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Fig. 1-1 Device diagram of thermal CVD®

Fig. 1-2  Types of thermal CVD systems )
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Fig. 1-3  Schematic of the experimental setup used to deposit TiN films. '?
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Fig. 1-8 Experimental apparatus for measuring temperature distribution on the heated disc for the

impinging jet flow with shower head flow in the cylindrical flow channel (Unit mm). 2%
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Fig. 1-11 Deposition rate distribution calculated from film thickness. 'V
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1-3 HF9EERY

CVD V5T X B AERE L O FAERICOWTIIAS BRI EN TR Y, SRpHcBT 5/E
NEERRIES M2 i U756, RRUEER CIIRL 7235384 LT WM 2 55 2 &%
MR CTE D OO, BRI D4R A HIH3 2 B 72 IR SR IR T 63Tk
MDD,

—T, CVD Z MW EIEARLE TR~ 208 CIRS A ENTEY, 1 TH, [FIVIA
HDORE, ARIEOLE ML B S G, Ml - SRR IR 7o 8 R RS [T R 0
ROWEIRE 725> TWD . DF D, AEREZ FERERRIK 2 SICEM T 256, BB
N, BEREOARKD 2 E T EITRO 5TV 5.

INBOZ LG, RERAVHFRIZIED B2 DAL, R4 pAs 7e i ) 722 i AR pk &
179 MR IR 2 2T 5720, MR OWEBEREZH 6\ L, WEBE)/ T X —4F
PEETANERSHDL EEZLND.

Ko TARBIZETIE, RREEFHEOEIISZM, 25 kPa, 50 kPa (28T HMDSO (A~ # A
Frraxtr) b0 SO EEARFERE, KEERRISHEEZGT 2Ry My 4+—L
BUEL CVD JEE & WV TITYY, ARG DS BRI E 73 A1 12 - 2 D 5B DUV TIRFT 21TV,
FRBEFR IZ BV TR AE R 2 B £ R WV ERENE T L LR AR E (O MEBEIET L &
EREL, WHNWEBE T A -2 Z2HNT 522 HME LT
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o 50kPa lZd5IT A EEA Y
2-1 M

B CVD B O AR A R T o 0, ALBRS A AW 2B KO E ) & H
352 ENMETHD. RETIHE, KRREEGEOEZEME (50kPa) T, ~FHAF LY
vt (HMDSO) &%z FE S LT Sio a4k L, EHRIZLVHEH LI-WERH)
IRT A —H 8B L OB 2 D C, IRE L BEEALDREOEECOWVTRIZITY. &5
(2, BEFRATAE B2 A R L i U, B L7 ERB /T A — X OZS IO T HR
FHE1T .
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2-2 EEBREBSLUEERAX
2-2-1 HMDSO DOt =0IEEER

AAFZECOMMBAERICHEH L T B JEEHT HMDSO(NF T A F LYy a2 )ThD
RIETHS HMDSO (ZH 7 ABO X o 71Tk LT Y, THUCERTAZMHE L AT Y
v 7 EE 5T & T HMDSO AR % Rtge~ &8 <L iR 0 HMDSO 785 O & 4
HOLMCT2ZE2AME L, BHEEREFEREIT 7.

FBRAEE OB X % Fig. 2-1 12, SEBRIFIC T A 23503 2 #%# % Fig. 2-2 (Z~7. ZO%E
BREEIE T, %l g 2 BB SRS X OSORIGRERIE BRI b b TR, K& pFTh
APEFEER, ROSES, HMDSO f4E5s, W A MBI TSNS, 22T, KOO0
TULFICRT. F72, MEENEER CIERN 2 /A L 22 W2 DR ENC CTRIR 3 5.

1) AREHEER

HMDSO O EHIEFRICITER T A ZMH LIz, TR~ AT7n—ar trn—7
—(HORIBASTEC #4, SEC-40)% H\»CiiciZ filfl L 7. HMDSO &7k L T\ 2% T 7
ABTIEV ) aryFa—T %X HEMEYELA, UNICOOLBATHNCB-120)i2
Ko THASN T K ZNER S 283K IZHIELTZ. /=, A% —F—% T HMDSO
EOEEE, BEN BRI LI ZRBIRIREEIC K > T HMDSO &S &EN
AT H7=, FMREE, WHREOZZEKBSEL 2 HME LTV,

NT VT HAZADEAIZ LY HMDSO AR &N T2 2 &2 <lewls, v 27
n—aly ha—7—nb¥ 7 EFTORKIZY R b —F—(R U —,AF L 200 W)
ZHWTIREZ —FEIZ Lz, £z, B 2B <7212 HMDSO 2K DI L #8381 U A
vbe—F—%kx 3B3KICHEIL. 220, BRI ELT-0, VAR E—
Z =DM T T A7 =) Z AT, 7 IRAVTREE L.

2) HMDSO ¥HEEL

Fig. 2-3 12 N7 v 7OR¥EE T T¥ W2 B E Il 0 7= 5854 /~79. Fig. 2-3
AT LI A7y 7Oz y 785BI enTsy, ZnzlfATs2 L
ThIvTEEMATHIENTED., INEREER TR LET 27 —FIZIRT 2
LTCa— A RSy TE L ZOa—A R RF vy 72 HMDSO K& Wil S, %
fiSHE5Z LT HMDSO 2T HZ LN TE S, M7y FZ2WO T 5B121E, b
Ty T OMMERBEDO AT LV AFILA A T F a—T (I gat &
2K0903)% i\ 7=. Table 2-1 {Z HMDSO OYtEfi %, Fig. 2-4 |2 HMDSO D ZEKT: ik
TR

3) HRAMIBE

T AMBEERIL T A B L —H —(AS-ONE  #L AS-01) & JEHHE L 712 k- THERR &

N5, 7TAEL—Z —TRIENOBIEZITV, Fv U7 T2 KRORKEO HMDSO, 4
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B &A% HaO, COy Z [N L7z KM OIRIRITFER & LT Y & 7 (Ziyisk, A8 L7z,
Fiz, FESREEASNVT 2T 2 2 & TRIEWN O % HilH L 7-.
R B E FER T, Fig 2-1 [OR LEEREOBRPICRE LT a— Vv F T v 72 VT
ol BRERIAEZMIE LTV 7 EE5 2 LT HMDSO BREREB IO N7 v 7~
G U IR ERE AT N7 v 7 2@ 5 7 A28 £ 5 HMDSO 7850 % Eiffs S,
b7y TNICHE LT, fRHIO b7 v TOHRE g [gle L, MIREE gninsom (8]
& L7z & &0 HMDSO OffifE g, noolgliE, Eq2.1 TEREND X HIL, EREiED ~7 v

TOEENGRISND.

2.1)

guMpso — EMDSO+rap ~ Surap

I, R ENIESERIT, BAEET P=50kPa, EHENTY T T AYREQy,, =0.1
SLM, HMDSO % 7 L CW\ 5 % > 7 {8 Tiampso = 283 K, iR =1 ~6 min &£\ o
T4 CHEM L. HABEATRTHAMNE LTSLM ZHWT 572, Z i Standard_

Liter per Minute OREFRCTH D, 1 3 472 DI D HF A DIRFEO °C, 1 KE)ZFKT.

Fig. 2-1 Schematic diagram of experimental equipment
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Fig. 2-3 Setting part of the trap
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Table 2-1 Physical properties of HMDSO 4

Molecular mass [g/mol] 162.38
Melting point [K] 206.15 at 101300 Pa
Boiling point [K] 373.15 at 101300 Pa

Specific gravity (liquid) 0.764 at 293 K
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2-2-2 RIGIEHRERIEEER

FRBESEER CIL BRI & > CRUGRRZ MBL L T D, JiEAT 5D 0 A DRESELUF O
i b, BOSHORE XN G OAREAELCLE S . 22T, MNFEICET HIEEY
HERALNITHIEEZENE L, EREIToT-.

FEBRIEE OB LRTHIO Fig. 2-1 1R T &80 Th b, SIS HIE TR CHW 2RI
RELFTT, ARG, RIS, TRAMBCHR I TWD. Zeds, ARG, 7
AZRVERERIZ BE U CIERTHET 2-2-1 TRl LTV 2 D THRS T 5.

1) RIGHER
Tk B F R Ry O BB AU NS OIS & Fig. 2-4 [ d. BERSIIZ LT A M Fa—T R
Yoy, 22 ICAEE@ME : 13mm, AR : 10mm, £ @ 1200 mm)Z% i
L, 2haicgs Lz, ERDOREOAT VLV AEEZRT — R 2)—3HTEY,
BRIFADETHIILTHS.

2) RIGF|OEY 1+
S E DR AT 55 O & Fig. 2-5 (23 . SO enlid B 22/ F Ultra-Torr
(Swagelok B Zfifi > TRRIKED 2T o L ZE I 117 T 5. Ultra-Torr 12 O V >/
ST =307, ARETONBORIEELRORP DI T2 Z L A3
B Cho. 72121, #MFERSOIRENIZ LD T ZADELNER; < HEYT Ultra-Torr N %
ATV AETHRT — R« Z—SHETN5.

FOSEHREERIE CIE, HAOFRNF BN L TR S KIS ENIZER 3.2 mm O K
Al — 2 Bl (IR SRR 8, T35LC-1000A2K9B) ZHF A L, %% & BudE st ok 121
arFryvar7Z4vTA RN IRERWTTZORNZDE 72208 b Bt
BATA REET, EXKIFOALDDHFALF IS 10 mm FIRCIEREHII L7, 7235, R
F—HEF —H 1 H—(GRAPHTC #! GL820)& MW\ CatAH Y, iekaiTo7=. ZD&
X, WUBFEER L FGMEDOZER T AQy, [SLM], EEFE T AQo, [SLMIZ i L Catill &7 -
7-.

ZZC, BONGIRERTEERT, BRIEES P=50kPa, #IKEQpy =2 SLM, [EFEH A
MiHQo, = 1.7 SLM, ZEFR T A Qy, =02 SLM, ZEFRNT U 79 RjikQy,, = 0.1
SLM, FEXUFIRE Ty=1323 ~ 1473 K OHiPH T, T T2\ T 50 K Z A DS CIHH L 7.
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Distance from heater inlet, x

-

I hermocouple

Stainless tube

Keacto
Mullite tube

ic Turnace

Fig. 2-4 Schematic view of the electric furnace for the temperature measurement

Stainless tube

-

Gas flow

Oring — g :
W Reaclor

Lltra lorr

Fig. 2-5 Setting part of the reactor
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2-2-3 RRIEEEER

AR CIIACEE R CVD 2l %2 AV C, SiO DA 21T > 72, #8460 % Eq.2.2
IR,

O[Si(CH,), 1, + 120,— 2Si0, + 9H,0 + 6CO, (2.2)

BOSENIZIBNT (2.2) Rl 7L BRI E 2 SH 2. 20K, OSGORE, B
T ADFTENG 2 5 HBIZOWTRFT LTz,

FEERAEE OIS XITREIC R L7- Fig. 2-1 D& B0 THH. BIEER THOWARIITRE <
IV, T AHEREES, BOGNES, T ALERECRER S TV DL Aeds, T AMEEES, T R A
B L T 2-2-1 i CRER L TV A O TEIET 5.

1) RIGER
R SE BRI 0O B U NE OIS X 2 Fig. 2-6 12”3, ROSgO Y £ L Cidni
i 2-2-2 & [FIERIC Ultra-torr 2 VM=, & ORUSERNIC SiO) D7 24T 9 Fab 2 % iE
U7z, BEIEATFEEEGME : 9mm, HNEE : Tmm, E& 520 mm)Z LG micin-> C
HgE L CERE L7z, RRICRN T AN BRI B O LS BB 12 e 2 53K Tl 10 mm O
BrXE L, BEEESMEMr<zonsd kol L.

RN IEER C U, BERUFIC & 0 ROS#OREFIRE 2 fr 2 O ERE T [K]E TN L0 b,
Fx VT HATHLHERNAQy, [SLM], KUSH AT LEFHEN AQo, [SLM], EHENTY
V7 AQN,p [SLMIIZ X V) 7858 &#7= HMDSO AKX & Aa7 5 Z & ChROLAMNIZRE L7z
BT SiO D7 B ZAT > T2, Fiz, BIERICITREENICRE L T O RO & RET
B0 1SIM DEHREH A% 60min flift L7=. ZO X oI L TH b FERETHICBIT S
FEWROEEEAND, RSN OENLE CORBIEE G [kg/ms]Z R U=, BBHEHE L,
TR ORI A [s], FEBRATE O 4 8E O REA g,  [kgl, AHEE ORI S
[m2]% HWTEq23 DL IITREND.

