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AHHOTaUUuA

esn. PaccunTarh BAMSHUE YTEUKU JIETYUHX POAYKTOB Peakiuii KapOOTEpMUUECKOTO CHHTEe3a KapOuaa KPEMHHs Ha MaCCOBBIH BBIXOJL
KOHEYHOT'O IPOJLYKTa M PAa3BUTh OOLIYIO MOJIEIb CHHTE3a MEJIKOIMCIIEPCHOTO KapOu/a KPeMHHMS B YaCTH KOHKPETH3allUu MaTeMaTHye-
CKOM MOZIENHN YTEUKH JIETYUHX MPOLYKTOB XUMUUECKHX PEAKLIUH N3 PeaKIIMOHHOTO 00bEMa YCTAHOBKH C 0XKHIKAIOIIM HHEPTHBIM I'a30M.

Mertoapbl. B kauectBe criocoba nosmyuenus SiC paccMOTPEH MPOIIECce ero MPOU3BOJCTBA B AJICKTPOTEPMHUYECKOM KHUIIAIIEM ciioe. Bepu-
(uKaIKs MOJIENIN YTEUKH JIETYYMX MPOJAYKTOB MMPOBEIEHA IyTEM CPABHEHHUS PE3YJIBTATOB PacueTa ¢ MMEIOIIMMUCS YKCIIEPUMEHTAIIb-
HBIMH J[aHHBIMU 110 cuHTe3y SiC B peakTope BBICOKOTEMIIEPATYPHOIO KUIISIIIEro ¢jiost. [lapameTpamMu CpaBHEHHUS SIBJSUTMCH MaCCOBBIIA
BBIXOJI KapOu/ia KPEMHUsI ¥ CyMMapHO€ BPeMs CHHTE3a P MOCIIE0BATENbHBIX BBOAAX MOPIMH JUOKCHIA KPEMHUS B PEAKIIMOHHbIM
00bEM peakTopa.

Pe3yabrarsl. KoHKpeTH3MpOBaHO 3HAaYEHHE IapameTpa p odmiel Mopenu cuaTe3a SiC B KUILIIEM CI0e — HMapaMeTp p PaBeH OTHOIIe-
HUIO Y¥CIIa YIIIEPOJ0COSPIKAIUX JaCTHUII, yIacTBYIOIIMX B 00pa3oBaHuu SiO, K 00IIeMy YHCITy YaCTHII JHOKCHIa KPEMHUS ¥ XapaKTe-
pH3YyeT COCTaB yCTONUMBBIX KOMILUIEKCOB YACTHII IIMXTHI IPU Pa3HBIX PadOUMX TeMIIepaTypax ICeBI00KIKEHHOTo ciost. [lokazaHo, 4To
OTKJIOHCHHE PACUETHBIX U IKCIICPHMEHTAIILHBIX 3HAYEHHI Macc KapOuaa KpeMHHs, OJIy4aeMOoro B Pe3ylIbTaTe CHHTE3a, He TPEBBIIIaeT
15.5% npu BbIcOKOH Temmneparype kumsimiero ciost (7 = 1800°C) u ymeHbInaeTcst IpH CHIOKEHUH padoueit Temueparypsl: 4.7% npu
T = 1450°C.

BeiBoabl. O0mast pacueTHast MOIETb CHHTE3a KapOHaa KPeMHHS C BCTPOSHHOW MPOIEypOol pacueTa YTeUKHU JIETyUHX IIPOYKTOB XH-
MHYECKHX PEaKIMii MO3BOMISET IIPOBOJUTH aHAIIM3 BAPHAHTOB MPOou3BoCTBA SiC B peakTopax 3IEKTPOTEPMUIECKOTO KHUIISIIETO CIIOS.
Ba)kHBIM IIpH 3TOM SIBIISIETCS OPTaHU3AIHS SHEProd(hPEeKTHBHOTO pabouero ukia 6e3 mpeaBapuTeIbHBIX JOPOTOCTOSIIHX KCIIEPUMEH-
TaBHBIX MCCIECTOBAHHI.
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Abstract

Objectives. To calculate the effect of leakage of volatile synthesis products on silicon carbide yield in an electrothermal fluidized bed
reactor, as well as to develop a general model of the synthesis of finely divided silicon carbide. This will be achieved by particularizing
a mathematical model of leakage of volatile products of chemical reactions from the reaction volume of the reactor with the fluidizing
inert gas.

Methods. As a method to produce silicon carbide, synthesis in an electrothermal fluidized bed was studied. The model of leakage
of volatile products was validated by comparing the calculation results with existing experimental data on the SiC synthesis in a high-
temperature fluidized bed reactor. The comparison parameters were: mass yield of silicon carbide, and the total synthesis time in a reactor
with batch loading of silicon dioxide into the reaction volume.

Results. The value of the parameter p in the general model of SiC synthesis in a fluidized bed was established. The parameter p is equal
to the ratio of the number of carbon-containing particles involved in the formation of SiO, to the total number of silicon dioxide particles.
It also characterizes the composition of stable complexes of particles of the charge at various operating temperatures of the fluidized
bed. The discrepancy between the calculated and experimental values of the masses of the synthesized silicon carbide was shown not
to exceed 15.5% at a high temperature of the fluidized bed (7 = 1800°C) and decreases with a decrease in the operating temperature
to 4.7% at T= 1450°C.

