ARIEE L (T

WL IE A AW B L KD Gk
(Z B3 2 9T

~E BB B DT DM E &R T DR~

(Studies on the synthesis of metal oxide powder
using dry method
~ Relationship between condition setting and particle size

for metal oxide synthesis ~)

AN I TRVAIIIR R §§: Vs ey e ol
TR TR
£ )NAFgEE
F121701
SAIKI, Keiji
il B


Ishikawa-lab
テキスト ボックス
Studies on 



Z 2 = A - T T 5
1.1 BFZEDAGFE « ¢ o v o v v e e e e e e e e e e e e e e e e e e e e e e e 5
1.2 AHFZEOEHBILHEEL « « o ¢ o o o o o e v b v e e e e e e e e e e e e 7
50 A T T T 10

WO BBV TIEOREG « ¢ v e e e e e e e e e e e e e e e e 12
Q1 HES v o v e e e e e e e e e e e e e e e e e e e e e e e e e e e e e 12
2.9 EBRITVE + ¢ o o 0 o e e e e et e e e e e e e e e e e e e e e e e e 14
2.3 BAETEMSNIZEIRT U IRIF ¢ v v v v e v e oo e oo e e 15
24 WAETERSNIERIRT U DRI+ 0 00 e oo e e oo e e oo e e e 20
25 LU BDKRFREOEER A « « ¢ ¢ o o o o o v ot et e e e e e 24
08 T LW e o o o v 0 o s e e e e e e e e e e e e e e e e e e e e e e 25
230 S T T T T 26

BBE N—TRBERM L VU DRIFEEDBEER « o 0 e e e e e e e e 28
R T T T T 28
3.2 FEERTTEE « ¢ o o o e e et et e e e e e e e e e e e e e e e e e 29

321 U BERRAEEIRE « « « ¢ ¢ o e 0 e e e e e e e e e e e e e e e e 29
329 TUNAHEERE « « ¢ ¢ v e e e e e e e e e e e e e e e e e e e 31
3.23 M HEE ¢ ¢ o v e e e e e e e e e e e e e e e e e e e e e e e 39
.24 FEBREAE « ¢ ¢ o o et et et e e e e e e e e e e e e e e e e e e 33
3.3 EBAFEHLESL o ¢ o v v vttt e et e e e e e e e e e e e e 37
331 AL UBDENUL e « ¢ o o o o o o o v vt e e e e e e e e e 37



3.3.2 VU MBTREISK T DIEHEDRER « « « 0 v v e e e 44

3.3.3 N—TFHARMEKAFEDLR « ¢+ 0 0 v v v v e e e e 45
334 JFERHELRI TROBMR « ¢+« « o o o o o o v et e e e e e e e e 48
T T < S N 53
50 A T T T T 54
Farw KRFAMOEBEREE L VU DRAEDBER « 0 0 0o oo e e e e e 57
A1 FES « ¢ o o o et e e e e et et e e e e e e e e e e e e e e e e 57
4.2 FEBRIFUE « ¢ o o o e e e e e e e e e et e e e e e e e e e e e e e e 58
421 VUBERRFAFUEMR « « ¢ ¢ ¢ o v 0 e v e e e e e e e e e e e e e 58
4292 TUBERIERE « ¢ ¢ ¢ o v e e e e e e e e e e e e e e e e e e e 58
49283 ISHTITIE « « ¢ o o v e e e e e e e e e e e e e e e e e e e e e e e 59
424 EBERSAE « « o o o v e e et e e e e e e e e e e e e e e e e 60
43 EBRFEHELESL o o o o v v vt et e e e e e e e e e e e e e e e 62
431 KITRICHT D ARDATEDEE « « v v v v et e e e e oo e e 62
4.3.2 BUSTHENTTRO B (4 RTAFRAZEE) « « « v 0o oo oo e e 68
4.3.3 4 WRHAMEDFE POSEHENTEAEE) « 0 000 0o o0 e e e 70
4.3.4 JRKOWRBERIAEDOBLR « « 0 0 v v v e e e e e 74
R S S 89
50 R T T T 83
HEoE LU - FH =T AR O RIE AR & R - - o e e e e . 85
Bl FES o o o o o e ot ettt i e e e e e e e e e e e e e e e e e e e 85
5.2 SEEBRJFVE « ¢ o o o o e e e e it e e e e e e e e e s e e e e e e e e 86



52.1 VU7 - FH =T AR GHHERE -« « v 000 e e 86

522 VUM« FH=T AWM EGIIGE « « « o 00 86
5.2.3 ISHTHEE « « o ¢ o o e e e e e e e e e e e e e e e e e e e e e e e 88
I A - - ]9
I . L - - 91
5.3.1 HHRREL « ¢ ¢ ¢ o o o v e e e et e e e e e e e e e e e e e e e e e 91
5.3.2 JEPTER e ¢ o o o o o e e e e e e e e e e e e e e e e e e e e e e e 93
5.3.3 HEELFENGE « ¢ o ¢ o e e e e e et e et e e e e e e e e e e e e e e 95
534 KIFAR e o o o o o ot o o s o s b e et e e e e e e e e e e e 99
ST T 5 107
BRE TR e o o o ¢ 0 0 s 0 o 4 e s e e e e e s e e e e e e e e e e 108
g e - - T 110
S 116
FEEIL (FEFFAAD ) » ¢ ¢ o o o o o e e e e e e e e e e e e e e e e e 116
T S T T 117



BI1E e

1.1 #EOE R

G TRBILI R AR B FiE. AR TR A FUS S CART 5 kI 5
HCRSHWLNTEY, LEMNTF I A, TAIF, FE=TRENIEINLTND
(1-2), 2D 55, U BIIRERMET Y B EIERE TV DI EINS, Fig. 1.1.1122V
B O4¥EERT, Fig 111 OISO THBE S Y B IZREHOBIEMR D OB, L%
Bk, AR T ¢ T —7 X L LT TEMICKS A SNAHECHS (3-4),

SERVEL S Y A O TR AR B T IR L R aIE T KRB S 5, Fig. 1.1.2 17
BRI Y B OREE R, BEETIE, R LT 1 4R A2 nm 753 pm
F COREVEL RS ST S, —RIICHERIELIRRE & R LTS TRAES
JFURHE SRS CORMBOBRAN DR EMERIERE S ) b % 2 TR &
W5 T ERATRERBIE TH B, Lo TIRMZRHIEREELES L0, (EREEARITR
TVBHES, BRIIC =R A F— % L CIRRE S U b 2 RS T X % a3