_ 8sio,
Atgx S

(2.3)
ZOT, BRI, #REES P=50kPa, BIEEQu =2 SLM, BT A&
Qo, =0.1,1.7SLM, ZEFE N AJii#EQy, =02, 1.8 SLM, ZEHENT U > 7 AfiEQy,, =
0.1 SLM, TEXIFIRAE To=1323,1373, 1423, 1473 K, FEH15 < Atk [min] < 300544

TN L7-.
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Distance from bheater inlet, v

7 mm

Stainless tube

10 1

Mulite tube

Flectrie furnace

i) Side view i) Front view

Fig. 2-6  Schematic views of the tubular reactor in the electric furnace
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2-3  BUEREAT

R SEIR D B 415 B AV D SO E L, TEMEAb =1L ¥ — 36 L OWEEURE & W > T ER
B/3T A =5 ZANT, O[SICH,),l, 0, Ny ROKPERIGHICIIT 5 2 Tk
Hr&ATV, JEALT N kT 2 BGER B oA & R ed 7. 2 2 C, BUEMNTIC 7o S5hE 7 Fe =X
% Table 2-2 TR d . Fiz, HAEFFEIZHWZ 2 onE R RNERT TV & SRS % Fig. 2-7
WORT. 2D OREMFRARE L EEREMT, 20 bo—A @R Y = —AiEZ IV CHEE L
7o R L EJNZ OV T, SIMPLE 7L X ALK » TRz, KB iRz o0
T, THOMAS B SO THUEAE 2R D, u,w, T, yampso (2O W TIRENE & FH5UE & o FHxt
FRZAEMM N0 LA NIZ72 5 & CRIE Z T, TR 137

BAARNT Cl, PRITMBLOEN T O A v 2B RETHMNERS 72720, (M,
M.) = (100, 12000), (110, 13000) 3 LT (120, 14000)D 5T, ARIEERFES AT D A~ 3 2 504K
FHEIZ OV 21T 272, Z2°C, M, & M. 1%, ZREEERF S & 7wz
Mol Ay a®&mgiamLTnWD. (M, M)=(100,12000) & (M, M.)= (120, 14000)D[E D
PSR FEE 45 AT O e KARKTREZE 13/ 3.4% Th-o72. LMo TRIFZETIE, (M, M) = (100,
12000)D A ¥ = & W CTHUEMT 2175 2 & & LTz,
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Table 2-2

Continuity, Navier-Stokes equation, Energy balance and Mass balance of HMDSO
during SiO; thermal CVD

Continuity

Navier-Stokes

(r direction)
Navier-Stokes

(z direction)

Energy balance

Mass balance for HMDSO

(rpw + 222~ o

ror rou dz

10 d —dp =l

;% (Puu) + & (PUW) - a ;; (rTrr) 5Trz
2 L g —

—a—(qu) +a—(pWW) = 3, 73 (rt,2) PP

14 19, 9T\ a _or
——(rpC uT)+ (pprT) (r/la) — A=)

10 d

PEw (rpYampsol) + 3 (PYrmnsow)
10 OYHMDSO 0 OYHMDSO
?E(mD ar ) 52 PP % )

Fig. 2-7 Calculation domain of two-dimensional tube reactor and boundary conditions
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2-4 FERLER
2-4-1 HMDSO DA =R EERER

U OIC, kM5 & HMDSO it O BIRIR 22 ~7=. BIEIET) P=50kPa, O =
0.1 SLM DA B THIERFRH £ [min] % 1,2,3,4,5,6, min & 2L & 72K O FEBRFE R % Fig.
29 WY 7T T ORI IR Rg neo (8], RIS ITIHFLERRE 4 [min]Z &> T 5.
Fig. 2-8 XV, HMDSO #fifE BT R Rk L CHBIRR TH L Z 3 mnnd. LiL,
RN E &IV 22, FEE s &N REVERM SO, 20
ZEDD, WERREIX Smin LERZEELWEEZ LN,

X oC, HEREE 5 min OFMT, IR Z LI HMDSO flifE Bl E IR 21T, 55
NiEzETHANsZ s L

ZOEHCLTHELNTMEEREREZH VT, KISE AL TO HMDSO & &R OH
HEITH. 7, KeBICE S5 HMDSO, 0), Ny I AD ¥ % Z NE 1N Favpsos
Fo,, Fy, [mol/minj& 4% &,

g
Fumpso= MP:I I;E:(; (2.4)
F _1, (2.5)
02 Rrr ‘
P(oy +0
m;i%ﬁﬁ (2.6)

b, TDEE, BAGREXgMDso, Yo, XN, ETDE

_ FHMDSO 27
YHMDSO™ e Ty 2.7

Fo, 2.8)

o =——2
2 FumnsotFo,*Fx,

My 2.9)

N = ——— 2 ——
2 FumnsotFo,*Fx,

L%, Thbz M5 & HMDSO B Ry m JFFO L S IckEND.
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YHMDSO

MUMDSO (2. 1 0)

YHMDSO ™ Tmpso , 02N
Mumpso Mo, MN,

2T, Sunpso e/minliZHATREH Y 72 0 00 HMDSO it & & 35 . AR R OS2 B
LCi~vA7r—ay ha—7 —OEHEREY AEE T=273.15K, J£J) P =1013 hPa)%
Mz, 72, 22 THWZERZNO5 T 8IT, Myupso=162.38 g/mol, M,=32.00 g/mol,
My,=28.02 g/mol & L7z,

0|
Ziso 18]

—
—
-
=
-
-
'

4 5

Lrapping time , 7. [min|

Fig. 2-8 Dependence of the collection amount of HMDSO on trapping time
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2-4-2 RIGIGREREEERRER

Z OERBTIE, BRI O ERE N SOSTHRIE 34T ~5- 2 5 5B % T~ T, IR Oow =
2 SLM, #EEJ) P = 50 kPa (ZB W CEXIF O EIRE Ty [K]% 1323,1373,1423,1473 K &
BRI, BEWEEITo7-. £ ORE% Fig. 2-9 IZR”T.

Fig. 2-9 £V, 2 TORELRMHIZHENT, BRUFAD DS HFLIHELIZ- DA TIRED F5A-
L, #1015mE EHEREIREND 3%MW)®IZF'EJ<‘:7LM LD B T iz o T
BENTREL TWERBPG N, ZORMEPEONTERE E LT, EXF OIS FofM
BN BN 5. 22 C, Fig 2-10 [ZEXN OMMEX 2 7~d°. Fig.2-10 £V, EXIFAN DI
JE % T2 720 OBVEST S HLERD 1 D LR W2 EN gD, 2O ER, HLMfHiE T
ERRGEIREICE S, Wi CIRREN TRLERE LTEZLND. 612, AHEHBETO
BEZKRT DL, ADOFMENZ ER005. ZORKE LTI, AODDLRIGHIZIK
BOTAPHMAL TNDIEBREZLND.

TR LNIIRENTRIE, %Rl DB A O BE AT O BRI WD

1600

1N

1400)

Iy

1200

10400

800

-

0.1

Distance from heater inlet, ; [m]

Fig. 2-9 Dependence of the internal wall temperature distribution along the flow axis

on the setting temperature.
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I'hermocouple

Short quartz tube

— Quartz tube

Mullite tube

Flectric furnace

Fig. 2-10 Schematic diagram of electric furnace
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2-4-3 FIERERHER

T 2T, EBREIVEONIRESEE S A B L L T L Fig.2-11 12, #1EFET] P=50
kPa DEMIZBWT, KISt AH TOMEENLRB I OEXRFRERELLZE LT L&D
PSR 3 A 2. 2 2°C, (a) 13450 AHtRQ, =0.1SLM, Oy = 1.8 SLM, O ,=0.1SLM,
DFEY, USHAR TOREREE LG HEX, i = 0.05 DERIFIZBNT, REREL Ts =
1323, 1473K TRE L7 b D, (b) (I 7 AJEQ, =1.7SLM, O\ =02SLM, O ,=0.1SLM,
DFED, GEHAR TORER TIN5 HFxg mie =085 OFRMFICHENT, RERE Ts =
1323 1473 K CEELZHEDOZRLTWD. 7T 7 OGN IZREEFE N [mol/(m?s)] ,
A FEEN T IRHE U2 P NEE R EE Tiw [K], AENITXEXEA DS O z [m]Z & > T
W5,

ﬁg}uww)"ﬁéﬁ=1n3K®F%%WK,ﬁﬁﬁFLowfﬁhmAD#%%
FHENTIN > TEETDH L, 0m<z<0.09m OFPHTIIRBE L TORWZ ERXDD. RIZ,
R z=0.09 m THEE Y, FRBEEES 0.1 m<z< 02 m O CAMIZE K LI-0ObICk
KE72D, 02m<z<03m OHPATIE TR IEED LTS, 2o, i\
JEST X0 W RS AT Y 7 MiE T 5 b DD, Fig. 2-11 IR T4 T O R 53 1
I LTV 5.

F 7, WRBGHE AT OIRERFMECE BT 5 &, BB Of KL, Ts =1323, 1473 K
DO TREARENIR SR 072 LovL, WAVT I 381 2 BB O fie K AE O &
[ZOWTHE, Ts=1473 K DIEH 2, Ts=1323 K &Ll L C Eifilicy 7 b 25558 & 7o
TV, ZHUZ DN T, RISEN L @EiRIc/e s &, RNCRERZRLVX—% L0 ik
MITCHOND O TIE RN EZEZLLND.

F7o, BRI OMERE NV RIEIFMHEICHEH L, Fig. 2-11 O(a), (b) T T 5 &,
Ts=1323, 1473 K O EL B DOWERIFITIBN T, xg, inic = 0.055 Y Hxg_ inie = 0.85D1% 9
23, WEAVER G AHIZ BV C R D B CIRAE RS BRI S L DRSS & 72> Tz, 2, Kk
PIERIRENARFE L TS ThDEEZD. £72, o mie = 0.058 Y bxg, inie = 0.85D
EO 0, mKEZE & 712 O RBIEHE O BRIZIBWN T, ARLNRKEL 2D Z LB BN
Lol ZHUCOWTIE, BRRENE LD &, RIS L2 Sioy i 23 ERk &
N5z EICERNTLIOTIEHARVNEEZLND.
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0.001

Growth rate,

(.05 0,10 .15 20 0.28

Distance from heater inlet, ;

(a) Xo, it = 0.05

0000000000
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0.001
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ool - e
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(b) xo, init = 0.85

Fig. 2-11  Temperature and initial oxygen mole fraction dependence of Growth rate distribution
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2-4-4 RIEBRIZCHTAMEBHETIL

I TCIHMEERIGE E T EBEIT T VO ZTT 9. HMDSO 78 SiO) (2725 £ Toif
2RI 51ICH7-0, iud PDRBRLEETAEZBEIC L. HHITEIRORIS#RIC
BT D CVD OFEAET NV CTRERENITLEOMBEIZ /22 FTOWMBREE LT, LTFO L) ITHRE
LTCW5.

1) JFEID KIS G2 R CHRREIA & 72 5.
2) RS EREmR I IS,
3) HRIENFmRLER TBEICR 5.

WHIXZOETNVCESE, T L ORISR OB 2307, LEIZGL L CTET LD
ERMETHDLERELTWD. KILD DOET IS &, WEBENBEL Fig. 2-12
DEITREN, TOFETNLVEEFEL, fHOBEEZID ANTELREIT)H.

AWFFECTIE, RASSIE EFLO 3 DOWBERICB W CIHEFICRHEITT D EE L, LLTIC
AT 2 OO TR IND LEXT-.

) JFE MR~ IR ENS.
2) JEEINEE S E R T 72 5.

ZOXIICLTEEZITo7Z, AT 2WEBENEREOET V% Fig2-13 [Z~7.

Z 2T, AEN 2-4-3 1R LT BRIEER ) A A 2 D OREIRIC Y E L7 b O &6 & LT Fig. 2-

(R T. WEBENERIL, Fig.2-14 (O T LB FO 2 DOFEEM AR D Z &
VAN SV AW

BEI A) B ORORAE D b ERINT,  pRRGEEE A RO (s LT R
% IR

B B)  BRIEOEE O RAIE & D b Pt C, SOSSAREE DB (RRILEED B 3 %LAN)
THDHIZHED LT, A3 % fHk

ZD2ODMEMICEAL TENENELRT D,

FPE U O, KA ([ZOWTHRHZITH. fHikA) 1BV, FEHEHICFEEL
TRV, BBSEE N ISHREICHHE LT EF LT Z L0 h, WEBBNILELS AR
ThdEEZOND. ZOEBICHBWT, Fig. 2-15 IR TS RIGSEE T L 202 [V, i %
HOA R IZI1T 5 HMDSO OV HE % LLFIC R X 5 2B I A W TR L
7-.
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G - _ 1 G Mumbso
HmDsoli HMDsoliv1 = 2 Si02|i+1 M
2 Msio,

(2.11)

ZoEE, i FHOAEEEIIHL, BARE# S VWA L7 HMDSO OE &t b
EOMCHH LT B2 W DT L7289 5. £72, Gampso [keg/s], Gsio, [kg/s],
Mympso [kg/mol] , Mgio, [kg/mol]id, £ HMDSO OEEiLE, SiO, OERIHE,
HMDSO D%y &, SiO, Doy F &= ZNEIVURLTW5. FfEO T rE AT, 0, CO, H0
OEBEBLOEREEZ BT 52N TES. 2O L) A%, ]G ADOA
PR BIERE T 5 2 & T, HMDSO O E /L idxympsol; & LTUTFDO L2525
nas.

Gumpsol;
_ MuMDSO
X = 2.12
HMDSO'I GaMpsol (;Ozl' GC02| (;Hzol' (;Nzl' ( )
s 1 + ) + 1 I+ 1
Mympso Mo, Mco, Mu,0 Mn,

Z I, Gl; [kgfs] , M [kgmol[iZZ LR, Bgy j OB S & ) j O TR E R
E 512, Eq.2.12 VT, HMDSO OFE /I Cympsol i 1ZLL FOX D L s ickEn 5.

P
Campso i:mxm\/msah (2.13)

Z Z°C, P[Pa], Ry, [J/(Kmol)] , Tywl; [KIi%, BIEET), KIKEE, BEHEEZZNnENn
R, F77, SiO AR OV FK S A HMDSO 2RO — RN s EARET 5 &, ARk fE
NSiOZ [mOl/mz/S] &\iu—F@c}: 5 L:%éﬂé.