Conclusions. The general computational model for silicon carbide synthesis with a built-in procedure for calculating the leakage
of volatile products of chemical reactions enables the variants of SiC production in electrothermal fluidized bed reactors to be analyzed.
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In this case, it is important to establish an energy-efficient working cycle without preliminary expensive experimental studies.
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BBEAEHUE

AHamM3 CIIOKHBIX BBICOKOTEMIIEPATYPHBIX IPOIIECCOB
B TETEPOTeHHBIX CHUCTEMax C XUMHYECKH pearupyro-
IIMMHA KOMITOHEHTaMH 3()(EeKTHBEeH TpH COYETaHUHU
9KCTICPUMEHTAIbHBIX M AHAJIMTHYECKUX METOIOB HC-
cnenoBanus [1-6]. B padorax [7, 8] mpuBeeHO OTMBITHO-
TEOPETHUYECKOE HCCIIeoBaHue (POPMUPOBAHHS TICEB-
JIOOXKIDKEHHOTO  CIIOSI JINCIIEPCHOTO MaTrepuana IS
YCTAHOBJIEHUS 3aKOHOMEPHOCTEW U OTHOLIEHUN MEKIY
TUAPOIMHAMAYECKAMH IIPOIIECCAaMH M AIIEKTPUYECKOU
MIPOBOJIMMOCTBIO CJI0s, ObUIa MOCTPOEHAa MaTeMaThye-
CKasi MOJICNIb TPOTHO3WPOBAHMS CTPYKTYPHI 0O0JIacTH

MICEBOOKIKCHHBIX YACTHUIl MPH HAJIUYUU BHYTPEHHHX
JOKANBHBIX HCTOYHUKOB TEIUTOTHL. OIHAKo B Ha3BaH-
HBIX pabotax [7] u [8] uccnenyemas obnacte He SBIS-
Jach PEaKIMOHHOW, TO €CTh TpaHCHOpMAIUs KOMIIO-
HEHTOB HE PaccMaTpUBaliaCh, Kak U BBIXOJ KaKOH-T1O0
MIPOIYKIIUH.

B paborax [9-11], MOCBSIIEHHBIX HCCIICAOBAHU-
SIM 3aKOHOMEpHOCTEH 00pa3oBaHUS KapOWIa KPEeMHUS
B anekrporepmudeckoM kumsimem cioe (OTKC) [12],
ObUTH TIPOBENEHBI JKCICPHMEHTHI I10 YCTaHOBJICHHIO
napaMeTpoB Tpoliecca, O0EeCIEeYHBAIONINX HEOOXOIH-
MBIE CBOHCTBA MOIyYaeMOTO MPOAyKTa. TeopeTndaeckuit
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aHaJM3 (U3UKO-XUMHUYECKHX IPOIECCOB NPU CHUHTE3E
SiC B peakrope DTKC B 3THX paborax He 0003HAUEH.

B padorax [13—15] oTpakeHO pa3BUTHE MOAEIH CUH-
Te3a MEJKOIUCIIEPCHOTO KapOuaa KpeMHHS B IICEBIO-
OXKM)KEHHOM BBICOKOTEMIIEPaTypHOM CJI0€ KOMITOHEH-
TOB XMMHUYECKUX peaKuil. DTOT peaKIMOHHBIH 00beM
COCTOHT U3 CTOXAaCTHUYECKU NIEPEMEIAIOIINXCS TBEPIBIX
YaCTHII, OXKIDKAIOIIETO Ta3a M JICTyJHX MPOIYKTOB XH-
MUYECKHX peakiuil. BMecre ¢ 0uKaromuM HeUTpab-
HBIM Ta30M YIAISTIOTCSI U3 PEaKIIMOHHOTO 00beMa | Jie-
Ty4u€ HPOLYKTHl PEaKLUM, YTO, HECOMHEHHO, BIMAET
Ha 3 HeKTHBHOCTH PabOThl YCTAHOBKH.

B HacToseit paboTe mpeiokeHa MoJielb mpoiecca
yTeuku Si0 — Ba)KHEHMIIEro KOMIIOHEHTA PEaKIUU CHH-
te3a SiC, B 3HAUNTENLHOW Mepe BIMAIOLIETO HA BBIXOJ
KapOua KpEeMHHSL.

BasoBble NoJIOXKEHUS MOAESIN CUHTE3a

PaccmoTpeHa KOHKpETHasi YCTaHOBKA — PEaKTOp

OTKC ¢ moaBoaoM 31EKTPUUYECKONH SHEPTHH, THE pe-

AKIMOHHBIA 00BEM OPraHU30BaH KaK IICEBIO0KUIKCH-

HBI (KHISAIUR) cioi. TBepJple KOMITOHEHTHI peak-

IIUOHHOTO 00beMa (IIMXTa) MpPU 3arpy3ke B PEaKTop

MPENICTABICHBl YaCTUIAMH  YIJIEPOJIOCONIEPIKAIIETO

Marepuaina (yrojb WK KOKC, PeKCHI) U YaCTHIIAMH JTU-

OKCHJIa KpeMHUs (peYHON WM KBapIeBbId mecok) [16].
MakcumanpHas pabodas TemIeparypa B KHUILIIIEM

cioe cocrapisuia 1800°C; naBneHue B pabodeM oObeme

ocTaBaIoch Onn3kuM Kk armochepromy. [Iporecc cunre-

3a SiC ObLT OpraHU30BaH B HECKOJILKO CTaJINK:

e 3arpy3Ka ymiepoaoCOASPIKANIUX YACTHII, UX IICEBIO-
OXKW)KEHUE M PAa30TPEB BCETO PEaKIIMOHHOTO 00bheMa
J10 paboueil TemMnepaTypsl;

® TIEpPHOAMYECKAs 3arpy3Ka YacTHI] SiO2 JI0 IIOJIHOTO
UCUYCPIIAHUS BCErO UX KOJMYECTBA, MPEIyCMOTPEH-
HOTO JJIsl opranu3anuu cuatesa SiC.
[pu peanu3anuu MOIEIIN MPUHSTHI CIACAYIOMINE TPHU-

ONVKEHUS U JIOTTYIIICHHS:

® B PCAKIMOHHOM OOBEME JABIICHHE a30B M MX TEMIIC-
parypa B Tpoliecce CHHTe3a KapOuia KpeMHHS He W3-
MEHSTIOTCS,

® CMeCh T'a30B B PEAKIIMOHHOM 00bEMe SIBJISIETCS CMe-
CBIO UJICaTIbHBIX I'a30B;

® JIETYYMMH TPOIYKTAMU CHHTE3a SIBIISIFOTCS TOJIBKO
CO u SiO; cmech razos cocrout u3 CO, SiO u oxu-
xarorero rasa (N,);

e MAaCCOBBII PacXo] OXKIDKAIOIIETro raza HE MCHSCTCS
B IIpOIIeCCE CHHTE3a;

e IIpollecC CHUHTE3a IPEICTaBUM B KBa3UCTAI[HOHAP-
HOM TIPUOITMKESHUH.