ETH D,



https://www.tokuyama.co.jp/

Fig. 1.1.1 >V h D53 ¥E

BRBE — KT (B8

R ek KA
a8l 1RIRE — KT
IERESUN 220 008 @ o
—azka-,fﬁg i v.-htt.ps://W\MN.vtokuyama.co.jp/
— JERE
— MRIIE — B
BRI
— ik
_ y)l’b’)l’% https://vwvw.tokuyama.col.j:;

Fig. 1.1.2 REMRERIEGEE VU I OENE



MRS P 7 v~TIEEREEZANT LA S — e LT Ao\ 1= U L
DIE - RFEHEIT> TS (5), BlZIE LA m o — o3t s 1 F4 Fk & L TRRBER
S TGS 5 5~50nm DK & X O— YR 12350 < BEEE L 1o LG A FF D7 2 — A R
VAIThbd, 7a— RU 0 TIEEHSEIC LD VARG 2 3 TR IR 1 ki1 DR
BICE ST, 74 7—& LU THBECIRIABIRIC R L2 OMRENIRE D, DX Iy
U T DRIA TR AT T 4 T — & L COWRBA RO D HERER L0 D720, THEM
(ZEET DBRITITIRBESRIFIC LV KL FTRIR OB AR 2 HE R KRBT 5 Z L3k b b,

WAL CTY Y A EEHRT 2 HEE, Fig. L1217 T X512, FUkHE 7 2R TRt
i LB S 2R BEE (1,6) VKIARIR & U T & K Ze Ol L CERib S & DA (7-8)
R A F e KRR LIRS 2R U O 2 SRl T 2 1881%E (9) . 23 d 5,
ZNEDOFTHRBEEITFRI ORI N L\ 0 ) s, B X ORBESUS IS 1T D R BEIR
RWMHNREE, N — 75 OB ST O A E DR TR TR I & Oz 88 & TRHE AT ae &

WO RPG, TENIES Vo8 ETH 5,

1.2 ABFFRO B L HE

AT CTIE EFURBEIEICE B L. KROBRBERN &5 515 BB LR 1. Rz Y
A DRLA-TEIRF L ORLFEED BEFRIZ OV TEEM Ze it 2 i L7z, BARAIIZIT KR DOBRBE
GME 15 B D B RIBACRL T OWIMEDBFRIZ OWCREMZeME 2 5505 L, fhamic=—
AR EONE A nm~EE nm OV 7 2 7 v CHEEORL R E TEMICENET 5 720 0fR#t A
BT E2HE L,

FRREBDTEDIZ, TR KR & EREE ST D T2 D O FIRIET A SRMEIT A8 XY
KR EGHT DI DRHT R & E DT H ADPFEEMITIMZ T, KPH THREHbE S
B LD N—F RN —FZRET D RIS & Vo Tk RJED OIS S & O -5t %

1Tolze MATHEOREE & GBI OYMEDBIRIC DN T HEFM BT 21T o7, £



722V B USN OB RBAL DG RITIEDORRET & LT, MBS & » TRIF O JE TR 2 F 5
TEDL LWV MRV Z R -T2 U - FEX=THEHARIEWIIOVWTHLER L, &
B HIZDWTIEE RS &R RO BIRTZ T T2 FHBH ORI D Rtk & DBIRIEIZ DWW
THHEEIT o T2,

IRBABIOMIIEIZI W TR b B L7omUd, [ CiiE 2 MV TEED U O Feige 045 il
PRBESAFE DFREE AT 9 2 & T, BRBEEIC X DB OB IOV TIRRIICE LT
RCThD, ZNETIC, EREZ W= BRR)E I L T% < OB FEET S
W, BRIGRIMEE O TRRIICE LD TRITIFFICEERE L 52 5,

WICARGH L DEFETIRARDNFIAHN TR T 5, LTI, FEONRZRICH 5,

F2ETIE, VU BRFOERITEORE & LT, ALl JOHAEIC K DK Y

TIRLF DAL ERLF R T IOV T & JRITR LT,

H3ETIE, HAIETOV Y W EKDIFTEEE LT 6 BHO A A RLEW AN L
TR TR SRR T 2 B O A FE LT, JREHME L L CTHEE Y 1 RibaW %
Mnd L kD 2—4 N U 0 L3 E R DR TR A BICTIE S 5 2 L3 Al e
2%, FIZJFEHEORIUC K-> T, fHR2HEAEFI ) V250 Z L BAFREL 72
%o FOMATEL & B T A= BRESRMIC OV T HIFR LTV, FUEHER L OV S—F

BESRAED 2 ) KL TR G 2 DRI OV TER LT,

%4 BmTIE, KRBEHOBBEREE, BRI RBE O T 2RI L 5 2 52K
ELTARAAMELRBES TH LS OERICE B LTI EZIT 7o, 72k, MR
BT Tl AW 2 IEMECHEST D Z L BSNEETH > 7o 7o o, KR AP O BREE 2 [k

THEF & U TRINE I T 2K OBREEICHEH Lz, 20 & 9 ITEAKDEER



BV VKA BOBRERAET D Z LT, N—=T HABOIREREE)N > U I O TIRE

FORIARIZE 2 DI HOWTELE LI,

BHETIIH A4 EETONEMEREEZEN L, IEICTHBE Y A BLEM E BT %
(LW ERIRFICHHE LU CRBESH A 2 LT Ul - FHXTHEABIEE SR LR %
Y, REFRELEONTZV ) - FE =T EEBIE ORI E OBMRIETS T T <

G ZII U & LB R DWW TR LT R IC O W TR LT,

e ETIE, ZNOOREHEREHIE L, iEE Wiz BRIEWR 5 RICRIT 5

RNFFRIE LRIA DRI L OB BROFIEICET 2 fast 2T b L7z,



e Z P

1. Pratsinis S E. Flame aerosol synthesis of ceramic powders. Progress in Energy
and Combustion Science. 1998;24 (3) :197-219. https://doi.org/10.1016/S0360-1285 (97)
00028-2

2. NIPPON AEROSIL CO., LTD. Product information.
https://www.aerosil.jp/ja/products/attachment/173600?rev=5cc33b89347dd145b136e5fef
6020e0f

3. Ochiai M. Fumed Silica. Journal of aerosol research. 19905 (1) :32-43.
https://doi.org/10.11203/ar.5.32

4. Kuzuu N. Silicon Dioxide Industry: Silica Glass Manufacturing Methods and
Applications. Chemistry & Education. 2012;60 (9) :398-401.
https://doi.org/10.20665/kakyoshi.60.9_398

5. Tokuyama Corporation. Product information.
https!//www.tokuyama.co.jp/products/advanced_materials/reolosil.html

6. Kammler H K, Madler L, Pratsinis S E. Flame Synthesis of Nanoparticles.
Chemical Engineering Technology. 2001;24 (6) :583-596.
httpsi//doi.org/10.1002/1521-4125 (200106) 24:6<583::AID-CEAT583>3.0.C0O;2-H

7. Miyake S, Kinomura N, Suzuki T. Technology of Producing Spherical Oxide
Particles and Composites. Inorganic Materials. 1998;5 (277) :612-621.
https://doi.org/10.11451/mukimate1994.5.612

8. Miyake S, Suzuki T, Suwa T. The Preparation of Spherical Silica by
Flame-Method. Inorganic Materials. 1996;3 (262) :219-224.

https://doi.org/10.11451/mukimate1994.3.219

10



9. Abe A. Ota K, Synthesis of Spherical Oxide particles by Metal Combustion

Method. TOYOTA Technical Review. 1996;46 (1) :185.

