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Thermodynamic Calculations for

Chemical Vapor Deposition of Silicon Carbide

Kazuo MINATO, Kousaku FUKUDA and Katsuichi IKAWA
Department of Fuels and Materials Research.

Tokai Research Establishment, JARRI

( Received February 12, 1985 )

The composition of vapor and condensed phases at equilibrium and CVD
phase diagrams were calculated for the CHzSiClg-Ho-Ar system using a
computer code SOLCASMIX-FY, which 1is based on the free energy minimization
method. These calculations showed that B-SiC, £-SiCC(s), B-SiC+Si(s),
ﬁfSiC+Si<l), Sif{s), Si{l), or C(s) would be deposited depending on
‘deposition parameters. In the CHsSiCla-Ar system. condensed phase was found
to be 8-5iC+C{s) or C(s). Comparing the calculated CVD phase diagrams with
the experimental results from the literature, [B-SiC:C(s) and B-5iC-5i (s)
vere deposiied in the experiments at the high ftemperature (more than 2000K)
énd low temperature {(less than {700K) parts of a resion., respectively,
where only ;3—SiC wouid be deposited in the calculations. These are

remakable resulis to consider the deposition mechanism of silicon carbide.

Keywords:
HIGR Fuel, Coated Fuel Particles, Silicon Carbide, Phase Diagram, Gibbs
Free Fnergy. Chemical Vapor Depositicn, Thermodynamic Calculation
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Fofb¥EDAENEE Lic, BEBLUA/MTS KEFL T, SiCl,, SiCl,, 8iCl,, Si
BIEIET BT Ehbi b,

3.1 HioBae EFERkIC, CVD—REEK (Fig 14), B XUHSEEK (Fig 15, Fig. 16) %
RE~NBC &ty WHNED S, FEECBOT, £ LTEOL I BURKIGAEE T
ADbibhb, LaFig 1TICEEH TR,

343 CH3SICI3_ Hz_Ar%

COFRTE, BE, (H, +AD) /MTS | BXUAY (HAAr) 288 E Lz, CORT, H %
AT 0B LDEED, L1IBLUI 2EITR-TLATH S,

HEFA1000~2200K, BELTAT/ (Het+ Ar) EbbE 0~ 00FIKEILS H EZDCVD -
HREERZ, (H, +Ar) /MTS £aHA8, 20,10°, 10°, BXTI0'DBAIC>0T, Fig, 18 ~
Fig, 21 T £ hEHRT,

Ar/(H, +Ar) BB 100%0E S iciz, FIEFCoRLALSIC, §-SICRMDERIEE
LISV, HeAiib b T Eicdkh, FHFICE > TR F -SICHMOME TR T2 &b
PphHe TOT &G, BEBBERAT L LT, EETHL,

4. & 2

41 BESNTOH 8 NFHERREOLEE
CH,SiCl, —H, -Ar ROBEIAE wEETic, 3EMSEEshToa,
Thrpin&Robert(B)ii, CH, SiCl, —H,—CH. %ic 2T, BEA 1200, 1300K & £ U400
Kicgid5 CVD ~REREHBE LTV 5, stEARELES N THE0A, JANAF by
EOF—FFBVTWS, CHM O EALDIESICIRYD, 3 1HORELLIHE T %, Turpin&
Robert OEERCIE, REI20KHLTI0K D E =icid, Ho /MTS<~50 L% C+SiC,
H./MTS>~5 D& &ESiCH, TNTNERT 5. BE A0KD & Ficd, H/MTS<I~5
DEECHSIC, ~5<CH;/MTS<~1000D & & SiC, ~1000< Hy/ MTS<~20000 & & C +
SiC, He/MTS >~ 2000 D& & Si 08, ZNFNERT HEMRENT S, EEI400K
T, ~1000<H; /MTS <~ 20000 & FWLC+SiCHEHET ALV LB E, TNOLDRRE
i, 3 IENCR LIcHR & EMRIC—F ] 5.
(hﬁshn%ﬁﬂi,CH@&Ch—Hrﬂr%RﬁDDZ}fﬁﬁbﬂO%K,]ZMK,IMOK,iﬂk@
1600KIC B 5 PHMAMETEL T B, Ho/ MTS i 107 ~10" DEETH 0, Ar/(H.+HAr)
130, 50, BLUI0STH 5, stEHFER, BRHZFr¥F—H/MLETH D BhEF~5 1,
JANAF B ERREDEZHV T4, Christin ©OFTHEMIIZ, < CTOFHEHTHE L
THo, k& lLvdv, Christin bR EIBRALUAERE G, L —HLTHWD, &5,
Christin 51, FEREICET 2 ¥ EMEMERLADAT, CVD— RERIRBAR L TN,
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FoofeFEOAERE L Ui, BERBIFA/MTS ITEEL T, SiCl,, SiCl;, SicCl,, Si
BEIET AT L bbb,