GSi02|l+1

3 Cumbso li+Cumbso li+1 (2.14)

2

NSioz— Msio, = ks|,-+%CHMDso ,-+%= ks|,-+%

L7235 C, Rl E EEk[m/sIZLLTFO L 1R b5,

Gsio, | 1

ki 1 =——2—  (2.15)

i+ Mgio, C
2 5i0, CHMDSO |H_;

ZO XL TE LN F S E E Sk [mis] W=7 L= X7 2y & Fig. 2-
16 (27”9, Fig. 2-16 £V, RIG#FRAH TOMEE TN H X, e = 0.05D8E TORKME L
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L E Xo, inie = 0.85D5H TORBMISEETEL, UTIORT LI, b 250
KTRSNLRE R HT.

=—tt7000
Kslxoznit = 005 = 20020 exp ( T5222) (2.16)
4000
kslx02,init = 0.85 = 7580 exp( RoTrw ) (2.17)

o T, KERTSIOKEZAERT HI12HT20, CVD Tt Z DAL DAL FE G0
£ 21, ALFESUSHE D HMDSO JRE D 1 IRTET TRBRBED n BICHIKGFTHE L
TG A OWNTORFI 21T 72, 206, WBEHEE I FTORXDO L SR T LN TEXS.

1
= ks Cumpso Co, " (2.18)

Gsio,

Naipy =—92
810, Msi0,S

TAvT A7 ED, n=055L 0 ZEBRHLMNERY, ZORD OGO RKIEIKES
W TRk [m/s] & W=7 L= 271w M Fig. 2-17 \ZR" T, Fig. 2-17 £V, Kib#sA
[ COBEHEE LSy H X, init = 0.05,0.850 2 DD LM TORMESUSHEE EH % AR ONTEIE
BICEVRFT LN TELIENDND. ZOT7LV=URAT 2y XY, xg, i = 0.05
BLO08SORAEMISHEEHIINTILE, L FOX TR Z LN TE D, ZOIPIEMED
IR DR BN 1% 8940 TH Y, £z, ARUITEMAL =RV —AE & —f T ZTEHR, D
FEAER & /R Z L, TEMALT RV X —AEIL 127 kJ/mol THDHZ ERHALNE 2o 77,

1
ks =8940 exp

—117,000)

v (2.19)

BT, FEHIR B) IZOWCTIRET AT 9. ik B) (ICBW I, BEEIRES S & TR
HENHLS 720, 2L > TTFRANCEDICON TREIORBEREL TWD EEZX BN
5. Ko TCZoOEETIE, MEBIIIREOIHEHEHRER THH EEXLND. ZOFERIZE,
T, JRPEHEE Gkg/m?s] & IEBAR D [ms|IZITLL PR30 L5 BRR3H 5 &, kil b
BNz Lo THRESN TN D.

_ _ dinGsioy) 5 1
D= —ir—ﬂu%. (2.20)
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Zze, TR0y R RS 25U B RIS S & RS £ 7 e b LTz

O X ZR"3 . F72, r[m], ulm], ShITZNZEh, FIGE DN, JrEEREkIC BT 5
AT AGRE, Ty — Uy N (=3.66) &Y.

Fig. 2-18 12, xg, init = 0.05 & xg, init = 0.85D % AT IS D ILHURER >, HEEHR IR O
PRREARAFYEIZOWTORT . ey MISER LD 5 O/ iadR sk, S5ftds L OBk E
DOREHE 175 & LTEEHA ORI EZ R L T 5. IBEOREEIT- OV, Fuller & 27
WCEoTERATRACBN TR IO ERESNTWALHDOTHSD. Fig. 2-18 Lv, %
DIELOXEH D HOD, TEEIRBIEIT,L S 2 AV TET I ENTEL Z NP LML o
72 Xo,init = 0.85 DILEARETL, Xo_init = 0.05DILBARE L W bR RO R E o7z 2
T, JEEARERIC B % T3 RRIBLE FE O3 AR O AEC O ZALITER LT D & 2 B, AR
WA DL TR O R AE Z T T D AREMER S 503, ZOHEIIAHTH L. Lo TH
%, DA N =X LDV CEREICEMET 5 720, RO 72\ W T TRz >0
THRMNEITHOVNERS DL EEZLND.
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(ras phase reaction Material

[ntermediate

[hin 1lm
Dilfusion

Fig. 2-12 Mass transfer model

Moaterial
Thin film

Dittusion

Surface reaction

Fig. 2-13 Modified Mass transfer model

38



1300

1300

0.001 1100

‘!.[".". | }\ |

-
/.

0.0001

lemperature,

Growth rate,

0.00001

.00 014 015 .20 .25 (.30

Distance from heater inlet. 2 [m]

Fig. 2-14 Growth rate distribution

Fig. 2-15 Differential reactor model to determine the surface reaction rate constant

39



001

[IRENIND

0.0007 0 8 0.0009 0.0011

U T [VK]

Fig. 2-16  Arrhenius plot of the surface reaction rate constant for the effect of initial oxygen mole

fraction
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Fig. 2-17  Arrhenius plot of surface reaction rate constant for the effect of initial oxygen mole

fraction when oxygen concentration is taken into account
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Fig. 2-18  Dependence of estimated diffusion coefficient on the temperature with the effect of

initial oxygen mole fraction
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2-4-5 FRIRERES M OBIERTIER & RERER O LR

Fig. 2-19 {2, BUSE BT W O g BOR 54 2 on . 777 7 O e p R E E Neo,
[mol/m?/s], FEHNIISIEERA 225 OEE zlm|Z R~ LTCW\W5. Fiz, ey hBAERICKD
5O R ESEEE O3 A, T A v DSEUEMENTIC & 0 15 S T skBSEEE Sy A Aok LT A . Fig
2-19 X1V, HUEMHTHERIL, xo,imic = 0.053 KU, = 1323 KOG ZBRE, iSOG
BEIICRB O CIEERERE L TWEZ b ans. LavL, IliEsEsERIc BT,
BB A5 R FEERAE R L0 bRl ANk LT R DRI LT .

Z 2T, 50kPa @ X 9 A RKEITEDIET IS FIZH T, SKUHH Tl 22 B3 & Uiz
Gas, HR RITEA R 2 O TiEZe <, FMRICAHE LAWK 23RS 5 O TiERunn e
Lz o, ZORAFERDE 2 LB 5720, v DO Tk i o A
TV T 4 H — B L, CVD A R R A 1T - 72,

ZOFRBOFER, Fig.2-20 (-7, T X X5 ITKISE H 0IZB W TR 7 O R A D3 e
iz, F7z, Table2-3 (2, Ty = 1273 K, Xq, init = 0.850> CVD FEERIZIS 1T 2 WE IS DU
TR, Table 2-3 KV, fESNIRFOEEDPAER LTZBEOK 2 f5& 725 TnD Z &M
bbb, TRHOEND, CVD ERPFIC, FEHISAE LWk Fo3 4 LTl Y, fnm
BRI B CTHUBEARNTRS R FEBRAFE R 2 K& < ERlo7zoTlEnh e Ex b s.
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Fig. 2-19 Calculation results of growth rate distribution along the flow axis for SiO2 film

coating with experimental results
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particles |

Fig. 2-20 photograph of particles formed during chemical vapor deposition on the membrane

filter

Table 2-3  Mass balance during chemical vapor deposition at Ty = 1273 K, x, = 0.85

Supply amount of HMDSO [g] 0.722
Total film mass [g] 0.091
Particle mass [g] 0.261
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2-5 #EEAEDEE

ARFE T, KPETRIE CVD 2EE 2 VT SiO) EIEO AR 2170, BRIFEE 2o\ CFEER

I ZOEKMERAT OD 2 S OBLR BIRET 21T 5 F TLUF Offam 235 Sz,

D
2)

3)

4

WER T OGRS L R T R0 B JFRBFOIEB A~ S BATT 5.

MRS ET Va2 NS Z & C, KifNHED HMDSO JREED 1 IR721F T <, g
FIRED 0.55 RICHIKGFT 5 2 &, RilnOEE EROTEMEL =5 /L% —75 127 kI/mol
THHZEDBHALNE ST

PLHCEE R B 35 1T D BT OISR EIE, KL S OET VILHE-> TH B, RED
1.75 FElZ bl 5.

b0 %2 T2 s Z O ERB B O BAEFRHTIZ K0, SEEERE S A BR < —E801c 3
N B EE SR S PR BL S T

ZO XD BREERAF LN S OO, BT CIE, PRBE SR U TR R 2 K
< R BRIBGEE 2 RS 5 2 & Eipodz, Zaud, IHESEER S BV TS AT
BHLRWRLFDERLTEBY, ZORELZZETETCWRNZOTHLEZELDILD.
ZOZENKEORBTH Y, K1 OHER A I U 72 R AE Cli ) 2 LR BOx it~
X ThHDH. HARMIZIE, BrApk & Bl rTRE 722 B E Gtk N COMBEER 21T 5 LR &
5.
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Vool = [ e |

F3E ERBRRORELELUER
3-1 =

M2 EICBWC, BITAERAEE LI REE OB RS ILE CH D = E SIS E
o7, Lo TARETIE, R AEROBEINAREE SND, WITESME T COMBAERFERZIT
5 7217, WESME T b A P RE A FRRIEE ~ L B L, ZI00E L= ER T IEO S 21T
5. F12, INFEFCOERBREOREMAHRAL, ERAORBELAITS.
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3-2 EBREEBEOHRREERAE
3-2-1 HMDSO D {#AE8IEEER

F2EETIZ, BIFET) P=50kPa DA TORMEL LOMEEREZIT> CE b D
D, BEERPREDOOEVICL > THIIESND Z LB Y, HMDSO Z&5% 05 I s
EN7=V, HMDSO i ENLZE L TV Z EnEx bz, Ko T, EBRRANLDOR
B L&AT 2 72 DICETHEERROBEMOMR 21T o 72, BEIIIE, BIEET P=50
kPa, EHRNTY 7 WA EQN,p =0.1 SLM, HMDSO ZHyjik L TV % & & 7 i Tampso
=283 K, HfERM] =5 min & W o - S CHEERZ I L7, Fig. 3-112, fififEIHR
FEFRZRT. Fig.3-1 £V, AR CHBMEND S &t 7 &R =5 min TY,
HMDSO it B2 gpmpso = 0.04 ~ 027 [g] & K& B L TEY, EBITHBEMENSHER T
XRWIREETH L Z EBH DN E o7, BT, IR T D7 B L /3 46 O fiR T s
REFEFFERICKREZHEDELTEBY, BREROZELZEHBIEL 2L b METHD
ZEPHBLNERRSTE. TNHEDOZ END, EEEABIESFICHHESESL E L BT,
HMDSO A B DL EMEIC DN T HRRAMRERH D EEZ BN, TRENICOV TSR
iTo7z.

X LI, EBREE 2 TSRS S D720 T TR RIS OV TR 5.

S B RlT O FEERAEE & 2 OXFR)

1) MEOMERICHA T F2—T 2Tz,
W) RRIEOME BICEZEHA—2EZ Wz, BEHR—RIF A A0 Fa—7IC
A<, RELR S mm I ZEREN LD, BIERECTLEATICHEHAT L2 &
MTET.

2) JFBtO HMDSO 13247 7 28D ¥ /RF TV 7 5 2 aifftfE LTz
%P5) JFUEFO HMDSO 2O R T o LR 2 L 7 (CEEST A2 izl by, Zov
ZOHEODY — 7 PHE IR 57210 T <, BEMFR—AB L ONSUS &2 V72K
SO D L 720, BT DO E KIEICIKET 5 2 LN TE -

T, R A2 ZE S D72 OIAT 5 Tox RIZOW TR 5.

SRRl O FEERAEE & 2 O%FR)

1) FEZ iy ) arFa—7%5%, HEMIEZ> THASNIZKEZDOF 2—7
BB S B TIT- TV X o 7 OIRERIEI 217 > Tz,
KR RN Z U 2 EIRMENICERE LEESRERE AT 2N TED L) ITER
L7-.

2) BREAT VT HANE I SNDETORKEZ Y A e—%—2k b 333K
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WAL Ty,
M) vV arFa—TERFEES T EAORKICEEAT, WAL &,
VU ayF o —7IERE T 283 K IZHFE LK &2 EER S HIRERE 2172 FC
o LRICIBEDERZIZL D AT Y U 7MTbnbd Lo L.

3) XU nB Iy TBRIORIGHE CORBEOREN2~3mIZELH D 5 M
HEAIZH > Tz,
X)) 7 DOIIREAY OE TOXBORBEORE S 2K 1 m IZHMEL, RO
230 HIR/NRICR D KO BEFEIT- 72

4) FRIEOIE SR 2 R— L)L 7 TIT - T,
W) RREEOE ST A2 =— KA LT ICEFH LT,

R U7 FEERAEE % Fig. 3-2 [T T.

I, FEBRFIEIZOWTIE, BIED 2-2-1 it REFIHTa— L KT v 752
WTAT O 723, SR L738E 2 IV TRIESM N CERZAT 0 121E, e EREIc G S h
LHOEHITHET 2T ADMEZ /NS THUERD ST/, EFRANT V7T
AWEQN,, = 0.01SLM~EEH LT\ 5. F/z, BRATY U RjiEE/NS L2z
LIZRY, WEMEEZRES TAOLENE LD, MERMS =10min ~EEFL TR
D, BRATYV T HADOBOMIGTIT> TWea—/L N hT v 7%, U AMEQa =
03SLM & 722 K 5 ICEFEN A EQy, =029 SLM 27 Y > 75 2 LTl filfa L AT
I L LT MARAWEE, TAEL—X—ZEWEEZEEL TROZEDOTE DR
BALETETHNERNDH 72120 DK 9 REMECRE L.