11



F2E SRR ERITIEDOH R

2.1 S

) ORGSR, WAL ERBCHESRD (1-5), 209 bR T, B
BB 72 TR & B RLEE 9T & & TR 2 B (I T X 5728, Heli R iy
Mz 0B LT 5, FRRFRITHRICKE L CRET 22810k, L0 K& phrits
Bov U MR 2T D 2 ERNTRRIC R B, —HERER. KRR i, 1
FWEE, MAKMEREEBR/ LT T MEFHIEAEE L (6, 7) 23, WBaiE L ik
L CRsRIIC KRR E LT WA TIETH S,

Fig. 2.1.1 IZfAFM722 2 U BRI O RE TR Z 4, Fig. 211171 & 210, @ik
587 /L 71 U FIRHREA & T BOS TR < | BUS TR b Beig TRCHER T2 72
EEBO TENBLEC D, —HRiEL, RO R & O TR UISEHE Ok T-
EBHZENARETH L, 20k Hc, HREFRAEL D RS TEMEETHY , 2

SR 7 KRR FE A TS AR B VL T B
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AR X 5wk, wiE0nThb, REGERBLUEOND V) DR ISR &
L0, EHH L TENICIIEETHY, KABIROR RO REHNEE L 25, K
BTIE ) DR ORGEGEOMME E LT, BAUER L OHATEIC K DR U k-0

B R &R TR OV TG 2 FATRHA T 2,

Wet process

<AlKkox rocess> Propagation & Adjustment of particle size
P Cond. ti (Relativelv long reaction timeis needed) Wide range of particlesime
Tetra-alkoxy-silane | i solvent at - ine sili i
2 y R s Washing Fine silica particle
Alkyl- tn-alkoxy-snlane e—— R0 S' -0 S‘ OTR=—p . & P (10~1000nm)
S S [F'r ng Large silica particle
Hydrolyzing agent in air
Seed partlcle Asomoi Sl (15~100um)
R=H or CH; or CH,CH;, m/n ratio: Suitable for adjustment, ( ): If necessary
<Sodium silicate process> : =
H.50, Washing & Drying Well dispersible,
Na,0°*mSiO, —#I Strict pH control |—> & + low cost
nH,0 ( Firing in air ) silica particle

Suitable for industrial mass production

(Very short reaction time)

SiCl, or . Direct firing Nucleation & propagation Fine silica
[Chemica] compounds] in a strictly controlled flame particle

\ 4

\ 4

containing silicon (containing hydrogen) Aggregation & coalescence (5~200nm)

Important factors : Steady frame temperature, oxygen content, amount of raw material introduced, cooling conditions

Fig. 2.1.1 fAFEM2 TV k1ol TR
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2.2 ERFGE

REITHBIT D2 R 3ERGER L ORIED 2 FEO HFIETER LT,

BAETIE, AFAVRI A MR T U2 MRERET DA VEZE Lz, AT
kY A RF T (CHsSI[OCHs]s, MTMS, 99.999%) , =4 / — L (C2Hs0H, 99%) .
BILOKBRILT =0 ARKE (NHOH, 28%) 1%, &L 7 A /L AREHMEEX SO
AELMHEH L2, 2ToREEL, MRETLIZEREALLLEZOREBTHEHA L,

B TOARSIEE LTS OB 0~5COIREHIHICHE -7, RIBRAEL LT
MTMS., &L LT /) —b, MUK & UTHEREAK, BRLOT Vv aFx s FONKS
it LA DT OOfEEE LT, KBBLT v T2 A 2GR MSREWEER Lz, £7°
MTMS 1.8ml &% /—)L 20ml Z GO % A ¥ —F —IZTHHFR L, £ DOREHS
EER L CHEILZ, 228K 8ml 2K (LT > E=U A 5.5ml 5 lAR@OEFREEL ., ik
DWEO L R CIREE THEAI LIz, ¥ U I OERMISE., WRQZFEKROIZP < Y &
T2 L0k VIToT, Aith. 15D NTRIBRAR U~ —hi 7 2 IREVEIR D B /B L
K CTHTBel Lis, Bl SIVZRBRIAR U < — %2225, 550°CC 1 REfIfER L T
U IR 2157, BICRFRORE V) hERAMT2551%, Bk LA FECEY
T, WEROIZ 8um O U BFERL 2B L THR LTz, ZOAMGEL, MEOFHZ S
ZLLTHEMHLE (8),

HRIETIE, AF VY A ¥ T (CHsSI[OCHsls, MTMS, <E/LE &#: 36g/mol,
Wr:102°C) . 7 R 7= hF 22T L (Si[OCzHsla, TEOS, € /VE H:208g/mol., #5: 168°C) |
Fr 2 AFrrar hZvaxtr ([CHsl:081)s, OMCTSO, E/VE£:297g/mol, #
M1T6°C) & JFUEEE LT L7z, W h okl & £ 7 1 L ARk it o33
AR LT,

U X ERREEE (0.12~0.18kg/h) . 22X (0.7Nm?/h) B L UEHE (0.02Nm3/h) DR

B A%KFE (0.2Nm3/h) LFEE (0.156Nm3h) 8 XU HZEK (6.0Nm3h) T
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A L 7o AR TR RIS L TR LTz, ¥ U Mg s—F— 7 XL (NE:2mm) 7> 5 JEE)S
KRIHFE SN THER I NI%, WHEIZER (1.6Nm3/h) THEAIENTDOL T 1 VF— Tl
17,

BRER LOHRIETHE LNV Y I OfEE#EEIL Cu Ka A Lz X #REriE
(XRD. Smart Lab  #k X2t U 77 7)) 2 WL JAR T8 S R E A B8 (FE-SEM,
JSM-7800F, HARBEFHRASH)Z ENENAEN LTl L7, BLEEMNIE L — Y —hIEE 5y