3.1 EiDBE & FkEC, CVD—IRRER (Fig. 14), L OZ#%@E (Fig. 15, Fig, 16) %
BHANZLC EICED, MEANREDP S, BEECEOT, 2L LTEOL I BREAES TH
BOBSBHBH, CNATig 1T10E EDTHRE,

3.3 CHgS!CIa_ Hz_Ar%i

COFTIE, BE, (H, +AD /MTS | BLUAY (HoAAr ) 28K E Lz, CDRT H &
FIAr 0B LDBEDN, I1IBLUIL2EH T IR TH S,

BEA1000~2200K, BLTAr/ (Ho+ Ar) k% 0~ 100BIRELS#72LEDCVD -
IREER %, (H,+ Ar) /MTS a4 kkAs, 20, 10%, 10°, LU0 OBEIC20T, Fig. 18 ~
Fig, 21 KEhZTHRT,

Ar/(H.+Ar) EAlpB100%DEFicid, FIETCeER LK Sic, f-SiICEMHDEREH
TELMWY, HoSb AT itk by, EFiC L » TRF -SiCHMEOMERASEETAC E8b
b, TOT &iT, BERELRATLLT, EETH L,

4. & S

41 BESHTOARNWFHEBREOHLE
CH: SiCl; —Hq Ar-é@ﬁnjjf—;fﬁéi, Wi E T, SWIJmiE{ién’Cb\%’i 15,10

?urpm&Robert i CH, SiCl; —H;—CH. Rl >\ T, REA 1200 K, 1300 K & L TF1400

KicHi3 5 CVD ~REREZFE L TW 5, FBAFREBIEBENTHAE0A, JANAF LY
EOF—4FEBNTVS, CHP 0 BULDIESIIED, 3 1HOKELEHE T 5, Turpin&
Robert DER T, BEI1I20KHXLTI300KD L &icid, H, /MTS<~50 &% C+SiC,
H:/MTS>~5DE&ESICH, ZNThEET 5. EEI400KD & Fitid, H/MTS<~ 5
DEECHSIC, ~5<CH/ MTS<C~1000D & %= SiC, ~1000< Ho/ MTS<~20000 & &£ C +
SiC, H/MTS>~2000 D& & Sid8, FNFHERT LI LMRENTL S, BF1400K
T, ~1000<H,/MTS<{~ 20000 & FILC +SiCHEHET HLENHIT LR L, TNODHER
i, 3 LENCR LACRR & EMMNIC—F T 5,

Christin 66@1 CH,SiCly—H,—-Ar &>\ T, @EM 000K, 1200K, 1400K, BLT
1600KIC 81 5 FHEHAREFRE LTV 5. Ho/ MTSI3 107 ~10" DFFETH 0, Ar/(H.HAD)
0, 50, BLRULIBTH S, itEHEE, BRZird—R/MEETED BHZE -5 13,
JANAFBVLFEERREOEEAH VT3, Christin o DFTEERT, C I TOFHEHM LU
THD, HELPT, Christin 5OFEREIFIFALABREG L —HLTWE, UE,
Christin 54, SBERER BT 5EEEREZRLALOCAT, CVD— RERER L THEL,
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Kingon é%, CH,SiCl; —H, %H £ U CH,SiCl, ~ArR i 2>0 T, BE1000~2000K B £ T
H:/ MTS=0~ 1000 O&F T, CVD-IRERZEZHE L/, FEFHER, EHT 2 vF—F/Dh
biEThb, BAFF—5id, JANAFSEEZOEZHAVW TV S, HuiitEa— Fig, <
CTHWHRSDERD, SOLGASMIX-PVTHS, Kingon SOFERLE 3TICRUIGERE S
i3, LB LT3, 4%, Kingon oD EHMIT, BEEBLTH,/ MTS DM AICENT,
CCTOHBHERE D SO,