MaTtemaTnueckaa mogesb yreuku SiO

Kak u B paborax [13—15], Hamu ObLT UCTIOIB30BaH (heHO-
MEHOJIOTUYECKUH TTOAXOM ¥ YUUTHIBAIUCEH TOJHKO TIBE OC-
HOBHBIE XUMHYECKHE PEaKIMi CHHTE3a KapOu1a KpeMHUS:

JJIs1 4aCTHI] (72

C + Si0, = Si0 + CO (1)
U JIJIS YaCTHIL C;

2C + SiO = SiC + CO. 2)

3nech ¢, — KapOu1000pasyroIMe yIIepoa0Ccoaep-
JKAIME YACTHUII; ¢, — YIIEPOIOCOIEPIKAIME YACTHIIBI,
BCTynaromue B peakuuro ¢ SiO, B razoo0pasHoii dase.

[NockonpKy Temmeparypa IUIABICHHS U HHTCHCHB-
Horo ucnapenus SiO, HUKe TeMIIEpaTypbl Havana Kap-
0u1000pa3oBanusl, YaCTUIILI C, OXJIAKIEHBI U B PEAK-
1H (2) HE YYaCTBYIOT.

KonuuectBo razoo0pasnoro npoaykra SiO mnst oj-
HOTO W TOTO K€ PEeaKIMOHHOTO 00beMa B peakiusx (1)
u (2) otnuaetcs uz-3a yreukd Si0. Onpeaennum Macco-
ByI0 yTeuky SiO Kak

dmg;o

2 VorsMsi0Csio> (3)
rie m — macca; T — Bpems; ¥ — 00beMHBII pacxo;
M — MOJIbHasA Macca, C — KOH]_leHTpaL[I/ISI; HUHJCKC

«Si0» OTHOCHUTCSI K OKHCH KPEMHHS, WHACKCH «yT»

U «OTB» K YTEUKE M OTBOJY CMECH I'a30B U3 PEAKIIMOHHO-

ro oobema cootBeTcTBeHHO. Torma u3 (1) u (2) ciemyer:
: 1

T, = —Em ot VorsM .Csio» @)

TJIE MHJEKCBI «C», «C|» M «C,p» OTHOCATCS K YIIEPOIy

U yIIepoN0CoNepKallkM YacTHIAM ¢, M C, COOTBET-
dm dm

a0 _ ©

m =
b
dt 2 dt

CTBEHHO; M o =

y[ITeM, qTO JJI1 CMECH UACAJIbHBIX I'a30B

P
Cn, +Cco +Gsio = R (6))

3neck P — naBjieHue cMecH ra3os; I’ — Temmeparypa
cmecH; R — yHuBepcasbHasl ra30Basi MOCTOSIHHAS; HH-
nexeol «No» u «CO» OTHOCATCS K OXKUIKAIOIIEMY Ta3y
U OKHCH YyIJIepoJia COOTBETCTBEHHO.

[Ipeobpasys ypaBHEHHE MOJIBHOTO OallaHCa Ha BBIXO-

Jie CMeCH Ta30B U3 PeakUHOHHOro o0bema V,, ;1 npu-
HUMas BO BHHMAaHHE YPaBHEHHE CBSA3M KOHIIEHTPAIMH
JETy4uX IIPOIYKTOB B 9TOM 00beMe (5), momyyaeM ypas-

HeHue CBsA3K KoHUeHTpauuu Cgou Vo

= oy
Bx M BX ¢ q
- My, M, 2
OTB a —C. > 6)
1 Sio
1€ UHACKC «BX» OTHOCHUTCA K OXKMKACMOMY I'a3y Ha BXO-
. P
Jie B PEaKIHOHHBIN 00beM; p — IUIOTHOCTD; &) = Tk

3amMeTuM, 4TO ypaBHEHHE (4) OTpakaeT BIHSIHHE
yTeuku SiO Ha AMHAMUKY U3MEHEHHS MacC YacTHUIL CluC,
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B PEaKLMOHHOM O0OBbEMe, a CIIe[JOBaTeIbHO, MTOKA3bIBa-
eT U cBsA3b yTeuku SiO ¢ BBIXOOM KapOuga KpeMHUSI.
[TpounTerpupoBas ypaBHEHHE (4), MOTydaeM CIELyIO-
Mt pesynsrar s nepuoaa At paboTel peakTopa mpu
enuHr4HOM 3arpyske SiO,:

3 ﬁcl 3 ( 1 Jl

Ar’ = Ar’ +| —a Mg (7)
. ~ 2 SiO°
2 2n 02 q 3

1 Csio
e Msio = I{mBX ~ Moy =5 M }edf; 9=(a—“
1

At ~Csio)
3 3 3
(T AT
%) %) 02 q aq a
) M, .
= o VoxPux> 7 — TEKYIMil pajuyc 4YacTHIIBI;
N,

uHaeke «¢b» (paxruyeckuii) OTHOCUTCS K IapameTrpam
B MOMEHT 3arpy3ku nopuuu SiO,, HHIEKC «Kp» (KPUTH-
YEeCKHUIl) — K MOMEHTY 3arpy3KH NOCIeIyoIlei MOpLUun
WIM OKOHYaHHMIO Tiporecca mnpomsBoactBa  SiC;
=4np_ n oy 7. — YHUCIO YaCTUIl B PEaKLHOHHOM
061,eMe
OCHOBHOIl TPYAHOCTBIO B PEIICHUH 337a4u O BIIUS-
UM yTeukd SiO Ha BEIXOX KapOuma KPEMHUS SBISIETCS
MOJTyYeHHEe pe3ysibTaTa MHTEIPUPOBAHMS MPABON 4acTH
BBIDOKEHUS A Mg, (7). Bocmonb3yemest MOEbHBIM
MPEAT0KEHUEM 110 OMMCAHUIO U3MEHEHHsI PaIlyCOB Ya-
CTHIL C; U C, [14—15] B mpencraBneHUN COCTABISIONTNX
mcl u m, noasiHTerpanbHoil Gyukunu (7). B utore
uMeeM (YHKIHIO, PEe3yJIbTaTOM HHTETPHPOBAHMS KOTO-
poii sBisieTcss mpounsBeieHne Oera-QyHKIMK M THIepreo-
metprueckoro psima [17-18]. Ilocae mpeobpasoBanuit
MOTy4aeM:

+

Ar =1—Ar +alln11
Kp 2
S v2n Sy (s ) St ®)

+ap

]
)

2
TS, 2907, S+ | Sﬁ}.

4 R
* . *
Bnech B =——; ap =ny, 5 €< —; ay= 31Ar62[3 ;
a m
02 Cl

3 n
ag == IA B ro=r® K Ap = KR,

27 1 aqa 9 G o o
Sj (= 1,..., 6) — runepreoMeTpUdecKue pssl, uX 00-
MU BUT:

1
of Science and Technology (NTNU). Trondheim. 2015. 90 p.

wri-l
S. :Z&’ 9)

j .
! kj+l

C
ek, =1l ky=2Lky=3Lk,=1,ks=2,k;=3, [ = L2 :
Hupexc «0» B onpeienieHuu a; 03Ha4aeT MOMEHT BpeMe-
HU Hayalla CHHTE3a IOCIIe IPOrpeBa PEaKkInOHHOTO 00b-
ema 710 paboueil Temmeparypsl npouecca; R — Havdalb-
HBIA CPEIHUHN pajuyc 3arpy’KEHHBIX B PEAKTOP YaCTHII,

max
« G50 + S0 o *
= - = . HKIIUN n
Cl Cl A ; > 02 C2 A : y I \Ilcl
1 2

*
V. OTPaxaroT COOTBETCTBEHHO CKOPOCTH XMMHYECKHX
peaxmmii (2) u (1) [19, 20]'. MakcumanbHast KOHIICHTpa-

LU Cg}g" napoB SiO, pacCUMTHIBAETCs COMTIACHO JIaH-

HBIM pa6OTLI [14]. Onpenenenne xonuentparmn CHS

JeTy4yero MmpoaykTa peakuuu cunrte3a SiC Hemocpen-
CTBEHHO TIOCIIE 3arpy3KH B PEaKIMOHHBII 00BEM oOde-
peaHOil mopIuK JUOKCHIa KpeMHUS TpeOyeT yTOUHEHMUS,
COINIACOBAaHHOTO C MAaTeMaTHYeCKOH MOJENBIO yTed-
ku SiO.

OI'IDED,GJ'IEHVIE MaKCumMmaJibHOro 3Ha4eHunsa
KOHUEeHTpauun SiO B peakLMOHHOM 0Gbeme
O6o3HauUM Mg, U Mo KaK MAcCOBYIO TCHEPALIMIO
SiO u CO B V,, B MOMEHT «BIpBICKa» MOPLHH
SiO, (1 =0). Torna u3 (1) u (2) cnenyer

-1

Cmax 1 m
ome | | | (10)
CO 2m,,

=0
Ypasuenue (5) 1 T = 0 ¢ yuetom cootHoteHus (10)
OyZeT BBIMISACTD TaK:

a=Cy,|_ +cus AT (11)
2lz=0 ! 2 I’I’lc2
=0

YCTaHaBJII/IBaIO]lly}OCH KOHICHTPAUIO OXKHKaroule-

IIPY BBOJIC B PEAKIIMOHHBIN 00bEM TOp-
T=!

ro rasa CN2

uuu vactun SiO, onpeseseM 4Yepes3 KOHLEHTPALUIO

Si>. TIO COOTHOLICHHIO TEHEPallMM MOJICH JIeTydunx

MPOIYKTOB:
Cx m. M
2 _ _ " BX C
max s ’ (12)

SiO |rg e My,

MaccoBble pacxo/pl icl u n'zCz paccumTaeM corac-
HO OOIIel MOJeNu cuHTe3a Kapouaa kpeMuus [14—15].

Feng N. Kinetics of the reaction between quartz and silicon carbide in different gas atmospheres: Master Thesis. Norwegian University
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B urore u3 ypaBuenwuii (10)—(12) u cooTHOmeHn# ass

ONpE/ICICHHH MM, W 7, TONy4acM KBaJPaTHOE OTHO-

cuTenbHO nckomoro mapamerpa CG&¢ ypaBHeHue u pe-
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0. — JIONISl IOBEPXHOCTH YaCTHUII, y9aCTBYIOIIAs B XH-
MUYecKoil peakunu, k, u k, — KOHCTaHTBI XMUMHUE-

ckux peakiuii (2) u (1) cOOTBETCTBEHHO.

OO6w,ag cxema pac4yeToB

Kak u B paborax [14—15], mo oOuieli Momenn cUHTE3a
KapOua KPEeMHHS PACCUNTBIBATIMCH BCE OCHOBHBIC MTapa-
METPBI ITPOIIecca, OMPEACISIONIe H3MEHEHHE BO BpeMe-
HU XapaKTePUCTUK HIUXTHI: pa3Mepbl TBEPAbIX YaCTHII,
KOHIICHTPAIMH JICTYYHX KOMIIOHEHTOB B PEAKIIHOHHOM
00BbeMe U BBIXOJ] KOHEUHOTO MPOIyKTa cuHTe3a. OnHAKO
B OTIMYKME OT Ha3BaHHBIX PabOT KaKIbIH BapHAHTHBIN
pacyeT MacC CHHTE3MPOBAHHOTO KapOuia KPEMHUS Mg~
MPOBOIWICS IS OBYX YCIOBHH: C HAJIMYHEM YTCUKH
Si0O B pabouem nporiecce u 6e3 Takoii yreuku. BrnusHue
yTeuku SiO ompesensioch CpaBHEHUEM 3HA4YCHUH 0e3-
pa3MepHOro mapaMeTpa:

mnax _ ;P
SiC SiC
Y =202 (14)
mgic

7€ MHIEKC «*» OTHOCHTCS K YCIOBUIO OTCYTCTBHS YTEU-
k1 SiO B mpoliecce CUHTE3a; MHICKCHI «Max» U «p» yKa-
3BIBAIOT HA MACCOBBIH BBIXO IPOAYKTA CHHTE3a IIPH MH-
HUMAaJbHOW  yT€UKE W  PA3IUYHBIX  3HAYCHHSIX
mapameTpa p COOTBETCTBEHHO. IIpu 3TOM MakcHMallb-