HrigE (LPA-3000/3100, KEE St 2 THIE LT,

2.3 BRAFETERINTZEIRT Y BHLT
EIR Y IR 255 HEE LT, ZHETIZWL D OFEOBAIEN R ST
. ARAFFETIEMTMS % W=7 v afk s RikEwEA Lz,

Fig. 2.3.1 1 MTMS DOHI/K4 RS & A% U 7= = Si-OH &R = O fE A SO O WG X & 71~
T, BAIDAT » 7Tk, MTMS O U 2V JJFICHT 5 KRS Fhoik#E (H0) DREz
BB X O NKGIREDEEZ D B Faxv 7 Uk Ehsd, 0%, =Si-OH %
OFFEBIEEEZ Y . (Si(CH)(0)-0)n 25725 v a T N ek snsd, Zhixy
UaroBEKEEE (1.90) 235, KF (2.55) CMkFE (3.44) OBERIEMEE LY DI
B TH D, LEZ->T, MTMS O U = VRT3 RE O A BT L > TRS
CHBESN Ty X oG ERT 5, 2B, ARG EY vexd R ~— (Fi

BRARY ~—) KA DOREMISITEL 725,
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CH, CH, CH,
H,0 | 2H,0 |

o-

- 0- 5
CH;0-2Si ¥ OCH; — > CH;0— Si—OH + CH;OH —— HO — Si— OH + 2CH,0H
| Hydrolysis | Hydrolysis |
O-OCH_; d 0CH3 OH
VAS @l Nicicophilic attack CH
]
H H (o)
CHy N\
CH, l_/ Do

n | HO— si—OH m gl . on
I 7 N 3
OH o o, 4

+ 3n/2-H,0

Electronegativity: Si(1.90) < C(2.55) << 0(3.44)

Fig. 2.3.1 MTMS DOII/KS3 R EOG & Ak L 72 = Si-OH J[m] 1 O A BSOS O BERS [X]
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Fig. 2.3.2 |ZHE & BUGH ORIBEMAR U ~— DR +-BRE/L OB %7~ Fig. 2.83.2 XY 50
e 2 ORI TITBAE R DR SN D, T ORR K V1561 DR BTSSRI
Ko TESICHIETE 208, X0 KRERRFREFFOV U B EEMT DITITR VKRN
B DH BB LT, 728 Fig. 2.3.2 1R T X 512, DAV RIBMAR Y < —hi 113 A
FNREEGLNTNDTID, U DRAZ15 25 T2 OIITRE I Z2 R 550°C TRERK T D 3

7‘7)3\ &) 50 i}’éﬁk?& li*\j%/é D50=3pm D U jJ %1%77—:0

(|:H3 NH;/H,O in ethyl-alcohol C|H3 Washing & Drying
RO - Si —OR > (Si-0)% > SiO
?l 0 Hydrolysis / Condensation 1 Calcination in air %
OR o at 550°C
Methyl-trimethoxy silane was slowly dropped into Pr ecursor:polymer | Silica particle I
the ethyl-alcohol solvent containing catalyst. particle
B 30n |
f precursor-polymer
) . : Calcinated
silica particle
(Dsy: 3pm)

Fig. 2.3.2 HMi& SUS T ORIEAER Y = —ORFBEL DR T
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Fig. 2.3.3 IZ MTMS Z H Wz RiE TH oz U RO X #REHT 2 — o 2R,
Fig. 2.3.3 L0 G oz U BRIFIIIERE T Y hoMEEZ R~ LT,
AR X 912, MTMS OfE A SO I LB R W 23 )i D 728, KD RO K&

122U BT DI LWE T e at LTz,

Amorphous silica

After calcination at 550°C in air

L L 'l L L L L 'l

10 20 30 40 50 60 70 80
20/°

Fig. 2.3.3 MTMS Z HW AL TH oLz > U kO X #REHT % —
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Fig. 2.3.4 \ZRI FRROKZ W U I ERRFIEOINE X %2773, Fig. 2.8.4 [Z7-7 X 912,
Z OERIFTETITRINT TV AFERL (8um) % NHs/H20 fitlii % & te=F L7 L a3 —/LIE
TRICHIN LT, RICRR OO % = F LT L a— VRIRICD < Y L F Lz, fERe
LT Fig. 234 TR THMFEEZHENT 52 LT, RFAEOREWEK S Y IR+
(D50=20pm) # &S 52 ENTE T, ZOBME LTy U A OBREEIEINIIEFIZK
EU (200~400mN/m) 72, U BTHEFICTEWEIEEL R T I LRRTOoND, Zh
XU B OEREIC-OH EPFET 28 THHM, MV RIVEDRE CRISHITH IS T

L7z MTMS 733 U 1 i D-OH %5 & BUS U THE G UG MaRE Lo < R RR MR &

Nz LT 2,
CH,
I
RO - Si =OR ; 5T .
(l) R Hydrolysis/Condensation ‘Spherical silica particle (D5,: 20pm)
&
l Washing/Drying
&
O ® ® Calcination in air at 550°C
>
@ 0 ™
@ o \
// Ethyl-alcohol
) containing
Seed particle NH./H.O
(Silica of 8pum) ¥

Critical surface tension of silica: 200 ~ 400mN/m € Very high wettability

Fig. 2.3.4 FL 1D K EZ W U BB H1EOHEIEX
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ko &9z, aUEITR & IKH#iPH THIE Lok U ki 26T 5 A M

W

BREWTETH D05, KA K > TUIRWBUSKE 2 4835 Z L SiETH D,

2.4 HANETERINTEKRS Y VhF

KRZMERT 205, Y DT CDRARET Iy 7 AMBE RO T2 DI S
NTEY ., SRAREZRAFEITER nm 7258 pm OFEPATHREL RHHETH H, Z O
LTI, BB E OB TRZ1T S5 2 &< mfEE DR 2 B IS & Rk
TEH2E00, LENRREAEEICH L EEFE X5,

AENTSEEBRFNRICELE L7z £ 512, WA g <. 200°CRlCTh 5 3 FSHO JFUEH#
(MTMS. TEOS., OMCTSO) #flifH LT U mhiraAmk Lz, FEHI N—F— 7 XL
(NFE2mm) 72D KRG S fete, AU < it S 7@ & ombiE G Onic L Ik
FAZFIRF ] CEERER. T2 TERT D & B R D, 2D OFEE SOSIZFEE O FHgE DB %
A Z LRI,

Table 2.4.1 (T L7 JREO 23 183 & W% 7”37, Table 2.4.1 725, MTMS & TEOS
O SiFEFHIIFE L (1{H) ThH M, BHLOFEN R/ D Z L8y nd, —JF, OMCTSO

VEECELD 45 TREE T Z 4 5D Si R A>T\ A,
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Table 2.4.1 fiH L7=J50E Oy 1#Ed & Wk