ChEB, BHROEFESHET I0KFHEYTHS, ER 4 vF -/ MbikE%t
7z, Christin &, Kingon &, 8L UL OEEY, HEICIS—BL TV AL &bk
b, TDT LR, MADTHEICEBWT, (LEEOEEESHET TH /2L AR L, E6IC
A DHBEHEABZLETHLEIEEARLTVS

.2 BESNTOLBEFEBRERIOLE

SICOFEHHERE, VEZTTEHEZE(REEINTVL S, TN 61d, EREEOHNT, Cold
wall arrangement & Hot wall arrengement i KB ﬂ%i Cold wall arrangement & i3,
#E XN AY (base material ) OAAERIEH AP TNET 5 5XTH 5, Hot wall arra-
ngement & i, FURRBNICAS ENLIWE AN, RIEHGRE L OINET 545 TH L, i
FARiE, Hot wall arrangement [ZX43&41 %,

B E L T B 161, B DR AT TR RN
TEA60, FBE L ROFERIC G0 -, BENLE, EREHOLEEP AT
ThHobD, BLUEBWHEBD AN EFTL > TOHNEDBELRLLTHE, Ihbid, E
BOESBHOFICEPNTO O EEL LGNS,

CH;SiCl,—H, ROAFERIERE, CVD RENE & &iT, Fig 2210Rd, TTiCnlL
ToEBERE, 7f®rj775>1 JEOLDOHLTHL, TI Tk, BERI K&%%%?%%%wmm\
'A&{ﬁﬁﬂi Ci%%%ﬁ%&% #CLBIJL'CEE)\Lf:O ECR OEEFER DS 5, Hot wall arran-
gement Tdh 3 @i, EBN/ZH TH D, i3 Cold wall arrangement T 5, [Xrhd itk
i, H/MTS OECHEEMER T, £/, WE, ROEAL 1 [IEOEHEEDCVD ~IREX
Thd,

Fig 22ic7n LAEBERTE, BEWMME, §-5iC+C, F-SiC+Si, £LUF-SIC
DIWETH S W0 b, F-SiIC+HCA%S Lk, BFitEicdd, F4-5iC
CIEREZT & THISNHHE, BLUF-SICHEST B & TFilll SN /05850 S B (2000
KELE) ©hD, §-5iC+8i BHES LIERR, F-SiICHEET L L FRASOEROR
AR (WIT00KELN) THb, A-SICH%E LERT, £ -SICHELT 2 & Fllshik
AR D PRI (#9 1700~2000K), XU F-SIC + CHAEET L TR AR OTER (1
1700~2000K ) TH 5, Ho/ MTS DEBTREFTH 27 DI Fig, 2210 ARE 1850 » 7008, %3
BEAGUSHIEF-SICCH, BOFHIcEA-SiC+Si 8, Z20PHDEBEDEA!
iE-SICH, TheFh#EET 5 &:L‘Uiézﬁz:24 0 57)3%{%’70‘0 S, BEESIAHEST S
ZHTE, F-SiCoflic a —SiCHES T 5 &L\iﬂ%% f‘é%éo enEho@ickd, U
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&% , REEEAELE, BECEIUSIORBEFREENRILZICEIPbLT, &
5LOTEBERE, Eiglfo i HiT, EEEEERLTH S,