HBIA BBIXO]] KapOuIa KpEMHHUS mgl%x BCerna HaOmonaeT-
s TIPY MUHMMAJILHOM 3HAYEHHH P, 3aBUCSILIEM OT (QU3H-
YECKUX CBOﬁCTB yrnepozloconepncamnx YHYaCTHUIl U YaCTHUI
SiO,. Jlnsa pekcula U PEYHOTO IeCKa, HAIpUMeEp,
pmn ~ (.2,

BapbupyeMbIMu [TapaMeTpaMu B pacyeTax sBISIIICH:

Macca mgj M COCTaB UCXOTHOU HIUXTHI, pa60qa;[ TEMIIC-

parypa CHHTE3a, KOJMYECTBO O 3arpyKaeMbIX MOPLIUN
SiO, ¥ OTHOCUTENBLHOE KOJIMYECTBO YACTHUI[ C,, BCTY-
2 25
n

natomux B peakmuio (1), p= [Tockonbky

sio,

napaMeTp p B paMkax ()eHOMEHOIOTHYECKUX TOAXOI0B
MIPY MOJICIUPOBAHUH TPOIECCOB CO MHOKECTBEHHBIM
YHCJIOM YacCTull onpeacyieH OBITH HE MOXKET, 3TOT napa-
METp ONpeNeNsIICsS U3 CPaBHEHHS MHTETPATBHBIX MTOKa-
3arenell askcrepuMeHToB [11] u pacueroB. TakoBbIMHU
MOKa3aTesIMA  SIBISUTUCh  MAacCOBBIM BBIXOI KapOmma
KpEMHUs U BpEMA CUHTE3a IMPU UACHTUYHBIX UCXOAHBIX
JTAHHBIX SKCTIEPUMEHTA U PacyueTa.

PE3YJIbTATbl PACHETOB U UX AHAJIU3

OO0Owwme ncxoaHble AaHHbIe

Bce pacdetsl mpoBoIMIIACH IS TpEX 3HAUSHHH O (0 = 2,
5 u 10). Ilpu 5TOM IPHUHATO YCIOBHE PABHOMACCOBBIX
MOPITUI BBOJMMBIX B PEAKIIMOHHBIA OOBEM 4YacTHIT
SiO,. B kauecTBe ymiepomoCoOAEpKaIMX YaCcTHIl pac-
CMOTpeH pekcull, p. = 500 Kr/M>. JIMOKCHT KpeMHHS
KaK KOMIIOHEHT HWCXOAHOM IIMXThl — KPYIHBIH ped-
HOW mecoK. Pa3nenbHO paccMOTpEeHBI HPOLECCHl IPH
pabounx Temmeparypax 7 B peakUOHHOM o0beme,
paBubix 1450, 1600 u 1800°C. YacTuibl KOMIOHEHTA
LIUXTHl B UCXOAHOM COCTOSIHUU BO BCEX pacueTax MMe-
M OIMHAKOBEIN cpenHmii pasmep: R-= 10.75 - 10° M
u R3102 =6.5 107> M. MaccoBblii pacxo/ OKIKAKOIIETO
rasa paccyuThIBaJICs coracHo [21].

PacueT npu nepeMeHHbIX 3Ha4eHUsax
napameTpap

Tabmuna 1 1eMOHCTpHUPYET pe3ybTaThl paCueTOB BBIXO-
JIa KapOujga KpeMHHUS B MpoLEeccax CHHTE3a C y4eTOM
yTedkd SiO ¥ B TUIIOTETHYECKOW CHTYaIluH, KOTIa TAKOH
YTEUKH HET U BBIXOJ MPOJYKTa MakcUMalieH. McxoHbie

MacCcChbl TBEPAbIX KOMIIOHCHTOB IIMUXTHI: m? =032 xkru

mgiozz 0.3 kr. Pabouas Temreparypa Tmporecca

T =1600°C.

AHAIOTHYHBIC PAcYeTHI POBENCHBI IS JPYTHX pado-
YMX TeMIepaTyp CUHTe3a KapOuma kpemuus: 7 = 1450°C
u T = 1800°C, pe3ynbTarhl KOTOPBIX JIEMOHCTPHPYET
puc. 1. U3 tabn. 1 u puc. 1 BUmHO, 9TO 7151 PACCMOTPEHHBIX
pabounx Temrieparyp cuate3a SiC pocT mapamerpa p co-
MPOBOXKIAETCSL CHIDKCHUEM BBIXO/Ia KOHEYHOTO ITPOAYKTA.

OObsicHeHHE 3TOTO A(PQEeKTa JOCTATOYHO IPOCTOE.
VYBenuueHne TmapaMeTpa p O3Ha4aeT oOpa3oBaHUE
YCTOMYHMBBIX KOMILIEKCOB 4acTHIl ¢, + SiO, IOHMKeH-
HOM TeMIepaTypbl C YBEIMYMBAIOIIUMCS YHCJIOM dYa-
cTuIl ¢,. IIpu 3TOM, B Cllydae HEM3MEHHOIO HCXOIHOTO
YHCIa YITIEPOIOCOACPKAIINX JACTHILI, KOTMUECTBO Kap-
0M1000pasyloNuX YacTUIl ¢; YMEHbIIAETCS, TOIMIMHA
cJ10s1 KapOuyia KpeMHusl, pOPMHUPYIOLIETOCS HA S/IPE C |,
pacTeT ¢ HEM30CKHBIM YBEIHUCHUEM TU(QY3HOHHOTO
COIIPOTUBIICHUS U YMCHBIICHHEM CKOPOCTH OCHOBHOIA
peakmuu (2). TIporece cHHTE3a CTAHOBHUTCS OoJIee JIJTH-
TENBHBIM C yBEIMUYEHHOU motepeit SiO — BakHOTO Je-
Ty4ero KOMIIOHEHTa XUMUYIECKOU peakiuu (2).
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Tadmuua 1. OcHOBHBIE XapaKTEPHUCTHKH Iporecca cuHTe3a SiC 1 pa3Mepsl YaCTHIl OCTaTOYHON XTI

Table 1. The main characteristics of the SiC synthesis process and the particle sizes of the residual charge