INHDOEDICHREAT o T E B K OVER T EZ O THOMEERZITV, BN
DHEREAT o T2, FBREAFL, #AFES P=50, 25kPa, EHE AT ) 7 H AR Qy,, =
0.01 SLM, #ZEFR T AifQy, =0.29 SLM, HMDSO % {7 L T\ % & > 7 IR Tivnso = 283
K, HERR =10min LW\ o7& TITo 28 & LT
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Fig.3-1  Confirmation result of Reproducibility of collection amount of HMDSO

Fig. 3-2 Improved experimental equipment
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3-2-2 FIEEER

ATEf 3-2-1 THIRRT=Z L 51T, R E TORMBEIER CTITRIE OO FE V1T X o> TR H
WrEansZ endbolz. REEOOEVIL, AR Fig 2-1 TR L2 FEREE O, RbEHn
FHTIZREE Lo S0, EBRPIZAER LT b O, FEBITARE Lishs o T2 RS HERS L
72 IR TAEL TV, Fig 3-3 1T 5EIE, RISERA HFRAHMl ORI % Bl I 53R
B LTI2b DO TH D, Fig.3-3 £V, RIS#FAMNC & B & 9 IR A RIS L ORI
FRASRBFTHNCE Z > TV D Z E MR SN2, Lo T, HIEERICOWTH ERARORE
LBMETHD EEZ DN, MBEEENSROHBMEOME 1T o7z, BRI,
HBAEIES) P=50 kPa, I HQoral =2 SLM, MR A #Qo, = 1.7 SLM, R Ak
Qn, =02 SLM, EHENT Y 7 AjiwQy,p = 0.1 SLM, BRI To=1373 K, KULkE
15 < Aty [min] < 3005 C%Ejifi L 7=. Fig. 3-4 (2, HHEMMERER CHE LN REE
Y. Fig. 3-4 £V, BMEBRAAAIE, S RRBEHRE 2 & HA0E, AUBOHE A HR T 2 BE o
AFOETH-HLTEHT, BIEERICEL TH, EERIIHHMEDSHEGR TEaVIRiET
HDHEPHLNE ST, 2O LD, RHiffi 3-2-1 TITo72 B & & b2, KIGHRT
A C O L ORI O T2 D OXRBVLER S D EHE 2 b, EREEORRE %
1T-o7-.

EUOIZ, FEBREEOLBIZOWTHT 5.

S B RlT O FEERAEE & 2 OXFR)
1) ARSI DRISETRIME CY R b —H —2& &, WEWS CB - 72 RIE TR
Z 333K ITHEAL Tz, VARV B —H—(2 X W INEAETT > TV =E%y i, Fig. 3-3
& RIER DS O DR D MRS S 41, 333 K THARRH CRULDHEITL TLE
IENFA LML 2oz,
X)) VAR b =2 =B L OWEM 2 RNaERORRET 52 L & L, IR
FEWESIRITEO 303K ICEHE L=, TNk -> T, BREFTORITAEmMEZES T2
LMW TET.
2) HMDSO AR WEHRBLIONERT AL EGHL, VAR E—F =XV 333K IS
AUIRIN G 2~3 m i D & 9 IpkiiE & 7p o Tz,
) Fig. 3-2 12”7 K 912, HMDSO 7&K & B35 L OVEE R T A DS A ELAT
THEMT HMECET Lz, ZHUC kv, FEDSEOG U CRME S gs Tl ¢
Bt L CLED 2 &BIET 52 &N TET

FERFIEIC DWW THERIFED 2-2-3 Hi Tl 7= FNE & [RIERIC L TIT 9 2, EEBREMHITHWT
TIRELELTTLHLERH 7720, EHRIOMEE ZOXRICHOWTIBT 5.
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FEBRSM A F RO & £ OxR)

1) MENKEL, TAEL =X —ICLOWEREBELE L TROZ LN TE RN ST
X)) 7T AE L= — & AW BESRA T CRIEFERZIT 5 13T A EZ /N & <
THUENGH -T2, RiftaE%E 2SLM 75 0.3 SLM [TAE L7z,

2) HMDSO DG &N ZE L, WEIiE Sn2nk o REFEICEE SN2 L, TR
MENNEL Ipol2Z LD, OGHER15 < Atg[min] < 30 CTrLilE ol 6E 72 il & %
O ENTERPoT.

) 100 < Atg [min] & 722 X S I OGH 2285 L 7=,

ZDOXIICHB BTl EEE AV CTHOMIEFER 21TV, FHMEOMEGR AT o7, %
BRiZ, HREIES) P=25kPa, #UiE Qo = 0.3 SLM, &3 I R &Qy, = 0.086 SLM, %
M AFEEQy, =0.204 SLM, ZEFHENTY L J I A EQy,, =0.01 SLM , HMDSO % i) L C
W5 X7 IRE Tivpso = 283 K, BUGKFEIAtg =150 min & W o 72500 CTiTH Z L & L.

Fig. 3-3  State of the path on the front side of the reactor
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Fig. 3-4 Confirmation result of reproducibility of growth rate distribution
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Fig. 3-5 (1%, #{EES P=25kPa, %EHE /AT U 7 A EQy,, =0.01 SLM, ZERT A
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3-1 C/R L7t BRATO2EE I Té?@%é’%%ﬁfh%&tlﬂ& L CRd. Fig.3-5 L0, KBERID

TITEENRE LB L, EBN -BREVE X(TT0225[g] 1TEH D HHRIESHERR
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Fig. 3-5  Confirmation result of reproducibility of collection amount of HMDSO before and after

improvement of equipment
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Fig. 3-6 (21%, #AFET) P=25kPa, #ITEQrora = 0.3 SLM, 2T ZififQo, = 0.086
SLM, ZE3R A AFiEQy, =0.204 SLM, EHEHRENT Y > 70 AjiiEQy,, =0.01 SLM, &EXUF
HEEE T, = 1373 K, KUGHRIAtg = 150 min TITo 72, i B%OEEIZE T 5 kIR
O BRI T bR 4779, Fig.3-6 £V, BiIE 3-3-1 TIT o 72 R S IEE
REBREFULELILIH L OO, RRIEGEESAMAIZINT, BIEBRAAAIRE, i KRk 2 B
AR, AR NS DO AR OETHIFE AL FH L TWDZ ERbhd. ko
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Fig.3-6  Confirmation result of reproducibility of growth rate after improvement of equipment
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4-2-2 FIEEER

ARFETIE, BOBEFERR S 3-3-2 fi TIT o 7o FFBLMERERE 325k & IRk OEE 2 W TERZ(T -
7o F£7z, FERFIEIIOWTH 223 BEXO 332 i L FEETH 5. FEBREKMHEIZHOW T,
#AEEJ) P=25kPa, HMDSO Z {7k L T\ 5 & > 7 iRJE Tumpso=283 K, RFEf AL, =100
min, FTE R Qo = 0.3 SLM, EHFE ATV 7 H AfiwQy,, = 0.01 SLM , i 7 A i ik
Qo, =0.027, 0.05, 0.086 SLM, %384 A jii #Qy, = 0.204, 0.24, 0.263 SLM, T =
1273,1323,1373,1423,1473K D&M TITo72. 22T, RUSAA N TORERE L3 ITx0, init
THL, &V AWEQy,= 0.027 SLM, Qy, = 0263 SLM, Qy,, = 0.01 SLM, O L &
X0, init =0.089 , %W A wQo,= 0.05 SLM, Q, = 0.24 SLM, Q,, = 0.01 SLM, D& &
X0, init =0.165 , %7 i fQq,= 0.086 SLM, Q, =0.204 SLM, Qy,p, =0.01 SLM, D& X
X0,init =0.285 TH 5. KISEAH TORRF T /L33 L ORI 2 2 W L 7245 F2R&(
IZOWTIE, AH%OBROBICHWDERICG) ~(ViDTERT L. Lo T, EBREMLESD
KI5 % Table 4-1 (2779,

T, KETIHIEETH 5 A 5508 % 36 A

HELTRBY, ZZICHE LT SO, OREE
ICOWTHLHEEITo7-. HERE L7 Sio, OB &

AM 1%, LFORTEHT 5.

36
AM=) & so, (4.1)

22T, 8 sio, L I WHDOATED, HKBRAIEOHEAETHS.
S BT, BRI 534 O e KAE 2 WD A 9o O F Bk 2 SEM GEARE 7-IAMEE)
THE L.
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Table 4-1

Experimental conditions

(i)
(i)
(iv)
™)
(vi)
(vii)

Initial oxygen mole fraction  xg_ ini¢

0.089
0.165
0.285
0.285
0.285
0.285
0.285

Setting temperature
1273
1273
1273
1323
1373
1423
1473

Ts
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MR D1 BN RO X T A —4 Z AT, O[SI(CH,),l, 0, Ny ROk
BRI ECIT D 2 WOuEAifiAT 2175 Z & C, AT N3 2 a5 A 2 R &
7. BT ICH WA B RAL 2 23 HiCORLIzb O RO 5. F£72, H
W5 2 WtEMIGERET LV HRIC O TH L0, S RIHWTEERGAC OV i kibhg
JEIZOWTEEDRH 5720 Fig. 4-1 ITR-T. ZHATORNIL Eq. 42 TH Y, SEIOKFHIH
72V SiOy AR DAL 2 HMDSO i & I O —IRBUS S GE L1272, Eq.
43T RTEOICEH L.

55
= JYHMDSO , Yo, o
pD—"— =k (PYHMDSO) pMOZ (4.2)
—_ JYHMDSO Yo,
pD or = ks(pYumpso) PM02 (4.3)

WEE & JE oW TIE SIMPLE 743 Y X2 X0 fighi, FEfEH R & 8R4,
a2y b —/LR Y 2 — AKXV EEB(E S, THOMAS IEIZ X » Ttz 61, °F
B MB LN T RO A v ¥ 2 IZOW T, 2 & 2-3 i & [ERIC(M,, M) = (100, 12000)
DA ¥ = VTR 2175 2 & & LTz,

Fig. 4-1 Calculation domain of two-dimensional tube reactor and boundary conditions
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4-4 FEREER
4-4-1 RUEEERER

Fig. 4-2 12, BBEIEER TR O NTo IR S0 2 n 9™, 77 7 OIS oEHE N
[mol/(m?s)] , A fedliZ I3 E L2 F NEBEIIRE Tiw [K], BN ITESIF A DD O 2
[m]%Z & > TW5h. 2T, Fig 4-2 ()X ERET=1273 K OSFIZB W TRIGE A T TO
WERE N3, i ZE LT2 b O, (DITSURERA T TOREFE LD HXg, inig=0.285 (ZF W
THERETAZERB LD ERLTND.

Fig. 4-2 () ClE, W SHNOEMITBWTHz =0.08 m Rk ONMLE D S RSB ME S i,
Z D%, 0.08m<z<0.11m O E CIIREmMIBED B &L Hic, i ES B Lz, z=
0.12 m DAREOAL i Cl, BBGE X E LU A 025 OBl E & b ICHEBIEICE L.
INHDOX L, MERESAOMERORIIER T 5 L, st A TOREEENRELE
LEETHIELEA LR L THDDY, X0, inic =0.089 DEMTldxg, inie =0.165, Xo, inic =0.285
DEM LY & RIBERE O KEMENZ L35,

Fig. 4-2 (b)Tlx, BRIFHERE Ts O FFATLEORRIEHRE 23 i IAE & B D A7 EAS bl
W27 hLTHEY, ZHIREmBEO FRICE s TREKSMEES N6 THDH &5
N5, —J, BEEE O R R LI O XTI, T, <1373 K OFMHClIpbhdE & 2355 A
H 7> 5 O BB OFR BB L, T, 21423 K OS5 IR E A 2>0.15m DX
ICH AL 226 OFRFEZ WA LT D Z RN,

ZITC, BERMIZBWTHEMR TH DA lE AR SN T RIS 2DV C Table 4-2 12
Y. ZOEREY, X imie =0.089 DEMATIE, FIUT, =1273 K OIRESRMET, BRRRER
FEN BT D5 OFER L0 LRI EDK 0.7 5L /e > TR Y, BEREINNIWVES, B
RS /NS D 2 EnNbns.

AT, FHEE 2 e KA & B D L CAERR SN BEORE -2, 2 TOLRIES T L
D% Fig. 4-3 1T, ZOMD() xo, inie =0.089, Ty =1273K, (ii) Xo, jnie =0.165, Ty =1273
K, (i) Xq, it =0.285, Ty =1273 K TiE, BUGHAH TOEREE/L RPN T Do
THRON DS TN EBR O AL L TWE 2 E RN s. ZOfEF L Table4-2 L 1,
PSRN T COMEHEENITRPREVIEE, IR ETT T2 <, BORE b 2 b % rlEE
WRHLZEBBEZLND. EBIT, ERLZEOEMITEINCR D729, xg,mic =0.285
1L SIO DHAMAER TEDRMFETH D EINE LT, — T, BRIPRTERET, 28 H L7z
(iii) Xo, inic =0.285, Ty =1273K, (iv) Xq_inic =0.285, Ty =1323K, (V) xq_inic =0.285, Ty =1373
K, (Vi) X, init =0.285, Ty =1423K, (vii)xq, nic =0.285, Ty =1473K TiL, T, 2’ EHAT 2 &
BED A3 B O A B YEROFRAICEL L, T, <1373 K CRERBWFICRDZ LN
bk ipole. LanL, Ty =21423K THUEEW 22 kT2 2 v bh o7z,

INHOZ NG, BRWRERET, 2AT 352 LI VAL ZBEOREDE N,
RSB FE 0D e KAB LARE 00 X[ CA= U 7R O3 W ORI Cdb 5 AIREME B 2 b7,
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Fig. 4-2 Growth rate and wall temperature distributions along the flow axis of the horizonal tube
reactor.
(a) Dependence of O molar fraction

(b) Dependence of temperature
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Table 4-2 Dependence of total mass of deposited SiO; on the substrate in the experimental

condition
Experimental condition Total mass of deposited SiO,, AM [kg]
(i) Xo,,nic =0.089, Ts =1273K 0.00019
(i) xo,init =0.165, Tg =1273 K 0.00027
(i) xo,init =0.285, Ty =1273 K 0.00026
(iv) Xxo,init =0.285, T; =1323K 0.00038
(V) Xo,,inic =0.285, Ts =1373K 0.00037
(Vi) Xo,init =0.285, T, =1423K 0.00027
(Vi) X, init =0.285, Ty =1473 K 0.00025

Fig. 4-3  Photographs of the formed thin film on the substrate under each conditions.
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4-4-2 FRIEBRRIZEITA2YMEBREETIL

HMDSO 73 SiO2 (272 2 £ TOWMBRZ G+ 212H 72> T, 2 B 2-4-4 FHITTHKIL S DE
TNEEETDHZETRELIEET MIMENWERZITH . ZOET /L TIIRERR LT
D2 OOMETHEREIND EIET S, LLFIORT X )i, ERERND, BRIBGEE ik
REL ZODOHEBIZT BN, FNEI, BOBEEE )R i OGS HE & 72 5 sl & plobome
DSYEHCHEE & 70 2 58I 0 HI9 5.