CH,SiCl, —H, Zic 80T, EBERLMERBRBELLSDH, o%fbsﬁcm\f’ccﬂ%

(D B -siC+CHRET 2 LTS NARROPIRE (#1700~2000K) T, F - SiCHE

#1 5,

(i} A-SICHEHT HETRSHEROSES FE2000KLL T, #-8iC + CH%E

Ea
(i) A-SICHEZET L& TR AEROEER WIT00KE L) ¢, F-SiC+Si A%
T 5,

CHBE3EDSE, (MKD0TE, ZEYHLA-SIC+CTHD, FBHEBIL-FHLTVA
TG BB, L0 HDOR, FERBEERLSE SN THZEREMN (W1700~2000K, H,/
MTS>13)Tid, Fig. 3R L& Hic, FHESNZEBCOBIEISBLTTHY, 5D
EBRTHOCIALESR: 2R XD T, B CEREINEVIAGRERH 205 TH 5,
(Dd oD, ZEBBEARITZ LT, HONAEBEULHERTH B, -

CH.SiCl; —H,-Ar %o %ﬁ%%ﬁﬁ%%{, CVD) IREER & & bic, Pig 238 LU Fig 24
R, ThoR, FERICKSZERER ’T%é MR Z CVD —HREX %, Bt
BEEECONBLE s BONEE, TNEFNRLT S, 2L, Fig 23BLUFiglditlT,
CVD —REERIZ, #0Fh, (H,+AD/MTS=30 8L UR0TH 50, EBREML, Theh,
(H, +Ar) /MTS =32, BLU49TH B,

Fig 23 # LU Fig 4ICRLUAERBETH, ZEWHER, F-SiICELPF-SiC+C
D2BETH S &b b, Ar/(H,+AD T 0% OBHEICTE, §-SiC+ CHEE
L, BtEfRE—HT 2, F-SICHCOPRETLETFHESNEET, £-SiICHESHLD
DA, Fig 23KBVTIA, BLUFig URBOTIEEET 2, ChoBEMOEEHC
O, MMETRBENES, B8 TRXEEE, 20FAV TS, F72, THIS
NAFHCORIL, 5%BLUTTHE, LhoDRLEDS, BESNLEDE, F-SIiC T4
{, A-SIiC~+CTHAaEl»d 5,

CH,SiCl, —H,~Ar ZOEBREREI/DE 0L, Fig 28 BL P Fig UIcE 2B, ERER
LETEAER Y, BIEHLTVWAEEERS,

CH:SiCl;H,-Ar DIE& A AL O SICHES T 2B LEESLE 146 E LT, CHLSIClL
~H,-Ar FOBESFFEZTE, CVD- REREG /., BEG1000K~2200K, (He+ A
/MTS it 1 ~10°, BRTAr/ (HAArD 13 0 % ~100 D&M TAHE L. THRISRTEL
Too EIHOFR, 2EFO T LM SHITE -7z,

1) CH,SiCl; ~H,-Ar T, &ffic kv, §-5iC, F-SiC+Cls), A—SiC+ Sifs),

Sils), Silll, FAECEOMEET EMHEENSE B,

A8_
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BaEOR, BEEENTHE, BECELUSIORMAREEBRELZCbbbbe T, T

O DERSE G, Lt~k i, FERCHEERLTY 5,

CH:SiCl~H, RiTHB T, ERERLFTEERSABTLDR, 2FDI[ALB0TTH A,
(D B - SiC+CHZEET 5 LTSN/ AROBRR FI1700~2000K) T, F-SiCHE
9 5o

iy A-SICHHET 3EFH S NIEEOERL G2000KELE)T, &-SIC -+ ChiE&sE
T B

(i) B-SICHEZT D EFHI NAEROMEEELE WITOOKEL L) T, F-SiC+Si Hi%E
ERR

CNS3ADHL, (DKDVTL, BEWHL-SICHCTHD, FIEERIHLTND
TEEMES BB, E0HOH, HEREE RS E SN TY ZEREAMN (@1700~2000K, H,/
MTS>13) T, Fig, 3R LAcEDIE, TSN ZEHCORBEISHLITTHD, Thom
EBRTAHNALES E LR XRER T, B C R SNV AEERS 200 TH B,
(DB LR, BEREERAT D LT, TNAEERERTH 5,