Mg;c> KT | % BeIxoza | Bpems, ¢ rcl:hlx - 105, m Mg;c> KU | % BbIXO#a | Bpewms, ¢ rc]imx <105, M rcazux 105, M
mgic> kg Mass Time, s rgllield -10°, m | p Mmgic» kg Mass Time, s i’c}llield -10%, m rc}:eld -10%, m
yield, % yield, %
C yuerom yreuku SiC be3 yuera yreuxn SiC
With SiC leakage Without SiC leakage
0.108 35.724 10589 6.685 10 1 0.6 0.195 57.716 32127 5.708 9.413
0.114 37.381 9146 7.626 10 0.5 0.195 57.770 19876 7.216 9.095
0.119 38.713 8025 8.264 1010.4 0.195 57.796 14733 7.980 8.572
0.124 39.958 7531 8.734 10103 0.195 57.812 11962 8.460 7.523
0.132 42.222 7202 8.952 10]0.2 0.195 57.822 10574 8.795 2.595
0.124 40.152 9836 6.724 510.6 0.195 57.563 31079 5.779 9.413
0.130 41.602 8694 7.975 5105 0.195 57.639 16792 7.244 9.095
0.136 43.109 7538 8.308 5104 0.195 57.688 11746 7.995 8.572
0.142 44.703 6377 8.865 5103 0.195 57.719 9446 8.470 7.523
0.147 46.005 5741 9.009 5102 0.195 57.739 8187 8.802 2.595
0.141 44.637 7870 7.121 2 10.6 0.195 57.490 30146 5.883 9.413
0.142 44.816 6881 8.002 2105 0.195 57.439 12467 7.297 9.095
0.144 45.295 5523 8.586 2104 0.195 57.492 8461 8.026 8.572
0.148 46.315 4865 8.929 2103 0.195 57.535 6745 8.491 7.523
0.163 50.036 4606 9.185 2102 0.195 57.566 5618 8.817 2.595
Ipumeuanue: % BbIXOAa — [% -100%; MHOEKC «BBIX» OTHOCHTCS K BPEMEHH 3aBEPIICHHs CHHTE3a.

il

Note: The yield (%) is calculated as (MJ -100%; the subscript yield refers to the time at which the synthesis is completed.
Meh
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Puc. 1. Bimsane yreuxn SiO Ha BIX0OJ KapOHIa KPEMHUS IPH pabovIrX TeMIIepaTypax CHHTE3a
(a) T=1450°C, (b) T = 1800°C. dynkuus ¥ = Y(p): (1) 6=2;(2)5=5;(3)6=10

Fig. 1. Effect of SiO leakage on silicon carbide yield at operating temperatures
of (a) 1450 and (b) 1800°C. Function Y= Y(p): (1) =2;(2) §=5;(3)5=10
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B PEAKTOPE 3/1EKTPOTEPMUYECKOTO KUMSLLErO CII0N

B.C. Ky3eBaHos,
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Ha puc. 2 nokasana cBs3b yTeuku SiO cO BpeMeHeM
mpoliecca cuHTe3a B Buje rpadukos ¢pyHknuu ¥ = Y(X),
rae X — OTHOCHUTENbHOE BPEMs JOIOIHUTEIbHON yTeu-
Kk SiO, COOTBETCTBYIOIIEE POCTY Tapamerpa p OT €ero
MHHHMAJIbHOI'O 3HA4YCHUA,

P _ .max
LA, (15)

T
*
B onpenenennu (15) Bpemena v, 7% u 1 cOOTBET-

CTBYIOT CHUHTE3Y C BBIXOZOM KOHEUHOTO IIPOAYKTa méjic ,

mgE n m;iC' I'paduku Ha puc. 2 OTpaXKAIOT BIHMSIHUC
KOJIMYECTBA BBOJIOB O B PCAKIIMOHHBIA 00BeM paBHOMAC-
coBbIX nopuuii SiO, u paboueii TemMreparypsl npouecca
Ha MOTEPI0 KOMIIOHEHTa XMMUYCCKUX PEaKIni CHHTE3a
KapOuIa KpeMHUSL.

Bepudukauusa pe3synbtaTtoB pacuyeTa

Ilepemennsie X (15) u Y (14), BeicTynaroime B poiu ap-
TYMEHTA M PACUeTHOU (DYHKITUH TIPH IIOCTPOCHUH Tpadu-
KOB Ha puC. 2, ynoOHBI 1711 aHalu3a BIUAHUS yTedku SiO
Ha MMOTEPI0 KOHEYHOTO MpoaykTa mpu cuHtede SiC. D10
BJIMSHUE B 3HAUUTEIHHO MEPE 3aBUCHUT OT BPEMEHH CHHTE-
3a, KOTOpOE, B CBOIO OYEpPE/Ib, ONPEACICHO COOTHOIICHH-
€M pearupyroumx 4acTull p B 00pa3yroluxcs yCTOHYH-
BBIX KOMILIEKTaX ¢, + SiO, M KOJMIECTBOM MOPLHMOHHBIX
BBOJIOB 0 4actull SiO, B TEUEHUE BCETO MPOLIECCa.

He B pacuerHOM (BUpPTyaJbHOM), HO B pPEallbHOM
mpolecce NpOU3BOJACTBA KapOuaa KpEMHUS TapameTp p
IPUHAMACT, COIJIACHO MOJENHHOMY IIPEICTABICHHUIO
(hUBUKO-XMMHUYECKOTO Mpolecca, BIOJIHE KOHKPETHOE
3HaueHue. OHAKO ATO 3HAYCHUE HE MOXKET OBITh 3a(hHK-
CHUPOBaHO B PEAKIHMOHHOM OObeMe HEMNOCPEICTBEHHO
B 9KCIIEPUMEHTE BBHUJY OTCYTCTBHUSI PabOTOCIIOCOOHBIX
METOJIMK COOTBETCTBYIOLINX M3MepeHuid. B cBoro oue-
penb, IS 3aJaHHOTO COCTaBa IIUXTHI, MIPH W3BECTHBIX
KOHCTaHTax XuMHuyeckux peakuuit (1) u (2), KoHKpeT-
HOW pabodell TeMIiepaType CHHTE3a M KOJMYECTBE Iie-
PUOAMYECKUX MOPIMOHHBIX BBOJOB JHOKCHIA KPEMHUS
B PCaKIMOHHEIH 00BEM TMapameTp p W BpeMs CHHTE3a
KOHEYHOTO MPOAYKTA CBsI3aHbl OJJHO3HAYHO. DTO MOXKHO
BHJIETh U3 CpaBHEHHs puc. | u 2.