1) BRI R~ LR E NS

FBORE O fe RAE & 0 b BRI O SEANE Y 5. (R bR eE )
2) JREIAE S E R TR 5.

PRI O KAE L D & NN OB ANE Y T 5. (NEEE )

ARl D FEBRCfF B T RIBGEE /5 Af 2 E 7 VI LB ET-> T <. ETIRUHIL,
KIASOSARBEIR TIE, PED 29 12X o THRE SN TV DM RISEE T V& VT WE
NS, B OEEREZEE, KA 8EE TOHMDSO AR ZH L. 2o
FNEL, 2 T 2-4-4 Fi TR LN ER L DO TH 5. 7272 L, S WIBEETT 9 BRI Sio,
JBEA Bl R DAL 2SS 2 HMDSO R 8 & B SEIRE O RS & ARE L, BB IR JE N,
[mol/m¥s] BRATERINL LD LT 5.

Nsio,= Mo kslﬂ_%CHMDSOlH_éCOz |H_é
o (4.4)
Cumpso i + Cumpso li+1 Co. |i + C02|i+1

z‘+% 2 2

ZZ /G, GSiOZ[kg/mz/S], CHMDso[mOI/mS] (E Coz[mol/ms] &j:, %ﬂ%ﬂﬁiﬂ%ﬁ&ﬂ:, HMDSO k
MREROENREZRLTND.
L7 o C, el Sask B B8k [m*/s/mol[IZLL FO L H IR BN S.

Gsio, | al
3

ksl 4.5)

‘l =
i
"2 Msio, Camnso | ,1Co0, |H_1
2 2

DX L THE LN EEKSHEEESk [mYsmollZ W=7 L=uZx7 ey &
Fig. 4-4 |Z/R7". Fig. 4-4 L0 RKMEPOSHEERT, MUSEA R TOREREE/LSRICEHD S
T, FHBIEREDS 0.62 OH—OFHBERR CET Z LN TE, LLFIC R F i bOi il B E 5035
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bz,

—335000
) (4.6)

k, = 8.5 x 1012 exp( Rl
Z 2T, Tyw [KIEEEmIREE, Ry [J/mol/K|iX X AEHMTH 5. Eq.44 LV, FRils
HEEHOEMAL= R L X —AEIX 335kl/mol THHZ ENRHELMNE ST,
F7o, BRI ERET, > 1373 K (B W T, RS EERZ F i Lz R CoORER
EEIZ1139K < Tyw < 1219K Th o778, REMIGHEEEOT L=y A7 1 v M
ETCOEBREMHETO/REEZH D &L LTz,

%L VT, JERUCALERFEIR TIE, CVDIZHIT D IEHRE DIm/s)iE, FKILS N2k > TELF O
INZHE SN TS

d(lnGSiO ) 1
D=———7u— 4.7
ru 4.7)

- I, ‘“’”GS'% i, PEECHE AR 3510 % R 45 A & BRI 1 D e b LT

DOEZ %73, F£72, r[m], ulm], SKIXZINEN, ASFEEOYLE, JLBEEERICBIT 5
LI A G, ¥ — U R (=3.66) %<7 . Fig. 4-5 12, 17‘%&1+£5z®ﬁ*ﬁ¥mr“ﬁkf'
B L OREFIRE Tiw =1260 K IZ31F DILHAREL O BUS# A 1 CORESEE /L 53 KA
WCDT T 7 &RT. Py ME, BEq.47 W TEHE LIS TH Y, %ﬁk;oﬁ&
FUTIRE O E A 175 & L2 EOERP#HRE R L TWD. REORZHIZOVTI,
Fuller 5 2D (2L 5 TEJA T AT AZBWNTRD IO EHREINTNDHHDOTH 5.

Tiw =1260 K (281 D xq_ it = 0.285 DOILHAREIL, X0, it = 0.089 35 X Vxg, init =
0.165 DILHWURE LV H/hE < DR LR o7, £z, Fig. 4-3 D(i) xg, it =0.089, T
=1273K, (ii) %o, init =0.165, Ty =1273K £V, xq_inic = 0.089 3 L U, inic = 0.165 D5
TECIE, ERIEDOENRTEENR 1> TBY, BAEMEDOEWEN LR L TWD Z Lbnd. 2
NHDZ LMD, TR OB OO TORBHE X0, inie = 0.285 DEMFTITH 2
el

ZDOXHIT LT, HEEBUAREOIRE KB OV THRB 21T > 72465, 1260K< T,y < 1323
K COEARE DIRFERIFVED, Ty, = 1373 K 2B D ILEAR S O IR R M & i 73 B 7R
HTEWWBNERSTZ. Bq 4.8 3L Eq. 4.9 1%, ENZEH 1260 KST,, < 1323 K &
Ty 2 1373 K IZBIT DR 2 R LTS,
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D=246x10"T,,' (1260Ks T = 1323K) (4.8)

D=3.61x10"T,'"" (T = 1373K) 4.9)
Fig. 4-5 1B W C, ROV (---) &, BBOTONERR (- - - ) 1ZZFNEIEq. 4.8
L EQ49 ZRLTHEY, ER () IIAECRBIT 5 TORESMCTHEI LIZILBRETH

HUTDOR (Eq.4.10) Z2RLTW5.
D=322x10"7,,'"7" (1260Ks Tu = 1423K) (4.10)

Z 2T, Eq.4.8 DILBIREDS Eq. 4.9 DILBARE L Y b/ S < B SN ZHEBIZ OV TR
A9 5. T s 1323K CUE, Fig.4-3 O(iii) xo,mic =0.285, T =1273K, (iv) X0, inic =0.285,
T, =1323 K (2" & 912, ERIEOAITIRE D EFICE 0 A b BRI L L T 5.
EBIZ, (V) Xo,nit =0.285, Ty =1373K THEARBINI /D Z Linh, Al S 2B (v)
Xo,init =0.285, Tg =1323 K &(v) Xo, inic =0.285, Ty =1373 K ORI G CELT 5 A
REMEDN S 5. BREYICIE, 12600Ks Tw = 1323K OFMETIESIO LY b T EOKE
VR LHERE S I, Taw 2 1373 K OSMATIZEVMRS 00 IHEATE Si02 28 A2 R L HE
BEN50TEenwhtEZL LN,

ZIT, ARENSLFEETICEBWT, Y A, B N5 2 AROIRAGIAEEER T Chapman-
Enskog BlGIC & 0 T CICHE. SN TR Y, JEEGREIILL TORXTEREIND 2.

@1

D,p=0.00018583

o P[atm], oag[Al, Qag, Ma[kg/mol], Mglkg/mol]iZ, HRIEE S, BiJe-4%, HiEfbsy,
B FEZRLTND. KETHE, By A DERERMISOBENOHEIND F
Y U7 WA, By B 23 SiOy £721F CVD FUGHTICAR SN DRI TH L L35, 2Dk
7B A, 1260Ks T = 1323 K O T S0 LV 0 RO K E RN A sk &

OHERE 2 &, v UTHAL Si0 TRONDILHHREL L U bILBARE A/ NS < REDL 5
N5 ENTND.
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Fig. 4-4 Arrhenius plot of the surface reaction rate constant.
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Fig. 4-5 Diffusion coefficient Temperature and O, molar fraction dependence.

66



4-4-3  PIIEERE S W OBIERTIER & REREROLLEK

Fig. 4-6 |2, KUSEsPNENIT AR > T IR AT 274, 77T 7 OFiEfli 2k EE N0,
[mol/m%s], BE#MIEZEUGERA 26 OFEE z[m]Z R L CW5. £z, 7oy FBAERICED
O NIRRT, T A DN IS X 0 S D RIS E i A R L 0D, &5
2, 74 O THERITEqQ 4.10, ML Eq. 4.8 £7213 49 Z VTR SN MR E R
LTW5.

Fig. 4-6 X v, i OSHEGEEIRIC B T4 C OS5 CHUEMNTIC X > CHRIBHE o 3
B R MRHELT 5 2 L TE . U7, IR B TR, BB RTRS R & TR
FERN H U2 WKENEL DR E 72> 72, Fig. 4-6 O(a) Te= 1273 K T, 0.1< z[m] <
0.3 DXFIZEBWT, Eq.4.8 & Eq.4.10 & FW TN AE RN EBREER L B Lo o7z, L
ML, XVEBRERZHETETCWAI ENnD, (a) T,=1273K OFMFETIL Eq. 4-6 2V 5
REXThiHEEZBNT-. 77, (b) T=1323K, (¢c) T,=1373K Ti%, Eq.4.8, Eq.4.9, Eq.
4.10 DWSNOPLBERE A W56 T b, BUBGEHEE O fc RIEATHE ORI 2 Br &, AT HE R
DEBRFEREZFHBE T2 2N TE2. (d) To= 1423 K, (e) T,= 1473 K TiX, 0.09 < z[m] <
0.3 DX T, Eq.4.9 BEOEq.4.10 & W 7ZfHT#E R & 6 (2 B0 I 0 sl i
I bR AL bNLAMRE o7,

DFEV, REOFERITIBWTIE, BRI ICH O 2 IEBER B SOV T, B oXE 5
VEENH DD, FITH 7RI IS B 754 & BB CE R WIKRBINFTET 5 2 &
AN E o7,
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Fig. 4-6 Calculation results of growth rate distribution along the flow axis for the SiO2 film

coating with experimental ones.
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4-4-4 SEM |2 & B EZES

AT 4-4-3 T, T,= 1273 K B LD T, = 1423 K OB O THAEATIC L 0 pRIEHEEE Sy
iz B TE R - KR EZ RS 5720, SEM GEERE e 2 - Ao &
MR OBE 21T - 7=, Fig. 4-7 12, RIERIOARES L, BXRPRECRE T, 2A¥H L
WL OO CHEBEE AR L2 #22 L 7- SEM i & 7R

Fig.4-7 XV, (iii) T,= 1273 K TN E 7R F 230 < O JEBICHERE L TV A Z &3 6
METRoT=. (iv) Te= 1323 K B X O (vi) Ty= 1423 K CTl, FEHUICH B 270k FIEEA AR
NTWDEZERHLMNE R, —J5T, (vil) T,=1473K TlE, Bk LIWEICI39m 6078
RLAEZ0 T <, AR 40 mOKLF HAEL TEBY, IERWICEMAREREHEPRTHDH Z &
LA LN E o7, 2B O SEM {4 & Fig. 4-3 (R LA T8 & il | B8 41T
D&, ARIEOENAL 22 51F 8, BB CIE7e <RI AER S 0T < 72 HEIA D3 HERE C
X5, IO EMND, T=12T3K BEO T, > 1423 K O&METr. hiF AR HEERERE & 72
VBBV A S L CLE D72, EEAENTIC L0 R A A BT A Z LN TE R
MOT-DOTIERVNEEZEZBND.

L72in o C, AR TEPN TR PSR EFELBIT, B ER OB Z 2T RO RADT DR
HRIGEEER THD Z ENHLMNE o7, S6IC, JEHERENT, BT EROREEZ 1T
LRI OIBERCHH L b B o,

Fig. 4-7 SEM images of the quartz tubes after CVD at various setting wall temperatures.
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4-5 HEEAEDHEE

ARETIE, KPEERE CVD HE %2 VT 25 kPa TP SiO) IO AR 21TV, A
IOV CERRI X OEAEART O 2 SOBLEN HIRFH 21T 59 FCLLFOfEmANE STz,

) WOBISEET NV EZAND Z LT, Ktam AA DIERENRPRR D565 TH, bt
AR DR Z T 72 WV RLNT ORI SHE 7 RO TR T Z LN TE, Bnid
DRSS P E L OTEPEAL = 3 /L % —13 335k)/mol ToH > 7z,

2) CVD FEBRIZ X 2 pBHE B, RKifibOSEEFEBIC IV T, 2 TOIMRESRME T CEUAfFT
WXV EBLESNZ. ~F5C, CVD EBRIZ X 2 kOl 1%, Ingsdfakicis V-, i
DIREGMR L OBRISHN O XECIEEUET I LV BB 2 2 &R TERD -T2,

3) SEMBIZETHOLNIZEER LY, KETIT>7- CVD OMEBENCIE, FEMISET Tk
SHIFAERNEENTOVDAREMEDS R I NT-. S HIC, RIFARORBIZE Y, ik
LRI LT OFREIZ 72 2 FTREMEIC DWW T HRIE S 7.