Cmsmh%kﬁu%@ﬁﬁiﬁ¥%%wFVD)ﬁ e & & b, Fig 235 XUFig 24
TR, bt WERIC L 2RERER TH b, MPOEHIECVD—RER %, G5
WeBEC DINED 5 BORES, ZNFARLTOA, ##L, Fig 235 LU Fig2dicsT,
CVD —IkEENIZ, #hEh, (H,+AD/MTS=30 8L 50T H 545, EREHE, Thih,
(H,+Ar) /MTS =32, 5L UF49TH 3,

Fig, 3 B LU Fig 4ICR UAERER TR, BEWHERE, §-SiCHELUF-SIC+C
D2 CTH LT Ebirb, Ar/(H,+AD) TUMI0EDESITL, F-SiC+ Cis
L, SPE#ERE T L, F-SICHCHRSETHETFRHINERT, FA-SICHEELS
OHs, Fig 231 HBNT3A, BLUFig B80T INAGET 2, INSERSYOHHEC
ORI, FIECEERENTE, BETAXARLEREZ, TNTUHC TS, &7, TS
NLBEHCORS, S5HLUTTHE, ChoEDT s, FEahizboir, §-5iC TRYE
{, B-SiC+-CTHLuerrd 5,

CH,SiCl; —H,-Ar ZOEBBERT/DL VY, Fig 23 B8 LUFig MICR AR, E8RER
LETERETE, BE-EHLTVWAELEZ S,

5. i G

CH:SiCl,—H: ~Ar DIRE A A GSICHHSET 2MBEEES 55 1AL LT, CHSCL
~H.~Ar R OEAFAR ATV, CVD- REXN TG/, BEII1000K~2200K, (H+ Ar)
/MESIE 1 ~10°, BETAr/ (HrAr) B 0% ~100%O8ETHE L, EAR I REEL
fro IHHEOER, >XFO LA SHITIE -7,

1) CH.SiCl —H,~Ar BT, &tk , #-SIiC, F-SiC+Cls), F—SiC+ Sifs),

Sils), Sitl), F iz CEWEE & 26HEH 5 5.
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2) CH,SiCl,-Ar & ¢id, A-SiCHEAfAEITER LKy,
3) CH,SiCl,—TL B Tid, A 1600K~1900K 35 & U H,/ MTS =50~5001 580 681 T, 4
-SiCoASHELEET S,

T, INOOHEFEREHESNTOLIESEBERB LA EE L, TOER, 250
AR SIS 2,

1) COIMEETALFEINERTR, CoMEEL TV,

5) B-SiCHEET S LB S NI OBER W2000K5 L) T&, £-8iC+Cle s

S L Tz,
6) A-SICH#EET B EiTE S NciEE© g (8 1IT00K ~#12000K) T, #-SiCas
e LT,
) A-SICHEET 5 LB SAEHOEESR W I1T00KEF) T, A-SiC+ Silen
#EEL T,

REDLT A, ARAmmO/NHBIRE RO ESERPETETEHD, ¢ TOHER
RENMETAECEDTEAER T4 BERBEIN D25, Fikid, CITHONER, b
FUREHBOEREEI, SICOESBBCOUT, HLOAMENELNS 6D EIFHIH
%o

e g

PR Y 277 L4 5O0LGASMIX—PV OEREICOWTHIEE F & -7, BMEBRHEHEE/],
MBRICECBE LT, F/, KRS EZE EDDICHIDEMBEIEZB L -/, BELFET
REFAZERICHEEZERLE I,
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2) CH,SiCl,-Ar £ Tit, A-SiCHEAMAETHE Ly,
3) CH3SiCli—H, %3, B8 1600 K~1900KH & U H,/ MTS =50~5000| LD EEE T, £
- SiICDABMRECEET S,