B skcniepumenTax aBropbl padot [9-11] dukcupo-
BaJIM B PEAKTOPE SICKTPOTEPMUIECKOTO KHITAIIETO CIOs
B IIPOILIECCEe BBICOKOTEMIIEPATypHOIO CHHTE3a Kapouaa
KPEMHUsI, B YaCTHOCTH, M3MEHCHHS CIEAYIOINX Tapa-
METPOB PEaKLMOHHON cpenpl: pabouyio TeMmeparypy
KAISIIIETO CJIOSl, PAcXOX OXKIDKAIOIIETro Tasa, KOHIICH-
tpauuto CO (Ha BbIXoze U3 peakropa). [Io oxoHUaHUIO
Ka)KJIOTO SKCIEPUMEHTa M3MEepPsIach Macca OCTaTOUHOM
IIMXTHI, a TOCJe OTKHUra — Macca MOJYYEHHOTO KO-
HEYHOTO TpoAyKTa. [IpoBomgmics Takke TIIATEIbHBIN
Mopdonornueckuid aHanuz. Jlanusie padotsl [11] B3STHI
33 OCHOBY BepH(HKAIIH PE3yIIbTaTOB pacueTa B HACTOS-
IIEM MCCIICIOBAaHUU C OJIHOBPEMEHHON KOHKpeTHu3auueit
MOZEIHHOTO 3HAYEHHSI TapaMeTpa p.
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Puc. 2. BimsiHre BpeMeHN CHHTE3a Ha BBIXOJ KapOuaa
KPEMHHUS [IPH pabOYUX TeMIeparypax

(a) T = 1450°C,

(b) T'=1600°C,

(c) T=1800°C.

Oynxnus Y = Y(X):

(1)d=2
(2)8=5;
(3)5=10

Fig. 2. Effect of synthesis time on silicon carbide yield
at operating temperatures of

(a) 1450,

(b) 1600, and

(c) 1800°C.

Y, =Y,(p):

(1)é=2,

(2)8=5,

3d=10
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Puc. 3. OtHOCHTENBHAA TIOTEPS KOHEUHOTO mpoxaykTa (SiC)
BeiencTBUe yTeduku SiO

(a) T=1450°C, m® =0.570 kr; mgio2 = 0.290 kr;
(b) T=1600°C, m? = 0.500 kr; mgio2 = 0.230 kr;
(¢) T'= 1800°C, m = 0.400 kr; mgiy = 0.340 kr;

~_ 00J1aCTh SKCIIEPUMEHTAIBHBIX 3HAYCHHI BPEMEHU
CHHTE3a;

+ pacueTHOe BpeMs cuHTe3a, 6 = 10.

Qynxusa ¥, =Y (p): (1) 5=2;(2) 6=5;(3) 6=10;

(4) dynxuusa X, = X, (p) w1 & = 10; (5) sxkcnepument [11]
Fig. 3. Relative loss of end product (SiC) because of SiO
leakage: (a) 7= 1450°C, m? =0.570 kg, mgioz = 0.290 kg;
(b) T=1600°C, m® =0.500 kg, mgioz = 0.230 kg;

(c) T=1800°C, m® =0.400 kg, mgioz = (.340 kg;

(——) range of experimental value of synthesis time;

(+) calculated synthesis time, 6 = 10. Function ¥, = Y,(p):
(1) 8=2;(2)5=15;(3) 6= 10; (4) function X, = X, (p)

at 6 = 10; (9) experimental data [11].

Ha puc. 3 nokazano cpaBHeHue Beixofa SiC u Bpe-
MEHH CHHTE3a, NOJTYyYCHHBIX B JKCIICPHMEHTaX M pac-
YyeTax MPOILECCOB C MCXOAHBIMU IMapaMeTPaMH, COOT-
BETCTBYIOIINMH JKCHepuMeHTaM. PacueTHble rpaduku
Ha puc. 3 MOCTPOCHBI B OTHOCHUTCJIBHBIX KOOpAUHATaX
Y, =Y,(p)u X, =X,(p), rne

S

T —tP
X =———

*
T

« » o (16)
_ Mgic —Mgic
Yl - *
mgic
T'opusoHTanbHbIE IMHUU Ha PUCYHKAaX COOTBETCTBY-
T 3KCHepI/IMeHTaM nu HOJ'IyIIeHI:I 3HeMeHTapHOﬁ 3aMe-

HOU 77’ 1 m&c Ha OTIBITHBIE (MHICKC «3») 3HAYCHHUSI T° U

mg; B onpenesnennn (16).

OueHKH BpeMEHU CHHTE3a B SKCIIEPUMEHTaX MPOU3-
BOJIWJIMCH TI0 JIByM TTOKA3aTEIISIM:

e [0 NEpPHOLYy IPEBBIMICHUS pabodell TeMIepaTypsl
B PEAKIIMOHHOM O0bEME Ha3HAYCHHOTO B KOHKPET-
HOM DKCIIEPUMEHTE 3HAYCHUS;

e 10 nepuony ¢ukcammm CO Kak JETY4ero mpomyk-
Ta peakuuu (1) u (2) Ha BbIXOIE U3 PEAKLMOHHOTO
obbema.

ITockonbKy OLIEHKHM He COBNAAaloOT, Ha pHuc. 3 Ha
rpadukax X, = X,(p) oTMeueHb KaKk BepxXHee Tp, TaK
¥ HIDKHEe T, OLCHOYHbIC 3HAYCHHs BPEMEHH CHHTE-
3a A7 KakJIoro skcnepuMmeHta. CpaBHEHHE JKCIIEpH-
MEHTAIBHBIX JaHHBIX MPOHU3BOIWIOCH C Pe3yabTaTaMu
pacueroB it & = 10. ITocnenHee oOycCIIOBIEHO KOJNH-
9YeCTBOM HaONIONAaeMbIX Ha JKCHEPHUMEHTAIBHBIX KPH-
BbIX [9—11] UMIyIbCHBIX U3MEHEHUH 3HaYeHUH paboueit
Temrieparypsl u koHreHTpanuu CO.