Number Boiling
Used monomers Molecular structure of Si point
atom (°C)
Methyl- (|:H3
trimethoxy-silane CH3O - Si~ ()CH3 1 102
(MTMS) !
OCH,
Tetra-ethoxy- _ L _
CH
s, CH;
CH, O—Si”
Octamethyl- N L \
on ~ Dl (0
cyclotetrasiloxane | CH; | I 4 176
(OMCTSO) 0\ Sis CH;
Si—0 CH;
7N\
CH; CH;

21



Fig. 2.4.11Z Si A Wit B oA 279, Fig. 2411077 X 912, k%
PSRN S EHIRRA L G RS, &V DRI DT, ki OffZE « & —&fE T
UBKLFRFOND, BoNDT ) DRFORE L, RO FREEIZ L > TRES N

o BRALME GBS TIZ=SI-R MG STz ikR LKRICL > THE S L, =Si-OH 4278
Y %, TOK, BERIZ LV 2 U BRADIER S 1L 5 BN B & SOSDSEE Z 0 | Bk
T (HIEMAWE) DD, ERROBIRD A =X LFFEMICHIES TN S (9),
Si BAHIREDD U WRLF-~DEFUEFEIZ I T, BRI RIS X - TER S 715 AifSK

EEIIEOND V) DRA ORFREICKRE BT L, FICZORFRIIFEEHIE Eh

;

% SiRFORE BRIE DR G SITEBREZIT D L EZ D,

Formation of Coalescence 1R Product

]ﬁne silicaparticle Propaga"'on (Dry siIicaparticle)

Oxidative
' condensation

‘e

Monomer et 0 ® ¢ o0

containing Si atom

Size of the initial condensed particle is dominated by the number of silicon atoms contained
in the raw monomer. = Larger number of the silicon atom leads to a larger silica particle.

Condensed particle Precursor
c | Oxidative I - P - I e
'h Si+ condensation | { O—é‘ \
0, lll “n reaction Si \\ |l -l Ring formation
+

and cross linking — :
- | - of thiesilicone Silica particle
[ o ; + 0—Si J’. polymer
Si L | Jn-1
. I S n

R: CH;, OCH;, OC,H;, etc. , n: Number of Si atoms contained in the raw monomer

Fig. 2.4.1 Si &85k 2 722k oK
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Fig. 2.4.2 |ZJFEHE = & 05 b= U 7 FE-SEM [HEif4 % ~4, Fig. 2.4.2 D Thb
KA BRORENGAED YD kif (Dso=105nm) (X OMCTSO 75 & &7z, EfLs
g H)EE TEOS 1, MTMS 22b A Sz U ki1 (Dso=85nm) X ¥ R 72203
INEhoTe, ZOXIITRFRITIFEEHIE £ D Si RO L BEEO & & S O EL %
A Z EDRBEE T,

Vb X oz, #Rik3imas L ek U CilE TRAEEZE CH 0 B oS Ty I o

KLF 252 2 LN TE DN, KFEDOFED T OITITEHCRBE SR % 2 @ U 2 & o

EOREND D,

CH, OC,H; .
—— Ny CHy; O=SI” Larger number
k0 .Sl OFH, CalleO ,Sl Ukats CH: Ii ) of silicon atom
OCH;, G —l OC,H; ‘0 Sis CH;

\iis / N
MTMS Differences in the steric hindrance TEOS ,Sl —0 CH;

a, t,

Fig. 2.4.2 JFUEHE = L ofF 572V 4 @ FE-SEM i

23



2.5 VU MR FEOHIEEKEF

ARETIHRE L HRIEIC L > TARES N U I ORI & » TEBEZHIEIN T &
7D HEEEFI LT,

Fig. 2.5.1 (12 Rk & k2 2 Okl EHIEE 1 0E W 23, BB E
WG 2 LB & T 205, AR 70k TR & BOKLEE 7347 & & b ISR 28 & ik |2l
WCTxD, HIGEMTHEN F2EHTAZ LIk, REDRTFEEF OV IR 246
WTE %, —HHREL, BT 2 EROME, BICFENC A SRS Si T O & FRHC
EENDLEBREOGE SRRFERMFIC L > THOND VU I ORFRENENT D, £TH

M. BERLIS KO E OB INALEE TRE 21T 72 < T H i sl okl 1 2 il T %

L=, TEMRKREAEFEIZEL TWVWD,

© Reagent concentration

(Monomer, Ethanol, Ammonia,

Acid, and so forth)
& Reaction temperature
- Higher temperatures
result in a decrease
in particle size
# Reaction time
-> Longer reaction times
result in an increase
in particle size
# Using additional seed
- Additional seeds leads to
larger particle size

step

<

-

Possibility of
reaction

¥ Number of silicon atoms contained

in the raw monomer
- Larger number of silicon atoms leads to
larger particle size. Initial condensation reaction
strongly affects the obtained particle size.
4 Monomer concentration
(It’s dominated by mixed air, oxygen,
hydrogen and so forth)
¢ Cooling techniques
- Quick cooling results in a decrease

{Reaction time}

>

in particle size. Higher temperature leads to
easy coalescence.

Suitable for industrial mass production

Wide range of particle size

(Relatively fine particle)

& Narrow size distribution

Fig. 2.5.1 2k & ik L L Eh ORFREHIEIA - 0w
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26 Ei®

ARETIRRAE & HAED 2 FEORIETIERE T Y b &Gk LTz, 5 Tld MTMS
EREEHE LT AT MBS T ) IR a2 AR Lz, ZORIETIE, ROSKHE OREIZHE
W, fiE T e Y R Y v —ORFREOBERRENE SN, BRI FRIE, K
JERE 2B 5 2 & CHRHEAETh o7z, S bR 2 EAT UL, KR ROK
WU kLR AT E o, — . i AJE T 8 FE OB (MTMS, TEOS, OMCTSO)
PO BRAEZER LT, BN/ Y I ORFRIT, FEIOS s, FricEHC S
END ST OB L BHREO G S S BRE LT,

ARETHEMN LI L ICRE, EREELLOREFEBIOBOLNS VY BRIFICH
FERHY ., Wb LENICITEETH D, FICREiTak, Bimd L i o
IBANLEE TR A AT 072 < ThEEICSMEOR F 2 -IETE 5720, LENRREAE
WCHELTRY, BRFEZPUHIN T LIES, AR X—DOBE» b HELREETH
5EFZD, HRAIEE S DICLEMICHEMH S 2 72 OITIR - TIRRORL B O 3 L B
THY . ZORDITITFTERCRBE SO A bR RO b d, WELFETIE
JFOBRCBRBESAFIC OV T, S DICFFMZRIRES 21T 5 2 LT X0 | BRBEIEIC X 2 By