O LD BRSO, 2 EORBFEL O b RomMEATE b oo, FHiNLE
EWERBT ST A — 2 PRI ARORELE T 256, WEBEIDS RO A I H
LTWOEERH L LB R DI, RFARIC K 2B OW THEMIC G 2 HENH
LEEZBNIZ. XoT, EMICHRBERESMZHBT 5720, AT L7 404 —
Z W CRL ARG BE OHEE 21T\, RIFESUGTENT Tl B A B IE U 7= BUE i
EATOMEDR D 5.
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BSE HNFERREZZEL-MEBBETILORE
5-1 BE

AFTIE, 4 HTIT o7 25kPa TOMBARKICI VT, KPR 5EITITMmE T & 3
BLPIEAS T 5 2 & CEMEBE T A =2 ORHICEBLZIT 5 2 LEx bhiiz
W, RIFEROEEZEE LT-WEBTTT LV OMEZAT S .

BARRIICIE, BISEATER LTIV 5 SOOI & RIS~ L B Sn i
ki 2 L, £ OEEN ORI FAREEOHELZITO. S b, WEBENBRIZOWT,
WA % & A T2 E) 72 7L~ LS L, R THIEERIC X > T B Lo 7 pl i
& AVCTIEROWEB BT 2 — % OFHTEOBIEZAT .
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52 EBREERSLUERAX

RETIE, SR CAR L TIN5 b O OB 358 T KIS ssh~ & P S 7=kt
TEMELEREOUEZIT O LRERH 72728, 3 FET/R LT Fig. 3-2 DIRREN D, FEBrE
BO - EEETLLERD o7, ABEIZEE L7z 25E O % Fig. 5-1 1IZ7~7. Fig.5-1 1
T XN, MFAHET DD TATA RN E —ERISIRERICREL, TATA
RNVL—ZA T Vo T g N E =TGRS, ROGaaD bHE SR A e T & D%
EICAEE LT,

FBALE DO OE Sy OREEIZ OV T 3 BT L7 SRR L O IR R O i &
ML THD. HEFERICOVTE, IROHIMA TERFHELED LW L b, MR
B C15 BT BMEE S P = 25 kPa T HMDSO 5468 CTH D Gumpso = 0.0156 [g/min] %
WTHEREE(THOZ L& LT

FRIEFEBRIZ DWW, FEREEE S LOERAFIEL N E TLFEKTH 503, EREEFIZS
WL, #EET) P=25kPa, HMDSO Z 7 L T\ 5 ¥ & 7 IR Tivnso = 283 K, KUSRE
[flAtg =100, 150, 180 min, FAUHQorar = 0.3 SLM, ZEHE /T Y > 7 At #Qy,p =0.01 SLM,
B 7 AW RQo, =0.086 SLM, 43K A it fQy, =0.204, SLM, T.= 1273,1323,1373,1423,1473
KOFMETITH & & L.

KL IBRIZ OV T, BIEEROBNICA L T L 7 g v H =BT 4 V7 — %R
Fird 5 SUS DR v v a OB EZHIEL, MBEERZ 2 E CLRBRICHER L, MR
OFIEHER Aty [min] & 7 U], RGN SHE S5 1 2 258l S 7. EBRK T4,
HEALT VLT g —L SUSTDORA v a2 OBEREZMEL, TOENE LD LT,
R IER CA R S -k oA kR a2 FH LT

Fig. 5-1 Improved experimental equipment
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53 HERLEEFE
5-3-1 BEER A FHES

R ISR & R HRE SRR AT O 18T > C, BB ETE DR 2 RET D44
WRB ol ZHIUTOWTHER AT 9 728, & 4 B E CORMIRIZERS: & [FIERO KOG
Atgp =100 min (BT, #IEES P=25kPa, HMDSO % l7ji L T\ 5 % > 7 iRJE Tumpso
=283 K, MIEQura = 0.3 SLM, ZEHNT Y v 7 A fQy,, =0.01 SLM, B34 At
HQo, =0.086 SLM, ZEH N A EQy, =0.204 SLM, BIEIME Ti=1273,1373,1473 K D5
tE R R 21T o7z, ZOFER TR ONICRL it &IZ-DUV\ T, Table 5-1 12777

Table 5-1 £V, Z D 3 DOFEMICIT 2 FER CILRI 7tk & & IR RE 72 LB BIFR 1
Rongholzb0n, RERED FEW Ti= 1273 K TiE, RiFHEE? 0.006 g &,
KAFREED 0.005 g [ D ATHEMEA B o 12720, BULHERMALy [min]Z 129 L2 5 &
Bz bz,

& o T, #1FEJ) P=25kPa, HMDSO % iTjik L TV 2 # & 7 i Tampso =283 K, #aif
FQuoral = 0.3 SLM, ZEH ATV v 7 AifiQy,, =0.01 SLM, T A i #Q,, =0.086
SLM, ZR T A{EQN, =0.204 SLM, FEME To= 1373 ORIFICH T, SUGRFHAL,
=100,150,180 min & &2H L, @WUIRCKRIZ Rt 22 & & Lic, ZOERETITo 72k
JEGH FE 43 AT % Fig. 5-2 1R

Fig. 5-2 £V, IGKHHAtg[min] ZEE L72HEI2B80WThH, BBHES O v — 7 ff
BN - WD OB B L TEBY, RISHERAtg[min] DZEERN 5.2 5 BN/ S N C
ENRGMB. L, KFEBAt,=180 min & L7811, MiKIck v 7 4 v 2 —3gk
FU, ERPIJEND EF L2200 D, UGEFEAtgX, 150 min 23584 Th 5 & fhmfs
i, ZOFRMCRER L ORLFEEREZITO 2L & LT
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Table 5-1  Temperature dependence of the amount of particles collected during the reaction time

of 100 min.
Setting Temperature 75 [K] The amount of particles collected [g]
1273 0.006
1373 0.033
1473 0.018
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....IIIIIIII.III....

1200

A Aty =100 min

(m-

A Atp =150 min 1000
A Aty = 180 mir
m [, -1373K 4 800

T |
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o
-
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000001
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Distance from heater inlet ., 7 [m]

Fig. 5-2 Growth Rate Distribution at each reaction time
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5-3-2 RIEEERHER

Fig. 5-3 12, #{EHJ) P=25kPa, HMDSO ZfiTj L T\ 5 ¥ > 7 IR Tumpso =283 K, #&
M Qroral = 0.3 SLM, ZEFE ATV o 79 A fEQy,, = 0.01 SLM, B3R A fQ,, =0.086
SLM, ZHR A AYiEQy, =0.204 SLM, LUGREHAt; =150 min DFRIFCEWT, BREIREZ
T=1273, 1323, 1373, 1423, 1473K O X 5 [ZZEH L TTT o 7o iR FERR T & 71U 72 iR B
NIRRT, 7T 7 O T EREGEE N mol/(m?2s)] , A7 X E L7 4 PN BE T TR
& Tiw [K], FEEHIZBEZFAODL SOz [m]Z &> Thb.

Fig. 5-3 £V, EXRFHTRELY FRIED & & 61, RBEBAANIE & RO A3 i KAl
I AHAED B~ 7 L TEY, Ziu iﬁi‘ﬁfmﬁ?mhﬂ XU BOSMERE S L7200
BThrEEZLND. £T-, WEORMBMEIZRZR SO0, RIERGHE, BEmEEO k
AL blicllBFEEES FH L, RRKEEZRS7-OBICERIFEALDLLOBREE & 6 I
RIS 5 L WV o TR DN THEW SN OFEAEIC b IA L Tz, —H T, AlEE
RPE DS e KA 2 B o 7o 1 0 9~ 2 S ClE, BOEIREED & < 72 213 &% O & 23 B2 72
STWHZ EHH N7z,

-
-
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Fig. 5-3 Growth Rate Distribution at each setting temperature.
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5-3-3 HIFHEEERER

Fig. 5-4 |2, #{EJ) P=25kPa, HMDSO % 7k L T\ % & > 7 IR Tampso = 283 K,
TR B Qrotal = 0.3 SLM, ZEFRNT Y 7 H i Qy,, =0.01 SLM, 55 2 jic &
Qo, =0.086 SLM, ZR A Ay &Qy, =0.204 SLM, FUGKEMAL; =150 min O &MFHZEHB
T, REIREE T,=1273, 1323, 1373, 1423, 473K O X HITEE L, [RIEER & R
(AT > TR FIEEROFE B2 R~T. £72, Table 5-212, FRELRMICET Akt R
& SRR 351 DRI B DV CRT

Fig.5-4 £V, 65X EH 2 b0, BRIFRERED FH-& & b Ik O itk &)
MLTEY, BEKRGERSD ZENRHBNER -T2, F7z, Table 5-2 2B, kSRR
TR L T2 B B DK 6~17% DB EDORLF- DM ERT 2 Z E BB bR oTz.

collected [g]

-

Setting Temperature, T, [K]

Fig. 5-4 The amount of particles collected at each setting temperature.

Table 5-2  The amount of particles collected and total amount of film deposited at each setting

temperature.

Setting
1273 1323 1373 1423 1473
Temperature, 7;[K]

Total amount of
0.032 0.058 0.044 0.039 0.031 0.067 0.081 0.055 0.065 0.070
particle collected [g]

Total amount of
0.503 0.628 0.522 0.511 0422 0.550 0.461 0464 0477 0416

film deposited [g]
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5-3-4 REBRBICHITI2YMEBHETIL
5-3-4-1 IFEREECHIRBREICE T 2MEBBETIL

AR TIEIZNE T, BIROISECEBIT 5 CVD IZBWT, FUEIAFTE ORI 72 5
FCORBFEEEZ L TIORT 2 00 THRENS & TV -,

) JFE IR~ IR ENS.
2) JEEINEEMSE R TIIZ 722 5.

ZOETNTHE, KAAMUSITHFEFICRCET T2 EREL TERZIT>TEY, R0
HEREBETDHI LR TE o7,

ko TARETIE, KA Z GRSV T FIOR TR THR SN & L
TWEBENET VOEREZ{ToT-.

D) B SHRBS s TR & 72 %
2) RS EERERm A~ IR E N D.

ZolE, PREO SIFESGEEIIEBE IR & LTRSS T 5.
3) AR R BOS 2 T 72 5.

ZOFETIMCEBIT LHEIEIE, KIERRO S0, TH D LIE L TELEIT-> T L.

ZOXRICLTRETCEEZToET VE, ZRETHOTWZEFERRIZE T 29
BRBEET VA& R L7 X% Fig. 5-5 (IR

o, RETERZITHET VEMWDEITIE, AUBHERIELL TR 2 S OHHE
BECHERL SN D L B2 BTz,

W A) PRI DR R &0 b BRI C ROSSHREE (S L TR s B34 % 58
k.

(B RO AL i R 1)
W B) BRI O R KE & 0 b TR TRUSAREE DSBS & 7700 B R AL 3 36
/1

I oW (PEHCHE R A )
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Matenal

Thin tilm

Diffusion

Surtface reaction

Material

Intermediate

Fig. 5-5 Mass transfer model
(@)  Models in the previous chapters

(b) For deposition processes that include particle formation
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5-3-4-2 BEMARIGFRETILIZONT

BL AR A BT BERE 2 BET 51H72 0, AHEREOENILY 3L A), B)D
BEIRD 5 B, A) OILFROSHSRBEIRIC VT, BIEE TOET AN, KT OLRE S
B LIZETNAANEEEZITOMERH T2, Lo TRETH, AIEE TICHWTWr X
G#ET L 0 ZEEL, Fig 56 IORTEBY, MTARE SE LEEERNIERETT
NERETD.

ZOET NV E A CERIBOSEE EE, REPOSEEERE TN ENFILT 5720, T
(2773 FNET HMDSO i J% Crvpso [mol/m’], - HY ] {5 °C & 25 SRR O SiO; i &
Csio(gasy[mol/m*1 z Fi i L7z

FSERAY O 5 i & HORIFEE BT, BAZRR 572 0 (25 A L7z HMDSO O/H &
OEIMNTTRE LIZE B2 W23 T, & L<IESioohiF& LTl L7z & 9%,
PSSR L 0 75 5 T OSSR Gio, ey [ke/s] I TSR TR J U 15 0 AU 7o K Al
Gsio, particle) [Ke/s1% I, ALSERUE O B2 B+ 5 Z & T HMDSO, 02, N2, CO,, H20,
HIEHAR T d 5 KUK O Si0, DWE RS JOAEMEELZ RS2 tnTc& s, 20ox
ENENLLTIORT.

Muwmpso |, 1 (5.1)

Grne (G ot 4G .
1mnso=(Gsio, (Film) +Gsio, (Particle)) Vsio, 2

Mo,

Go,=(Gsio, Film) +Gsio, (Particle)) * 6 (5:2)

Msio,

Gn,=0 (5.3)

2

Mco,

Geo,= - (Gsio,(Film) +Gsio, (Particle)) * Vio, 3 54

Mizo 9
Msio, 2

Gu,0=- (Gsio,Film) +Gsio, (Particle)) * (5.5)

Gsio, (gas)= - (Gsio, Fitm) +Gsio, (Particle)) (5.6)

::/GGHMDSO’ GOZ’ GNz’ GCOZ’ GHZO R GSiOZ(gas) [kg/S]&j: HMDSO, 02, N2, COz, HQO,
RMARD SiOy (PR DEBREE TH L. o, HEREZIE, FldELzALERL
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7o Fo, NolZBE LTI L TWeWndTo & L.
Eq.5.1~5.6 X 0,1 & HOATEE BT 5 HMDSO OB UTLL FO L H i/ 5.