T, INOCOHEFBREHEINTOLESEBHRE LA EE L, TOEBE, 250
& BB BT IS - Fe,

1) Cle)PEBTAHEFEINEETR, COBEEL T,

5) G-SICHAEET 2 SHESNAERORER (92000K3 L) Tk, A SiC +Cleds

EEL T,

6) B-SICHEETH ETE SNtk O hER (MW IT00K ~#2000K) Tid, A-SiCH
EEL T,

) G-SICHARET 5 LTSN/ EROEELS (0 1700K L TF) Tk, F-SiC - Silgss
s LT,

HEDE A, WERAmmDNEFHERE PG AESERSETETHD , T T TOEER
BINWHT L EDOTELIERF -4 BERSN 0S5, 5%, CITEOOLER, b
FUOBREFEBEDOHFF R, SICOHESHEBC VT, HILVHMESEOAZ b EHFESN
%,

i} ¥

HE7 77 ASOLGASMI X—PV O EREI DOWTHIEE TS - 7, #EREHEE/)
DRI B L 29, $70, RMEELF D3 0h0MEEIEBH -1, O I¥
BEAZERICHESZR LTS,



(1)

(2)
(3)

(4)

(5)

(6)
(7

(8)
(9
(10)
(115

(12)

(13)

(14)

(15)

(16}

(17)
(18)

(19
(20)
(21)
(22)
(23)

JAERI-M 85-043

Zz & X Mk

R. Férthman, E. Gyarmati, J. Linke, and E. Wallura : High Temb.
High Press., 14, 477 (1982)

R.J. Lauf : ORNL/TM-7363 (1980}

R. Benz, R. Forthmann, E. Gyarmati, P, Krautwasser, and

A. Naoumidis : Jiil-conf-36 (1980)

J. Schlichting : Powder Metall. Imt., 12, 141 (1980), continued on
12, 196 (1980)

A.1., Xingon, L.J. Lutz, P, Liaw, and R.F. Davis : J. Am. Ceram.
Soc., 66, 558 (1983) '

T.M. Besmann : OBNL/TM-5775 (1977)

W.B. White, $.M. Johnson, and G.B, Dantzig : J. Chem. Phys., 28,
751 (1958)

G, Friksson : Acta Chem, Scand., 25, 2651 (1971)

G¢. Eriksson and E. Rosén : Chemica Scripta., 4, 193 (1973)

G. Eriksson : Chemica Scripta., 8, 100 (1973)

D.R. Stull and H. Prophet : "JANAF Thermochemical Tables", Second
fdition (1971), 1974 Supplement {(1974), 1975 Supplement (1975},
and 1978 Supplement (1978)

R. Hultgren, P.D. Desai, D.T. Hawkins, M. Gleiser, K.K. Kelly, and
D.D. Wagman : "Selected Values of the Thermodynamic Properties of
the Elements", American Society for Metals (1973)

M. Turpin and A. Robert : Proc. Br. Ceram. Soc., 22, 337 {1973)
F. Christin, R. Nastain, and C. Bernard : "Chemical Vapor Deposi-
tion 1979", The Electrochemical Soc., 499 (1979)

W. von Miinch and E. Pettenpaul : J. Electrochem. Soc., 125, 294
(1978)

J. Chin, P.K. Gantzel, and R.G. Hudson : Thin Solid Films, 40, 57
(1977)

J. Chin and P.K. Ganzel : GA-A-13845 (1976)

A.C.W. van Kemenade and C.F. Stemfoort : J. Cristal Growth, 12, i3
(1972)

N. Setaka and Z. Inocue : J. Am. Ceram. Soc., 52, 624 (1969)

P. Popper and F.L. Riley : Proc. Br. Ceram. Soc., 7, 99 (1967)

M. Bonnke and E. Fitzer : Ber. Dtsch. Keram. Ges., 43, 180 (1966)
K. Masato : Nippon Kinzoku Gakkai-shi, 42, 131 (1978)

M.J. Chappel and R.S. Millman : J. Mater. Sci., 9, 1933 (1974)



(24)

(25)
(26)

(27)
(28)
(29)
(30)
(31)
(32)
(33)
(34)
(35)
(36)
(37)
(38)
(39)
(40)
(41)
(42)
(43)
(44)
(45)
(46)

(47)
(48)

JAERI-M 85-043

D.E. Lloyd and V.C. Howard : "Special Ceramics 4", The British
Ceramic Research Association, 103 (1968)