DERNZ DWW T O R AZHIAT 5,
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E3E N—FRRESRMGE VY RTFREOBE

3.1 &

92 W CITIRME VU MR oRE TR L L THE &S BREOEIC OV TR LT,
FnAEIE, WEE & i U CREEEOBERK e & DALER 7 LI R S mfliE Ok A2 155 2
EMTEDLEVIRHNH Y, HaX b - BT F— L0 BN TR KRR
LTV 5, AETIES DICHIEICE A A THEZ T o 72, BARBICITREME & L
THWET A G ERNT, TR L OO AA—F oS a W AEMEE Y
TR DEARMEIZ DWW THFZE LT,

FRIEIZB N T, FHCKREPTU Y DR E2ERT D FIEC OV, JFEHE L LTl
b r A F L volernu s T B WEE (1-10) . AT A FELamz il Lz
WFgE (11-17) N <AThILCE e, JREHEE L TR A R ax s & Uik
AFEMNNTZGEDOE 22— R U 1 EITER R DR TERORLFEICTHTEE S 5 2 & A3 AlhE
L d, ERFRHEOBRIC Lo Tk, MEABHE T Y MR -5 2 & 23 FThE
2%, T2 LB LTAEET A FEaM a2 WG G L T, TENRKREEEL

B LIOZER0, A CEE 2 AW TRR DO AT A FLEY & ik L72EIiE &
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A ETR N,

WHENEBULFEETHL 7T 03, P CREAESI N TV HHNES Y AT
HHEa— LRI AOREEHEE LTERHSNA TS (18), =75 L7uend T 2L
THEINTZT7 2— A RV Y DD BOERP/RFNICEGFT 22 bbb, Ak
WX TUIEFE LL R, FRPEERET T 77U r—va Vi EOmME, &g oMk
LT OMETIIEREZERWT U IDBLFE LW, AT A FLEW % REHE &
THHAIETOU Y D OEFEFNT DI, Lo T, RGEICIB W CRUEHE & L CHIE
A FBCEMEERN T 2HME S ) WAL 2 Z LITEE L 2L, AR TIIEAE
\ZC 6 FEOFEREA M L, R FIIR &R RISk T D REHEO B 2R LT, &b
ETCAR=F NG END T ALK, DFE D AN—FRBERIIC O T HIFEZITV, R

MR JON—TBRBESRME & O U DR REDOBRIEICOWTHER LT,

3.2 FEBHIE
3.2.1 TV UERAREE

Table 3.2.1 |2 3 B CTOEERIZHEH L 72 J5EHE 2~
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Ishikawa-lab
テキスト ボックス
今回の検討では原料種がシリカ粒



Ishikawa-lab
テキスト ボックス
子形状および粒子径へ与える影響を確認するため、分子中のケイ素原子数が異なる有機ケ


Ishikawa-lab
テキスト ボックス
イ素化合物で、かつ工業的な製造を想定して大量に入手可能な 6  種類の原料種を選定し、



Ishikawa-lab
テキスト ボックス
用いた。
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JFRHEIT A TR L7 A v SRR SR O GH 7 B E&W & EH Lz, Table
3.2.1 121%, BFEEHEDFEHEAL SO TR L TWD, FHEAMIZT Y B 1kg #55ET 5 0Ic v
R EHEO & (FUBHE (kg) /12U (kg)t & LTERIND, ¥ U BITEHE & ek
DIRBEFOSNZ LV EON L0, RN EESH D OV H AR EITFEEHE O JFEALIZ

KIFY %,

3.2.2 VU WERRIEE

Fig. 3.2.1 I 3 B TOEBRTHA L=V B EREERE &\ —F OBIIEX 2777,

Primary gas

. Raw material
Heating L Air L N
(200°C) 2

<«<—— Secondary gas Central tube

Tertiary gas sl 17T, p: /
<—— Fourth gas .

Secondary tube :

Reactor 1 /

Powder collector

(Jacket-structured reactor) Tertiary tube
Hot water circulation Filter = - tr

Cooling air % 1§

Fig. 3.2.1 i L7 U B ARk & 3 —F O X
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N—TIEILZEEREE 2> TRBY, X—FDOFEFITHAEZHGE L., B ZRIESET
U E2ET, BAERIZIIRAE LT REB L OWEE, BEAEAS L 200°CITIEVL T 1&’Y

A& LTRLZEEOPREICHE L, TOEICRBITVIVE TH 25 —BHRE 123K

M

FLERERELT 2 kATAE LT LT, S HICZOIMINAIE T 55 5 I
feka 3 IRATAL LTHHG LTc, S BITITKRBBEDOLEME T ABHEDTIZ0H, /N—FJF
PS4 IRT AL L TRR AU Uiz, B ABENL, FEHRIER O @R AT A 05 MOb e &
BEM B RS D720 Lo, MA T 4 IRHT AL L TG SN 52472 1T T A
IS 2 EENETH D720, ISR REN S ER 2 MG L TH A2 mAIL
oo PUGEHAEICBAL T, ALY v 7y MIESUSEREZMEMR L. Y v 7y MEICmEE (R
K, 70C) ZPEER S W7o, BRBEIC Ko TRAE LI BUIMEBLITIN S v, 2hEmICRES
Do EBRPIZEBWTHE R SBRBET ADBBH SN T DR T D720, ¥V AR

S0 O T ZAREEZRE L, FICBE LR EREIT-T,

3.2.3 MGk
Brunauer-Emmett-Teller (BET) LR ERE {Sper (m%g)} (%, %EHEWAE 1 5 BET %
(SA-1000. ZeH B L REASH) ([CXVRlE LT,

B3, EODIERERRE DA FH 2 AW THRIE L7z, AENET 1 A 7 3@ LARL 85040
HELEE (DC24000, CPS Instruments Inc) ZfEH LT, o U DIREE 1.5wt% DK HEIRE
R DG RIEAEDRLF BN WNE Uiz, 15D NTERIEEDOREESAIC, BRREEED 10 8
%L 90 HE% LT O THEER M2 Y TI 5 Z LTk B 50%E &/
(Dso) Z=HH LT,

R RIZ, BRI EAE BMEE (FE-SEM: S-5500 Hitachi High-Technologies

Corporation) ZfEiH L THotr L7,
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3.2.4 FEBREM:

Table 3.2.2 (A) ~ (C) IZHEBREM2 6 MICEBRME RO LAY, 2B, PO RO

(1 RA ADFEENT A —2) 13455 O BFRE 722 78 ARBE IS B 2R TR 3R BT 63 % BRI

i LIcBRE B AR T,

Table 3.2.2 SEBRGM: & FEBRAE R —&

No. 11 12 1-3 2-1 2:2 2:3
Raw monomer species MTMS | MTMS | MTMS | TMOS | TMOS | TMOS
Raw
_ monomer | kg/h | 0131 | 0131 | 0.131 | 0.167 | 0.167 | 0.167
Primary gas N, Nm%h | 0.017 | 0.013 | 0.010 | 0.017 | 0.014 | 0.011
Air Nm*h | 0.667 | 0533 | 0.400 | 0.702 | 0.562 | 0.421
Secondary H, Nm*h| 0.162 | 0.162 | 0.162 | 0.162 | 0.162 | 0.162
gas N, Nm®h ] 0.065 | 0.065 | 0.065 | 0.065 | 0.065 | 0.065
Tertiary gas 0O, Nm’h | 0.149 0.149 0.149 0.149 0.149 0.149
Fourth gas Air Nm’h| 6.0 6.0 6.0 6.0 6.0 6.0
Cooling air Air Nm’h| 1.6 1.6 1.6 1.6 1.6 1.6
Basic unit kg/kg 2.3 2.3 2.3 2.5 2.5 2.5
Primary - RO - 1.0 0.8 0.6 1.0 0.8 0.6
gas index |soneomiration | - 3.1 3.8 5.0 3.3 4.1 5.4
Seer | ourbilMC | gl | 142 | 8o | e5 | 179 | 137 | se
Dso Median A pomp | s2 | es | s | s5 | s6 | 76

33




No. 3-1 3-2 3-3 4-1 4-2 4-3
Raw monomer species TEOS | TEOS | TEOS JHMDSOJHMDSOJHMDSO
Raw
_ monomer | ka/h | 0.120 | 0.120 | 0.120 | 0.086 | 0.086 | 0.086
Primary gas N, Nm*h | 0.019 | 0.015 | 0.011 | 0.017 | 0.014 | 0.010
Air Nm’h | 0.737 | 0590 | 0442 | 0678 | 0542 | 0.407
Secondary H, Nm’h | 0.162 | 0.162 | 0.162 | 0.162 | 0.162 | 0.162
gas N, Nm®h | 0.065 | 0.065 | 0.065 | 0.065 | 0.065 | 0.065
Tertiary gas 0, Nm’h | 0.149 | 0.149 | 0.149 | 0.149 | 0.149 | 0.149
Fourth gas Air Nm’h| 6.0 6.0 6.0 6.0 6.0 6.0
Cooling air Air Nm’h| 1.6 1.6 1.6 1.6 1.6 1.6
Basic unit kg/kg 3.5 3.5 3.5 1.4 1.4 1.4
Primary - RO . 1.0 0.8 0.6 1.0 0.8 0.6
gas index |concontration| - 17 2.1 2.8 17 2.1 2.8
Seer | sobeeific | imuor| 286 | 158 | 105 | 96 | 70 | 49
Dso Median | fomp | 74 | 5 | es | 62 | 77 | 108
© No. 5-1 5-2 5-3 6-1 6-2 6-3
Raw monomer species omMmcTsojomcTsojoMcTso] HMDS | HMDS | HMDS
aw | kgh | 0116 | 0116 | 0116 | 0079 | 0079 | 0079
SRR G N, Nm*h | 0.017 | 0.013 | 0.010 | 0.016 | 0.013 | 0.010
Air Nmh | 0.667 | 0534 | 0.400 | 0.666 | 0.533 | 0.399
Secondary H, Nm*h | 0.162 | 0.162 | 0.162 | 0.162 | 0.162 | 0.162
gas N, Nm®h | 0.065 | 0.065 | 0.065 | 0.065 | 0.065 | 0.065
Tertiary gas 0, Nm¥h | 0.149 | 0.149 | 0.149 | 0.149 | 0.149 | 0.149
Fourth gas Air Nm’h| 6.0 6.0 6.0 6.0 6.0 6.0
Cooling air Air Nm’h| 16 1.6 1.6 1.6 1.6 1.6
Basic unit kg/kg 1.2 1.2 1.2 1.3 1.3 1.3
Primary - RO : 1.0 0.8 0.6 1.1 0.8 0.6
gasindex |conceniration| - 13 16 2.1 16 2.0 2.6
Seer | gobelifiC  fmugr| 12 | 61 | a4 | 93 | 0 |
Dso Median L pomp | 55 | 76 | 105 | e0o | s | @7
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Fig. 3.2.2 |ZJFUEHitG & & NG DR 2 7R T,
HIFEHE OE EIT, 2 CTOFRBHEDORBEREENFR T2 5 X OB L=, B
I B TORMTHRIEEAEN 1.1Mcal/h &722 X 0 IFEHMER &4 L7, =2 TKE

DFEBITIIT 5 FEEITAFUEHELS L OUKF o E L e aEr b/ L Tnd,

H

72 UATEDOZR TIIKAME BIT 2R TR EICRE Lo /o), IS AR BHE

(\

DOPRBEF B R L G BIIKET 2 2 L1272, 72k, AR OFEBR TRISENE & fil x 7= B
TRBEN TERBITOAEET T PRI A MIEET D720 TH D, FHEEICEAL T,
ZOFERTHEMINZETORBEIIAR S A FMEEMTH Y @OEAEEZF>TWD Z
EDB L BRBEIC R > T Y IDBAEREND L RRFICE KRRBENRET D, HET L H
— TV U B EEUT HI2IE, HRAREEZ 7 VX —HEOMEIRELL FICHHEIT 2 LB
b, HAGEDOTZDIZIIREODER RO TRIGH ALIREIEDHZ L THEIT HHE
NHDHNR, ZOHARZEROERIZ L > TRERZ ZHEREREROY A ANRET HZ
LT D, ZZT, ARITHRBEIC K » THRAT LEENF L ThEL, mEAHZEKLE I

ETOFEECTHRELRD T LN, ZOREGDERET T ORI L O IR T
LRBRTZENTE S, Z0&HIC, AETHRBERELZ —EITIRDOZ & TLEMRAEES

72 FOBBER LOERENF L, S KEGFEPFE L LE L ETHE 2T~ 7,
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Heat of reaction[Mcal/h)

1.6

1.4

1.2

1.0

0.8

AMTMS
ATMOS
ATEOS

® HMDSO
OOMCTSO
COHMDS

1.1Mcal/h

0.05

0.10 0.15
Raw material supply[kg/h]

Fig. 3.2.2 JUBHit#a & & B E OB
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3.3 FHEBRERLELR