: : _ Mavpso | |
GHMDSOL‘GHMDSO'H_I_ ( GSIOZ(Fllm)l + GSlOZ(Partlcle)l )'—Mm2 3 (5.7

. . Mo

Gozll-‘GozL.H:( Gsloz(mm)| + GS102(Part1cle)| ) 'MSK; 6 (5.8)

Geos -Geol . =+ ( Gsioymim| 1+ Gsioypartice)] 1) 23 (5.9)
COy ;7Y COa 14y Si0, (Film) i+% Si0, (Particle) i-i—; Msio, .

M0

N 1O

GH20| GH20|I+1 ( GSiOZ(Film)lﬁ_%'l' GSiOZ(Particle)L%) . (5.10)

Msio,
Gsio, (gas) i‘GSiOZ(gas)lﬁ_]:' ( Gsi0, (Film) il + GSiOZ(Particle)li_‘_;) (5.1

F72, 1 FHOAREE T DB ERGERE Gsio, (particle) |, 1 [Kg/SIIZDWTIE, FEBRGR

1
i+
2

THIEFRETH 5 DL, KGO TCoki&, 2%V, KIS Tohi+-R&TH5. &
BT, BT OEREICIRERFEHEDER SN TWA Z L5, HMDSO OffEE &1 x4 5k

FARBEOHZBEMNE S Y- T LT, w [/m] ZHWBZ L L L.

pso'L
Gsio, (Particle)Ex [K/s] 1%, KLl FEBRIC LV 153 B AL BALRERT 2 72 v @*ﬁ%&ﬁj‘z%,
Whampso [kg/s] 1 HMDSO {6 &1l & 525 A B 15 5 A7 AR 24 72 » O JFUEHMILKG &,
[m] %, WA HER SNEKBOEIZ/RLTWA. ki rAERKIZ DV TI, H%&EAZMEW
SNTZRBTORAEL D EE LTz, Fig. 5-7121%, Z OREOREKRIFIEICOWTDO T F
TERT. T 7LD, ZOREILUTOXREQS 120X ITRENDLZENRHLMNE 5
7-.

GSiOZ(Particle),EX =1.63 X 10_434'89><10 ?Tave (5 ]2)
WHMDsOo L

T I T, TawelK] 1%, BEAERDHERS ST X CORER O EIRE TH L. ZD XD
(L CE BT Eq. 5.12 ORI FAKEI S & HMDSO OWMEHRE Z W C, i & H OAEEE
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B DR ERGHE Gio, (Particle) |1 [kg/s ] ZULFDEQ5.13 DX HickKT L LT

Gsio, (Particle),EX

Gs;o (Particle) |l+_ GHMDSOL *Az; (5.13)

Wumbpso'L

ZIC, Az; [m] 1, BARHEORITHD.
ZOXEICLTHELNTZEQST~511 OXE, i+l FHOATEEIC LTI 5 LU
ToOXITRD.

GHMDSOL- +]=GHMDSO|I-‘< Gsio, (Film) il + Gsio,(particle) | . 4_;) . ME:?O % (5.14)
G02|i+1=G02|l.‘( GSiOZ(Film)LJr% + GSiOZ(Particle)L%) . AZ?; . (5.15)
Geo, . +1=Gcozli+( Gsio, (Film) il + Gsio,(particle)| . %) . Z:;i *3 (5.16)
GHQO . GH20|+( GS]OZ(Fllm)l + GS]OZ(Partlcle)l ) Z:zoj'g 5.17)
GSiOZ(gas)liH: GSioz(gas)LJr < GSIOn(Fllm) + GSloz(Partlcle)l ) (5.18)

EE S i+ FOLREEE CORT ADOHERE, FREEZFE L2, £72, Eq. 5.14
~Eq.5.18 Z V), G#A Y DOAFEENOIERGHET 52 LT, UTFTOX I Ic&Kask
LB OBR T ADERNREFHAT LI ENTED.

y _ Guwmpsol .,
HMDSO I GHMDSOl,H"'GOZLH"'GCOzl GH~0| +G5102(gas)|,+] Ny

(5.19)

G 9l
ol : (5.20)

+Geo,l,,, *Gmol,,, +Gsioscgas) ;. v,

Y y; ~
O2lis1 Gmvmsol,.,+Go, ., "
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™,

Yeo,

Yn,0

ySi02 (gas)

N,

i+ Gm\mso|,-+1+002|m+0c02

i+1

GCOZ |1+l

+GI-120 i+l +GSi02(gas) |i+1+FN2

i+1 _GHI\TDSOI,H"'GOZLH"'GCOZI

i+1

(.;HZO |1+l

+GH20|,H +Gsio,(gas) |,.H+FN2

i+1 Gnvxmsol,+,+G02|,+l+Gc02|

i+1

GSioz(gas) II.Jrl

+GH20|IH+GSioz(gas)IIH"’FNZ

i+1 B GHMDSO',H"'GOzl

i+1

6oy, *myol,, +Tsios (gas)|

¥
i+1 FN2

(5.21)

(5.22)

(5.23)

(5.24)

LLEX Y, HMDSO B/ 53 %1T Bq. 5.25, KUK Si0; BV 53313 Bq. 5.26 TH IR
5.

XHMDSO li+1=

xSiOZ(gas) i+1:

YHMDSO
Mivinsol iz
YHMDSO 4}& +yN2 +y(?ﬁ +yH20 +}’Si02(gas)
Mavnsolivr Mo, |, My, Mco,|,,, M0l  Msiop |,
Ysi0,(gas)
MSi02 i+l
YHMDSO _{}’& +}N_2 +}’C02 +~”H20 +ySi02(gas)
Mianosoliy Moy, Mol Mco,|,, Mi0l,,  Msiop |,

(5.25)

(5.26)

WREH A V5 &, HMDSO ¥ Ciyvpsolmol/m3]i& Eq. 5.27, &MUk Si0,
Csio, (gasy[mol/m?]iX Eq. 528 TE SN D.

Campsolin=

Pl

o 1 XHMDSOIi+1
Ry Tl

JHMDSO
Plis MAMDSO 4
RoTlis1 Yvmso | 202 [ Nof  YCO,
Minmsoli Moyl Mol Mcoyl,,,
Pl

Csio(gas)|..,

RoTlin

xSiOZ(gas) |i+1
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,0

,VSi0z(gas)

M0

i+1

Msio,

i+1

(5.27)



YSi0,(gas)
_ Pliyy Msiop |,y (5.28)
" RoTli+1 Ymvnso 20| Ny Jeo, JHy0 | 7Si0z(gas) '
Miavnsolivr Mo, |, MNy|,, Mco,|,,, MAy0l,,  Msiop |,

Z 2T, Pl|; [Pa], Ry, (=8.314)[JAKmol)] , Tl|; [KII%, #AEES, KIEER, BEmiEE %

FTNEoRT. £, PRRAERKRRIZ BT 558 TOF )2 HMDSO JE 1 b i 3% 12
EO—RFETHD EET D &, SUHBGRHE E ik [m/mol/s] & FilEds & UKL/ RGH

FEDRNZIZLLF OBIERAS K Y Lo,

Co, |i+C02 |i+1 _

Gsioy(Film)l,, 1+Gsio,(Particie) |, , 1
2(Film) 7 2( Vit = k | Cumpso li+Cumpso li+1 |
gli! 2 2

MSiOz'V l+z

kg |i+%CHMDSO |,-+%Co2 |l+% (5.29)

ZIC, VImY] IFEENRORICH D, Bq.5.29 KV, KU EUGHE E Hk, [mP/mol/s]iE
UFTDLoickdbbns.

Gsio, Fitm)l;, 1+Gsio, Particie) |, 1
z 2 (530)

k | 1=
9 [ary V-Msio0, - CHMDSO |,+1'C02 |H_1
2 2

Z DX ST LT BN KA BSOS E E Bk, [mY/s/mol]| 2 W=7 V=0 27wy &
Fig. 5-8 27”7, Fig.5-8 £V, KHHRISHEELRITH— OB CTRITZLNTE, DT

R U B T B B L.

_ 8 =—r¥6x103
k,=3.9x10 exp( o ) (5.30)

T T, Taye KNTBER OFESY HIIRIE, Ro[J/mol/KNE—f%X W AEH TH 5. Eq.5.30 £V,
SAHEG IR E EROIEMAL = R L F—AEIZ 176 kIl/mol THDHZ ENHBNE R -T-.

—J7, SiO AR DAL RS & FPIRMARIRIE O — RS L ARGET D &, i SO E i E 2K
ks[m/s] & AR E DR IZLL T OBIFR L D 3.

(5.31)

Geim ot
ISIOZ(F““‘)lH% -k | Csio,(gas) |i+CSi02(gas) |i+1 -k | C
= K i+% > = Ry i+% Si0,(gas) H—;

Msio,"S
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2T, S[m?] IXEEWNEEROREETH S, Eq.531 LV, FHBUSHEE EEk m/s]i
UTFToXoickdbnsg.

Gsioy (Film) |1
ksl 2 (5.32)

L1 =
5 $'Msio, Csioy(gas) |1+L

ZD XL THE BN RN EE 5k [m/s) & VW=7 L= 271 v k% Fig. 5-9
\ZRT. Fig. 5-9 £V, RECHEEHIESZEHob00, 13F -EOMHELEDHZ
EDBNE RS T

Z 2 °C, Fig. 5-10 (k1L & ¥ IZ K 2 Kl SOSEE ER A R, 2O Tl Tio, 5
DERKZAT>TWD S OO, REBUNIEIREF TICBWCIHFEFHICRECETL, 5 ED
BETHERZ E27=0bIC, KRESBELARNZI EE/RLTEY, Fig. 5107251, 710K
VL EORE CIIREMINEEERDITEAE ElfEL>TNHLZEBHLNTHD. =
DE I, b HBREREOEWSRIEOSE, FRKill SN R E ER DR E KA Z R 20 a
bFEET 5.

Ko TARBIETIE, oo REROSHEEER OV E L D2 & TUTFO X IR
SRS BT B ATz

Ksave = 0.602  (5.33)

Quartz tube substrate

Fig. 5-6  Modified differential reactor model
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Fig. 5-7  Temperature dependence of particle formation rate

0.1 . .
0.00075 0.0008 0.00085 (.0009 0.0009s 0.1

I r,.. Ik

Fig. 5-8  Arrhenius plot of the gas-phase reaction rate constant
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Fig. 5-9  Arrhenius plot of the surface reaction rate constant

Fig. 5-10 Surface reaction rate constants as reported by Akiyama et al. ®
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5-3-4-3  HRERIREIZDOLVT

RECTHIBBREZ BETHI2H720, BEREREOENIID LT A), B)OFHEED S
B, B) OJEEASREEIC OV CiE, R AR E G Te AT OEERE E L CRisE CHEI
L7 BB TELRZ{To TV, 22T, HiE, AEOFERICEBWNT, Kk
173 100 min 725 150 min [IZEHE SN TWD OO, 5-3-1 HITHBWT, FBGEE /AR IZK
JSRERUKAFIE DGR S e o 7o 2 & D, RUGKRE B DMEEREIC 5 2 2B S &
Ezbhb.

Lo TRIEE TLRBRIZ, BILBIZE > THE SN TWD CVD IZEB T D IEHURE CTH
% LA T O & O THEBERE D H N & 1T o 72

d(InGsio,) , 1
— 5.34
D ru I ( )

- o, "”"GS'OZ (3, PEBCHE AT 3510 B R 0 2 At i L ey b L7

DEEZRd. £72, rm], ulm], SRIZZNEN, AREE O, JLEHEERIZ BT 5
WY TT AT, v — Ty R (=3.66) &R

Fig. 5-11 |2, AiFEI L OARFE TR b LI IEBURE O RE IR K FEIZ DWW T D 7 T 7 &R
T 7y MY, Bq.534 ZHOWTEHE LIZIEHURE CTH Y, ERITREORE % 1.75 &
LEZBAICBT 5, BN TOMBRREICH§ 2Bz~ LY, irfl#iic X
THOLNDIEEFREIL Eq. 535 X9 THDH. 2T, BEORZIHIZHOWTIE, Fuller
B INZE S TEFEF T AZEBNTHEYD VIO EHRESNTWNELHDTHD.

D =3.87 x 1010 T, L75 (5.35)

AT T, REORWEME, @SR TR 2 SDOIERENE B & fkmftid 7z
N, RETHONATEROENE Z CHEZELITO &, 4B LN TIEEIREDS Fuller 512
E D HE SN TV DIEBREICHED RN E RN TH S.

ZDEIBRA—HBORKO—>L LT, EEITHLHLL T2 HRIRD, FEL TWDH TR
WD Si0, LIFKREL B> THDEHOTIERWNNENI ZERBZX NS, LiL, Af
n@%%%fi¢ﬁm%ﬁﬁ;MmkiU%;?é EWTERW=®, BEICHEL ST
W5 2 B TRAIEENELG T & 5 Chapman-Enskog O BEGG 29 (TS &, v U T H A (Ny,
@)$®HW%O®WW%@%*@t.:@ﬁm=%0<%ﬁ%ﬁﬁEq5%@i5K§
Enb.
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AV AN
SYARTS (5.36)

Dap=0.00018583

K DPlatm], oap[A]l, Qap, Mylkg/mol], Mg[kg/mol]ix, HIEE ), MiZeees, Hi2Ef
77, BT DT EETRL TS, KETIE, B9 A DBNXFY VT TATHLIERELITR
FOGOEEFR, By B 234 24Kk HMDSO CTh 2 &9 5. EZEFED Qapl IR UE(LIRE Ty 2 H
WCLTOX IR TZ N TE 5.