E. Fitzer and D. Hegen : Angewandte Chemie, 91, 316 (1979)

H. Beutler, S. Oesterle, and K.K. Yee : "Chemical Vapor Deposition
1975", The Electrochemical Soc., 749 (1975)

A.C. Airey, P.J. Cartwright, and P. Popper : "Special Ceramics 67,
The British Ceramic Research Associatiom, 147 (1974)

J.L. Randon, G. Slama, and A. Vignes : "Silicon Carbide - 1673",
University of South Carolina Press, 368 (1974)

E. Phillips and K. Tukas : AECL-3674 (1971)

R.L. Hough : J. Polymer Sci., Pt.C, 19, 183 (1967)

F. Kobayashi, K. Ikawa, and K. Iwamoto : J. Crystal Growth, 28,
395 (1975)

R.J. Weiss and R.J. Diefendorf : "Silicon Carbide - 1973",
University of South Carolina Press, 80 (1973)

R.J. Weiss and R.J. Diefendorf : "Chemical Vapor Deposition 1973,
The Electrochemical Soc., 488 (1973)

L. Aggour, E. Fitzer, M. Heym, and E. Ignatowitz : Thin Solid
Films, 40, 97 (1977)

E. Fitzer, D. Kehr, D. Morin, and M. Sahebkar : "Chemical Vapor
Deposition 1975", The Electrochemical Soc., 589 (1975)

L. Aggour, E. Fitzer, E. Ignatowitz, and Sahebkar : Carbon, 12,
358 (1974)

W.F. Knippenberg, G. Verspui, and A,W.C. van Kemenade : "Silicon
Carbide — 1973", University of South Carolina Press, 92 (1973)
A, Nzoumidis, R. Benz, and J. Rottmann 3 High Temp. High Press.,
14, 53 (1982)

R.J. Lauf and D.N. Broski : ORNL/TM-7209 (1980)

R.J. Lauf and D.N. Broski : ORNL/TM~7571 (1981)

J.T. Feder : Thin Solid Films, 40, 89 (1977)

J.I. Feder : ORNL/TM-5152 (3977)

G. Uny and J.P. Morlevat : J. Nucl. Mater., 71, 140 (1977)

R. Forthmann and Gyarmati : J. Nucl. Mater., 58, 189 (1973)

=

Akita, T. Iseki, and H. Suzuki : Bull. Tokyo lLnst. Technol.,
127, 83 (1975)

E. Erben and H. Hausner : EUR-4946e (1973)

7. Holub : SGAE BER, Nec.2195 (1973)

L.H. Ford, D.E. Walker, and F. Furguson : "Special Ceramics 5",



(49
(50)

(51)
(52)
(53)
(54)

(55)
(56)

(57)
(58)
(39
(60)

(61)
(62)
(63)

JAERI-M 85-043

The British Ceramic Research Association, 49 (1972)

E. Gyarmati and H. Nickel : Ji1-900-RW (1972)

E.H. Voice and V.C. Scott : "Speclal Ceramics 5", The British
Ceramic Research Association, 1 {1971) . '

L.H. Ford, N.S. Hibbert, B.E. Ingleby, and D.E.Y. Walker : "Special
Ceramics 4", The British Ceramic Research Association, 121 (1968)
I..H. Ford, N.S. Hibbert, B.E. Ingieby, and D.E.Y. Walker :

TRG-R 1544(S) (1967)

P. Krautwasser, G.M. Begun, and P. Angelini : J. Am. Ceram. Soc.,
66, 424 (1983)

D,P. Stinton and W.J. Lackey.: Am, Ceram, Soc. Bull., 57, 568
(1978)

D.P. Stintonr and W.J. Lackey : ORNL/TM-5743 (1977)

L.H. Ford, N.S, Hibbert, and D.G. Martin : J. Nucl. Mater., 45,
139 (1972/3)

T.D. Gulden : J. Am, Ceram. Soc., 51, 424 (1968)

R.J. Price : Nucl. Technol., 35, 320 (1977)

L. Aggor and W. Fritz : Chemie-Ing.-Techn., 43, 472 (1971)

D.E.Y. Walker : "Special Ceramics 5", The British Ceramic Research
Association, 33 (1971)

D.E.Y. Walker : TRG-2052(3) (1970)

R.J. Price : Am. Ceram. Soc. Bull., 48, 859 (1969

K.W. Carley-Macauly, J.W. Myles, and G.H. Williams : "Carbides in
Nuclear Energy”, Vol.2, Macmillan and Co. Ltd., 826 (1963)



Table 1 Species
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considered in the calculation.

