HE OTpaKalo-

TABJIVIIA 2

I[Jie VICTVHHBIX KMHETUYEeCKUX 3aKOHOMEpPHOC-
Tel, KOTOpble MOI'YyT OBITH MCIIOJIb30BaHBI IJIA
OII€HOYHBIX TE€XHOJIOTUMYECKUX PacCdeTOB.

Ob6paszusr U304, BocCTaHOBIIEHHBIE BOJIOPOIOM
M aMMMAKOM IIPM DPas3HBIX CKOPOCTAX Harpesa,
MO/IBEPTJIM XVIMMYECKOMY aHAJNN3Y IJIA Olpejie-
JIEHUA COJEPsKaHNMA B HUX YeThIPEXBAJIEHTHOI'O
ypaHa, ofliero cozepskaHmsa ypaHa U CTeleHU
BOCCTAHOBJIEHUA ITPOAYKTa (TabJr. 2).

Kak cremyer n3 maHHbIX Tabu 2, B caydae mc-
noJb30oBaHusA ra3osoii cmecyt H,/Ar crereHb BoccTa-
HoBJIeHMA obpastia U;Oy Bblllle 110 CpaBHEHMIO C JIC-
nosIb30BaHMeM ra3oBoit cMecu NH,/He n gocturaer
89.33 % npm cxopoctn Harpesa 5 K/mum. IIpu sTom
TeMIlepaTypa MakcumyMa coctaBuia 604 °C. Onna-
KO JIJIsT BOCCTAQHOBJIEHMA oOpasla cMmecbio H,/Ar
TpebyeTcsa 3HAUNUTEJBHO OOJIbllle BPEMEHI.

C yBesmueHymeM CKOpPOCTM Harpepa obpasna
U,;04 B 0boux ciaydasx (BoCCTaHOBJIEHME BOZO-
poIoM M aMMMaKOM) HabJomaeTcA CMeIlleHue
NMKOBBIX 3HAYEHUI TeMIlepaTyp B obJsiacTb 60-
Jlee BBICOKVX 3HAYEHWMII ¥, KaK CJEeJCTBME, CHU-
JKeHJe CTelleHM BOCCTAaHOBJIEH)A IpoayKTa. Tem
He MeHee npu =5 u 10 K/mMun npomecxogur
JIOCTATOYHO IIOJTHOE BOCCTAaHOBJIEHMe 00pasIia
U;04 Copepaxanve U*T B mem mocye ombIToB
Bo3pactaygo ¢ 32—33 mo 80—90 %, Osaromapsa
YeMy €ero MO’KHO MCIIOJIb30BAThb [JIA JAJbHel-
IIEro TUAPOPTOPUPOBAHNA.

HapaMeprI BOCCTAaHOBJIEHMA ¥ COCTaBbI IIPOAYKTOB BOCCTAHOBJIEHUA U308

BOZOPOZOM ¥ aMMIAKOM

1, MUH

B, Maccosas nponus, % qU6H) - UEH), % T, °C
K/vma Uy, Ut
Bocemanosumenv — H,/Ar
5 86.67 81.71 89.33 604.0
10 86.0 78.50 83.97 656.3
15 85.60 70.24 70.18 682.2
20 85.40 67.50 65.60 707.1
25 85.29 65.60 62.43 725.6
Bocemawnosumenv — NH;y/He
5 86.46 80.56 8741 660.0
10 85.75 79.00 84.81 699.0
15 86.20 78.10 83.31 760.0
20 85.95 76.55 80.72 797.1
25 85.82 74.03 76.51 846.4

58.6
29.1
21.6
16.3
12.5

31.5
10.3
72
5.1
3.8
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BbIBO/Abl

ITo pesysbTaTaM NPOBEIEHHBIX MCCJIIEJOBAHMI
o BoccTaHoBJeHNI0 U;Og BOZOPOAOM M aMMMa-
KOM Ha yCTaHOBKe C TePMOIIPOrpaMMMPOBAHHBIM
HarpeBOM MOKHO CIIeJIaThb CJIeLYIOIIVe BbIBOADL:

1. IIponecc BoccranoBaerus U;Og4 BOZOPOIOM
Ha4yMHaeTCcA NIpu TeMmuepaTypax Bbliare 350 °C,
a C POCTOM TeMIIEPATYPBI CKOPOCTb BOCCTAHOB-
snerna U;0g4 yBesmunBaeTcs;

2. IIpouecc BoccTaHoBseHNA U;O4 aMMUarom
ImpoTekaeT Ipy OoJiee BBICOKUX TeMIlepaTypax
n mocraaniiHo. ITo-BuauMoMy, CHavaJa IIPOMC-
XOIOUT PasjosKeHVe aMMMaKa IIPY TeMIepaTy-
pax 500—630 °C, a 3aTeM BOCCTaHOBJIEHME 00-
pasna U0, npu Temnepatypax 630—700 °C;

3. C moBbIllIeHNeM CKOPOCTM HarpeBa o0pas-
oB U;O04 or 5 mo 25 K/MuH BO3pacTaroT TeM-
IepaTypsl, IPM KOTOPBLIX AOCTUTAIOTCA MaKCH-
MaJIbHbIE CKOPOCTY BOCCTAHOBJIEHMA KaK BOJO-
pOZIOM, TaK ¥ aMMMAKOM;

4. OHEPIUM aKTVBAIN U [IPEDKCIIOHEHINAb-
Hble MHOKJTEJN IIPOLIeCCOB BOCCTAHOBJIEHNA
U;04 BOZOPOIOM M aMMMAKOM, pPacCUMTaHHBIE
10 METOIMKAM JIJIA HeM30TEePMUUECKUX IIpOoIlec-

coB, cocTaBaAT (816=+6) k[sk/Moab, (76.77+4)
vus ! u (69.5%14) x]l2x /Mo, (7.02%2) MuH ! co-
OTBETCTBEHHO. [Ipy 3TOM IOrpenrHocTs ornpene-
JIEHJA B CJIydae BOCCTAHOBJIEHMA BOJOPOJOM He
npeseimaer 7—10 %, a B ciydae MCIOJb30Ba-
HUA aMMMaka oHa nocturaeT 20 %j;

5. HacwInHaa NJIOTHOCTE U yeJIbHAA IIOBEPX-
HOCTb KOHEYHBIX ITPOJYKTOB, ITOJIYYEHHBIX ITOCJE
BOCCTaHOBJIEHN 00pasIioB OKCUJA ypaHa, He 13-
MEHAIOTCA OTHOCUTEJIbHO JICXOIHBIX 3HAaYEeHMUII
u cocraBaaior 2.7-3.1 r/em® n 0.3—0.4 M2/t cooT-
BETCTBEHHO.
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