Quo= Ay C E G
AB T B T oxp(DTn) | exp(FTy) = exp(HTy) (5.37)

=721,
k
Ty=--T (5.38)
gAB = VgAEB (539)
Oap = 2228 (5.40)

ThbH. £72, 4=1.0636, B=0.15610, C=0.19300, D=0.47635, E=1.03587, F=1.52996,
G=1.76474, H=3.89411, k[mZkg/(s*K)] : /LY~ EE (=1.381X10%) TH5. Lennard-
Jones NT U VX T A —=HIZOWTIE, 02 BILONIE Table 5-3 (/R L7=H D&V,
HMDSO (E, Wilike & Lee*” DR LIZUTORL Y FHLZEEZ MWD 2 &L Lz,

3 (5.41)

== 115T, (5.42)

22T, Vy[m¥mollESTE, T,[KIE#hSTHD. 5D Eq.5.37~5.42, Table5-3 Ol %
Eq. 536 IZfAAT 5 2 & AR 2 HH T& 5. Fig. 5-12121%, ZOXM 6/ 57 No-
HMDSO %35 & Y 0.-HMDSO % OFEHRE &, RIS K 0 15 5 A7 IEiR & bl U O
. 1B A7 No-HMDSO R OIEBAREUTEM TR L TR Y, JLBIRE & IREOBIRIZLLT

OO X IcFEREINT.
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D =1.06x 1079 T1736 (5.43)

£7-, 0,-HMDSO ZDOVEEAREIIMARE TR LTE Y, IR S IBE ORMRIZUL TR o
koricEzans.

D = 8.29 x 10~10 71766 (5.44)

Z ® X H1Z, Chapman-Enskog FGaZ & 2 JLHUREIZ I T, ik & BIRE O R E K 1.75
ERDIEVBHENTHS.

~-J7°C, Chapman-Enskog Himi|Z X 2 JEHbREL & SEBRIC L D IEHbR & bk L7256, 4
— I RELSEDLR2NE OO, FERIZ X D IEE% T Chapman-Enskog B 12 & 2 HEHL
BELY B/hSVMEE 220, IRERENEICBE T 2mIc oV Th B LT LT, FERIC K
2 LA 1E Chapman-Enskog B C & 2 IEHUREUZ LN TE DB E AR E N LA L 2
L72o7=. 7238, Chapman-Enskog Bl L D IEHBAREUZ DWW T, BRI OLMFITE N
T, B & FERIED E L TV AR RIEIH D b O D, KBFED K 5 72 T>1273K DFE
S ECOIPE & DO HIZIZ DN THIA T TR, D728, RIFSE TR D - IEHtRE
R I 2 b—v g VICHWAERIZIE, TSR ) O SR D 7o SRR E A R EE LT L
THEUNZBEEGREL L CRIHT 2 2 EDBEE LN Do Tt
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Fig. 5-11  Temperature dependence of diffusion coefficient.

Table 5-3 Lennard — Jones potential parameters. 30

£
o [A] % [K] M [g/mol]
N> 3.798 71.4 28.01
(0)) 3.467 106.7 32

LRI

(LHMIAS D (¢ hapter 4)
® D (Chapter §)
(INTHTRT — N TR

== Dy HMIDSO)

Jmi=/s

IR

iwnt . £

U K20

oAM=

O ol

(ERTHINIR)
| LT 1200 (B 1610

lemperature, 1 |k

Fig. 5-12  Comparison of diffusion coefficient calculated from the theory of Chapman-Enskog and

experimental results.
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5-4 #EE

AT, KIPEERIZ CVD i %2 VT 25 kPa TO SiO, MDA 21T 9 & [FIFEC
FRAE AR LT RiF ORE 1T 2 & T, KiFAEROREZZE LTI-WEBIITT /LI
DWW THHZITo7-. B2 LI FIORT.

1 ﬁﬁ%ﬁkﬁ%ﬁ%ﬁ%%ﬁﬁ:ﬁﬁ%ﬁ,MET%ﬁE%@ﬁ¥%ﬁ%L JES s E
HLUBRWERIFCT 5720121, KIGFE/EAtg Z 100 min 7>5 150 min [ZZ8 575 223
»HoT-.

2) AREICEITDEREMHFITIHNTS, BUBLHE AR T AR A2 I BOR E2SEINL, &
KIEZE -T2 HIZ, RISHAHDD O s & b ICHEBEBHII D 3 St 42 & -
Tz,

3) KIHIEFERICE Y, BEXUFRERE O FHICEY, KO E N 5 ac H
HTEBHLMNE IS,

4)  BRETEER CHERE L 72 IR & DK 6~17% DEEORLAFDNAERT 2 Z LB B E o
7-.

5) CVD HDJFEENIFEIC 72 2 £ COWEBENRMEEZ, JFBS KRS Z 858 CHIRA & 72
D, EO—EHNRIFE L TRIGaIN~ LT 2560350, Wik Lirdo 7oK
DERFE A~ LIRS, FESGER S & BRE U 7 P R IR OS2 R TR 2 B &
L7e8E, AL ROSHERBE Tl BOREE 7 /L OETENLIE L e > 72,

6) (EEMYBINERTT NV ORE T, R OAREICIREERFESHEES N WD Z L
735, HMDSO OGR4 DRI Ak O & B R S Y70 ¢ R LIHEEZ2 H
wT% TN B RE L, R[S ER S K OERE SR E ER A2 G2 2 LN TE

RONTHE TR G, KA BOSEE E B OTEMEAL =L —I3 164k)/mol TH %
Z&, FHEBSHEEERITIREOELICH L UIE—TEHEE L2 2 EBH LN LR
7=

7 %%Tﬁ%ﬁ%ﬁﬁﬁﬁ“#’i@ﬁ&é“o0ﬁﬁﬁéhéébfwkﬁ Bon
ToYEBAERELDS Fuller BT & D& STV D IEBEREUCHED 72N E RS B E 72 o
k.S%K,%mmwhw%ﬁm;ié%ﬁ%ﬁ&%ﬁ;ié%ﬁ%ﬁémﬁbk%
G, FEBRICE AIEBREN LV /hSVMiEZ LD 2 R B N E TR oTn. Tl
Chapman-Enskog OB ERHLHAR IS, SR OFEHIME & —F L TW 2GR RITH 5
HOD, KIERO L D72 T>1273 K OESIRGEAFETOFEAE L OEITR s TEH
P, AR TROT-IEBIR AR S S 2 L —3 3 VWA BRITIE, s E R
5RO T PEBAR B A IR ok L CEUNCREECI I L CRIHT 2 2 EnEE Lz &
WAy Io Tz,
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FoE £

i

AWFFETIL, HMDSO (~FH A F Ly a4 0) SRR E L, KPEERE CVD 3
& Z VT 50kPa 38 K UM 25kPa TO SiO DR A1T 5 2 & T, ), RIS ARE
P B D28 A R L /3 AR 12 - 2. D B BIC DWW CEBRICHET L, WEBEET v
DRERZEAT T2, SRFNEOME LG LN MOV TELFIIRT.

1) 50 kPa (Z331) % yifisi b pk
50 kPa DS CTOMEMBA OB B RFT 21T o 72, BAREYIZIE, SiO) Hl A ARk L,
FEBRRICE O EH L= WERBE) ST A — X5 OB 2 V5 2 & T, IGSIEE
CERFRENEORBIIOWTHAE L. D51, MR E ERERL KT L
THHLEWEBTI T A —Z OGOV T BB 2To7-. 2oL ES
TR 2 DL IOR T

o BRIEGEEE AL, BB LAE, MBSHEN B Lo BICRKRIEE &0, KbaA
H22HOREE & BT 2 Z RO Z LB BN E o7

o MISHRERERNSEEOLKMELERDIZoN T, ORI HERT A LVX—% L0 ik
BITHLZ ENTEDIW, BBHRE SRS ERANCS 7 M2 2 &5
Lot

o MBERENASENRKEREFMITRDICONT, MG HO LY _EFAICRiEs B S
NDHZTENWLNERY, UL, RINDBRIEEIEFL TWDLHThHD LG
st 7.
YYERE OFR B P T SUS0 B RB O~ E AT D & AT T 72
M RO ET VA2 WD 2 & T, RilESUSHEED HMDSO JRED 1 RIZ1T T2
<, BBFRIRED 0.55 FICHIKAAT D 2 &, RilnOSHEEROTEM L= L ¥ —0
127 kl/mol T HZ LN BNE ST,

© PERBEDEBEEIZ IS T D W T OIEBERENE, FKILD DET I THE O, RE
D 1.75 FlZLEHIT 5.

o ALFERIGEE V2B KO BB OBUERT 21T > 72 6 OO, JLBHESEEIR ¢l
FRIEGHFE A 2 BT 5 2 LN TET, 2 OJRNAIENIATE L2 ki 7o 2
X5 boTiERvnEBLbNT.

2) HEEOWR
50 kPa (2331} 2 FERAE RO A& MR T 5720, AR IR & B SR O BB e R
FIREAT -T2, HBIMERERFROMEREND, WERE bICHBMEOMREN TE T, KR

92



3)

4)

FRORELBKETHL Z LB GMNERoT. Lo T, KirARZIHIT 2 HH)TE
BRAGTE 2 WL RIS IHE SO ME S HoToTod, T b ORI S 5~ < FEHR
PEOWRZITo T2, FRANFOPE L1552 OV TLUFIZRT.

o WELENOEFEHE, BIOMNeLI COBER X OREOIHIE DUV TRIR 21T
HZ & T, FEMEGREALESEAL I LNTE, ZORE, RRBEE S T HE
MR E LN,

25 kPa (2 331) %y AR Bk

S OB A 2 Bl 9~ 2 B C, SR U 72 S8R EE & 2 VT 25 kPa D54 T Si0,
58 2 A=l U P R FE O R 21T o 72, BRMICIE, SEBCRIC K D BH U 72 SOl
IRT A =25 L OBERRNT 2 - CIRE L BB EORBIZ O THEZTo 7.
F 7o, BAEMNTRE R 2 RS IR L e U, B LIeEBE) T XA —Z OZ PRI D0
THBRT Lz, 61T, BEHRICAR L7ZHEKO SEM Bl %175 2 & CRImPIR O
IZONWTHITH7-. Tk THEbNTMAEZ U TITRT.

o AMFHIBWTY, WEBEHOREEKIIREmSUE) BB O~ BITT D &
fEEm AT 7.

o MWMAMISEET NV ERNWDZ LT, Kihae NADEEEENVGENERL5E5TY,
KL A AR DR 2 2T 7 D RN T ORI E 2 — RO TR ST Z &8 T
&, RN O R O E B OTEMAL = 1L F—1F 335kI/mol THh -~ 7-.

o CVD ZEBRIC K 2 AU 1, Fm O AREEIC IBV T, A TOMRESRM T CHUE
fRFTIC E VBl NTz. —J5C, PRBURREEE CIE, —HORES&MR KON
WO XENZ BN TRBGHRE A & BT 5 Z L CE o

® SEMBIETHOLNZEGLY, KETITo7 CVD OWERBENCIE, HmEMISZT
TRLBLFAERNE TN TODLARMEN R I NT-. S HIC, B TAEROEBIC X
0, JEEERES BT OFRERIC 72 B RTHEMEIC DWW C R S 7.

BBk 2 Z I8 L 2 EBEIE T )V ORSE

25 kPa CTD SiO, {EOERKZIT 9 L RIFFIZ, BREFICAR L2+ OME LTS =
& T, R ERRORBELEEZE LI-WEBIT T MOV TR EITo72. &6 kE3E
LI TIORT.

o PRIBEERR &R FEER 2 RN ICAT O e, MIE TR EEOR 2 MEL, ED
N EFLARWERMICT 57-012i%, RIGKRE Aty Z 100 min 725 150 min (22854
LB Tz
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20, ZOEBRA L LTSI~ T 2580350, ik Loz
RS Beth R~ &R S Ay, BSthERim~ & R U 72 et i?%ﬁ}iﬁl‘?\ Ze ik TR
7% L LTIeGE, ALFRONEEGE Tl RS E 7V OEIEN KB & 72 5 7z,
EEMSBRISIRET VORE T, K OEMREICREKRFESHEES N TWD Z
LD, HMDSO O EICKk ok FAERBED Z B R I Y7-0 T KL
*%%ﬁb‘f%gﬂﬂi%%)@ L, SAHBOGSEEE IS L ORE SR EER 155 Z
ENTER., BGONTCHETEEND, SRS HEEROTEM LT R F— I
164kJ/mol “Ca'bé &, Rl OSHE EBITRE OBIK L QRTE - ElE & 5
ZEPHBENE ST

FEERIZ L0 15 ST IEHUR I Fuller 512 X 0 i STV D RS e 7o
ZEMBHLMNE o T2, S 5HIZ, Chapman-Enskog PG S 5 JEHUERE & 28R I &
LILHARE e L7256, RIS KX DIEHURES K0 /N Sz & 2 Z LB
e 7p o7, 7238, Chapman-Enskog OBRGRILEURENL, SR HEOEHME E —F L
TWOHERMRILH D b OO, KFEERO IS 72 T>1273 K OFERGIFECOERIHE &
DT INTE LT, AR TROTILEURBRZEE S I 2 L —2 a3 VIZHW
LBRTIE, PEBEHEE PR 2> B 3K oD 7o HEER B0 IR Lk U Ca b B %GBl L CF)
AT 52 ENMLEE LN ENGhoT.
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