AHaIM3 COOTBETCTBUS PE3YNIBTATOB IKCIIEPUMEHTOB
U pacyeToB IEMOHCTPHUpPYET TalI. 2.

B mpaBom ctonOue Tabn. 2 ykazaHbl YCpeIHEHHBIE
110 BPEMCHH CHHTE3a 3HAYCHUS IMapaMeTpa p, MPUHATHIC
JUI CpaBHEHHUS PE3yJbTaTOB HKCIIEPUMEHTOB U pacue-
TOB. B mrore mMpl onpenenseM mokaszarenb 3(h(HEeKTUBHO-
CTH aBTOPCKOW MOJIENH ¢ yueToM yTeuku SiO B pacuerax
cunresa SiC npu p =0.2 gt T=1450°C, p = 0.4 nns
T=1600°Cu p =0.3 mia 7= 1800°C kak OTKIIOHEHHE
pacUYeTHBIX W YKCIIEPUMECHTATBHBIX 3HAYEHUH Macc Kap-

mic

Oujga KpemHus, I_T -100%, momyuaemoro B pe-

Msic

synbrare cuatesa: 4.7% (T=1450°C); 5.4% (T=1600°C);

15.5% (T = 1800°C). OTMETHM TIpH 3TOM, YTO MOJCIb

yTeUKH JaeT pe3ynaprar norepu SiC HECKOJIbKO BBIIIE,

YeM HaOIomaeTcsl B OKCIEepHMeHTax. KommuecTBeHHO

m?
9TO JeMOHCTPUPYET I[OKa3areib 1—% -100%,

Msic
paBublit 3.6% (T = 1450°C); 3.9% (T = 1600°C);
11.5% (T = 1800°C).
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BrnvsiHne yTeuku neTyunx npoaykToB CMHTE3a Ha BbiXxo kapbuaa KpemMHus
B peakTope aN1eKTPOTEPMUYECKOro KAMSALLEro Cos

B.C. Ky3eBaHos,
C.C. 3akoxypHukoB, I'.C. 3akoxypHMKOBa

Tadmuua 2. PacueTHble 1 9KCTIepIMEHTaIbHBIC TTapaMeTphl ciHTe3a SiC

Table 2. Calculated and experimental parameters of SiC synthesis

) m,, Kr ma., Kr mgic, KT M, KU 21074, ¢ 21074, ¢ 7104, ¢ .
PO e | noke | mloke | mERoke | oot | w0t s | Paoh s |
1450 0.589 0.565" 0.142 0.149* 1.00 1.20 1.13 0.2
1600 0.522 0.509" 0.105 0.111" 1.23 1.38 1.20 0.4
1800 0.382 0.418" 0.141 0.167" 1.25 1.40 1.31 0.3

*be3 yuera npumeceii [22] B muxTe.

*Impurities in the charge are ignored [22].

SAKJTIOMEHMUE

[Ipomniecc obOpazoBanus SiC mpu TepeMEHHBIX Tapa-
METpax XHMHUYECKH PEarupymomux Cpea B BBICOKO-
TEMITEPaTypHOM OXXIDKEHHOM (KHIISIIEM) CIIO€ BEChMa
CIIOXEH. BbIX01 KOHEYHOTO MPOYKTa HE OMPEICICH BO-
JFOMETPUIECKAM OajlaHCOM B3aWMOJCHCTBYIOIIHNX dJIe-
MEHTOB 3aMKHYTOH CHUCTEMbI M CYIICCTBEHHO 3aBHCUT
OT TIOTEPH M3 PEaKIMOHHOTO 00beMa JIF000ro pearupy-
IOIIEr0 KOMIIOHEHTa. B HacTosimied pabote mpoaeMoH-
CTpUpOBaHa pabOTOCIIOCOOHOCTh BIIEPBBIC CO3JAHHOMN
MOJICJIH ¥ PACUETHOTO aJITOPUTMA YTEUKH JICTYUYero Mpo-
IyKTa CHHTE3a KapOuaa KpeMHUSI.

VYreuka SiO mpoOMEKYyTOYHOrO JIETy4ero MpoLyKTa
CUHTE3a KapOuJa KpeMHHs H3 PEaKIMOHHOTO oObeMa
peaktopa ITKC npuBoauT B UTOre K MOTEPEe KOHEYHOTO
npoxaykra — SiC. OmHako cokpaiienne konmmdectsa SiO
KaK pearcHTa COMPOBOXKAACTCS YMEHBIICHUEM BPEMECHU
CHHTE3a KapOuJaa KPEeMHUs, TO €CTh CHIDKCHHEM SHepre-
THUYECKHX 3aTPaT Ha MPOU3BOJICTBO SIMHUIIBI TIPOTYKIIUH.

Hanuuwe pacueTtHOW Mojenw CHHTE3a KapOuia
KpeMHUsl ¢ Bepu(UIMPOBAHHOW MPOLECAYpOil pacue-
Ta YTEUKH JIETYYUX MPOAYKTOB XMUMHUECKUX DPEaKIIHH,
MPE/ICTABICHHOW B HACTOsIIEH paboTe B opMe MOIETH
yreuku SiO, MO3BOJUT MPOBOIUTH PACYCTHBIC HCCIIEI0-
BaHUS MO ONTHMHU3ALMHU Tpouecca npousBoactsa SiC
B peaktopax DTKC, uto, B cBOIO o4epesb, OMPEACTUT
000CHOBaHHOCTh PEKOMEHJAIMK [0 COCTaBY HCXOJ-
HOW IIMXTHI, KOJIWYECTBY IMOCICIOBATEIFHBIX BBOJIOB

SiO, B peakMOHHBIN 00beM, pabouel TemMIepaType npo-
W3BOJICTBEHHOTO Ipomuecca. [Ipu stom Hanboinee Baxk-
HBIM SIBJISIETCS OpraHu3aiusi dHeproaGdeKkTuBHOTO pa-
Oouero mukia 0e3 MPeIBAPUTEIBHBIX TOPOTOCTOSIINX
IKCIIEPHUMEHTAIIBHBIX UCCIICAOBAHHN.
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