Gas phase

Condensed phase

Ar

HC1
Cl
Cl
Si"g
SiH
Sicl
sicCl
SicCil
Sicl
SiHC1
SiH2C12
SiHBCl
CcCl
CCl2
CCl3
cCl

W N

CHC1 Si

CHC1 K~SiC
cH,Cl, B-sic

CHBCl C {graonhite)

Sic
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Ho-MIS system at 2200K and latm.
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1,2 1,2 1 1,12 7,10,1,12| 7,10,11,12§ 7,10,13,14
1,2 1,2 1 1 1,7,190 7,10 7,10
1,2,3 1 1 1,9 7,8,9 7,8,10
1,3,4 1 1 1,6,9 6,8,9 7,8,10

1,4 1 1 1,6,9 6,8,9 7,8,10
1,4 1,4 1 1,6 1,6 6 6,8
1,4 1.4,5 1,4,5 1,6 6 6 3]
1 102 103 104 107 10°
HZ/MTS
CHBSiCl3(g) — 3iC(s) + 3HC1l(qg)
CH3SiCl3(g) — C(s) + SiClz(g) + HCl(g) + Hz(g)
. , 3
CH381C13(g) — C(s} + siCl,{g) + H, (g)
CHBSiCl?’(g) HCl(g) —= C{s) + SiCl4(g) + 2H2(g)
CH3SiC13(g) HC1(g) ——= CH4(g) + SiCl4(g)
CH3SiCl3(g) 3H2(g) —> SiH,Cl(g) + CH,(g) + 2HCl{g)
. 5 .
CH3SlC13(g) 5H, (g) —= SiH(g) + CH, (g) + 3HC1 (qg)
CH3SiCl3‘(q) 4H2(g) ——— 81H4(g) + CH4(g) + 3HCl(qg)
CH3SiC13(g) 2H2(g) — Si (g,1) + CH4(g) + 3HC1(q)
CH,SiCl,(g) + 2H,(g) —= Silg) + CHé(g) + 3HCL(q)
. . 1
CH351c13(g) Hz(g) ——=— SiH(g) + §C2H2(g) + 3HC1(q)
. 1 : 1
CH3S:LC]_3(g) EHz(g) —= Si(qg) + icsz(g) + 3HC1(q)
CH3SiCl3(g) 2H2(q) —— SiH({(g) + CH3(g) + 3HC1l(q)
. 3 ,
CH381C13(g) §H2(g) — Si{qg) + CH3(g) + 3HC1(q)
Fig., 9 Overall equations in the Hp-MIS system at latm,
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system at Tatm.
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2200 1,2 1,2 1,2 1.2 2,4 2,4 2,4
2000 1,2 1,2 1,2 1,2 i,2 1,2,4 2,4
1800 1,2 1,2 1,2 1,2 1,2 1,2 1,2
1600 1,3 1,2,3 1,2 1,2 1,2 1,2 1,2
1400 1,3 1,3 1,3 1,2,3 1,2 1,2 1,2
1200 1,3 1,3 1,3 1,3 1,3 1,2,3 1,2
1000 1,3 1,3 1,3 1,3 1,3 1,3 1,3
1 10 102 103 10f 105 108
Ar/MTS

CH3SiCl3(g) —== SiC(s) + 3HCl(qg)

CH3SiCl3(g) —= C(sg) + SiClz(g) + HCl{g) + Hz(q)

CH3SiC13(g) + HCl(g) —= C(s) + Siclq(g) + 2H2(q)

CH,8iC1,(g) —= C(sg) + Si(g) + 3HCL(qg)

Fig. {7 . Overall equations in the Ar-MIS system at latm.
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