3.3.1 AR LZT VU ZDdEIR

Table 3.2.1 (2R L7ZJFEHRIZWT LS B SITRBEL . SO ET U WRFITHi%E
A NHF—=IZ TR LT, B L7z ki ¢ O EmERBICE LT, FEMEEZRSLEToR
Bz 3 MRV I L CRMHii L7z, 07 RmEOFEERAIL 1m2g TH Y | HHMAEITIR
IFChHhoiz,

Fig. 3.3.1 {2 RO=0.6 DA T L AL U W70 SEM Eifg % 7,

Fig. 3.3.1 L0 JFEtE LCT axv v 7 v RERFE (MTMS, TMOS, 3 XU TEOS)
A LESEE, e U R EEE (OMCTSO 8L U0'HMDSO) & o7 % R U
(HMDS) ZffifH L7z%a &L T, REENRE CRFRIT/NS W LR S
2o MNATREBGy ORLAFTARIZERIRTEDS, RBANZR TR ORI & —FAFE LTz, 24 &l
xR, JFERE LT OMCTSO, HMDSO, X 0'HMDS # M L7=H4a1ix, Wi
DJFEHEIZ 3T URL PR RIFE EE O BRIRRL 7235 b Tz, Fig. 3.3.1 ITIFREHE DO &
AL TWDA, SEM EIf§7)> bR S 4L D R-B13, BUBHE D Si & f & & B O FEE A RL

TR LR RSB A 5 2 5 TRett e LT,
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Fig. 3.3.2 [Z&FEHEZ FIV T D7z & U R Om DL BERLEE /04T 2 7~ d,

Fig. 3.3.2 X0V v XV U REEHE L T 9 0 REEEAZ M L AR SR 1Ak

DRLESAEZH L TWDZ ENG0nD, ZiE T REIC,

Tovak T s RIFEMEZ

il U CEk SN TR ORI EE AT, fthod 2 FEOFRHEZ 6 L CER Sk o

RIFE 3 AR & P LT o3k < RS RIFRED/N S W Z LSRR STz, S bICT

NaFk v T CRIFEHEDOSE . R AT 2 EHEICKAF L TR0 . JEHEZ &

\CRIRDRIES A 2RO 2 L biER SN, T OfEI%, Fig. 3.3.1 THeR L7- SEM [#if4

E—EHLTWA,
Interval size distribution Cumulative size distribution
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c z o
S| = =1 20
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Fig. 3.3.3 [ZHLFEmFE L b 718 (A VT U4, Dso) OBERERT,

RLFREIZOWT, AT DUE R EE i it CRIE S 7z o U KL 534 2 i BUE R
DHNCT 4 T 47 SETHEB Lz, IR mE &R +&I2IE, Sxpxa=6 {8
bR ERE (m2/g) . oo ) HHHE (glemd) . ahi & (um)} &V ) BRBEFEET 5, 20
AN Y | LR &R FERIIR B ORERIZS 5,

Fig. 3.3.3 & ¥ JFUBHEIZ BIfR 72 < PR MRS &KL FRITII S LB D BRGRIEDMFAET D Z & 8
e &hiz, 7272 L TEOS & TMOS (2B LTI R msAS 150m2g 28 % 5 & 288 7
2o TS, ZOFEEFOEWOIBE & LT, hEmED 150m2/g % #H 2 55Tk TEOS
L TMOS ZHUNZIRBES T D Z ENTERpole, HOWITRIFENRHEV ITH/hI VT
O35 U P R AORE B Sy A 3 % L Rl O R B8 E T & 22 o T2 ATREME DN B 2 B

50
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Dy, : Median diameter
Sget: Specific surface area
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Fig. 8.3.4 |Chi /R 7 1 & 2O 4 7~1 (8,19),

BT 2RICBWNT, BICE E 7 7 22 =R EE R m AN E 7213 b7 RS
LoTHl NG, TD%, FUY TARBLEEALBRYIRT Z LIZXD | ERKRO—KLT
PET 2, SOICRER EDORIGRME BRI LERICHEL 525, SRIOFEROKER
#EET DL, FEHE L LT OMCTSO, HMDSO, HMDS # AW =454 . K RIkidEk
RTH Y KT H MTMS, TMOS, TEOS £ Y b KEWVZ &5, OMCTSO, HMDSO,
HMDS o 3 f#iiz MTMS, TMOS, TEOS ® 3LV & &l F O FiE LI-& &2 5,
XHREYIZ MTMS, TMOS, TEOS @ 3 #D5E ., 155k O —EBIT AR IRk % L
THY, OMCTSO, HMDSO, HMDS @ 3 f L Y bR FRIT/NEWNZ &6, MTMS,
TMOS. TEOS ® 3 f& %1 L7=#4 1%, OMCTSO, HMDSO, HMDS @ 3 ff L ¥ Hi%
VRO N TR FER L2 & B2 D,

S DI, RONREISM 2 THRBHET O Si R & BEHIEOREN KR, D F VR
BB H 2 DREMED 5 5, 2 b OBIRIZ OV CIIRET TR %, 7272 L Fig. 3.3.3
IZBT BRERD L 912, TEOS L UNTMOS 7 b5 572 U B ORFEIZONT, Eil
TR 2RI EE AT R 2 R L7235 B a8 & 5 Z & 0D | IREILARE CII R mAE O %

KL A REOXIE L 72 L TELET L& & L,
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3.3.2 TV MR FRICHT A EEREDOME
HIETCoR L7z A L, EHE SR RIS B % B 2 5 Al REMEIZ DWW ORI LTz, AKEIiT
VEFURHRE &R R D BEfR, B X ONF DO AN IE S5 3EHE LR FROBRIZHOWT

)

B

T 5, R TR~ X 91T, AREIOFEEFE RIS TIT bR R &R 2T B
5 eV BREFEIC LT, MRERARLFROXGE & 72 L CLBEOER DT,
AEOEBRTIE, FFEEHEICH LT RO & LT 3FH (RO=1.0, 0.8, 0.6) O/x—F 4
ZAAR AR Lce 2O Z & BEEFEDE N E 1 IRT AL OENZFRIRFICER L TE
NODORBEZEZTHOIINETH -T2, LIeR- T, FEFR LR FROBEGREZRENICE
B HZ LI Uiz, P L RH AR LR FEOBMREEE LT,

1 WA AfiElEL, RO (Required Oxygen) & EF L7-fEEEICHE-> TR L 7=, RO TR
BHE D S8 RIRBE I L EE R R BT D e R B O R 2R, BEMIZITRO L 51

AR SN,

(RO) w#Efedtb= {FUEHIIRAT DMk E (Nm3/h) } / (SR O EBEI S B2 R4

& (Nm3Mh)}

Bl 21X, RO=1.0 1%, 1 KA ARG T 2 BRA B A FUEN O 56 2 RIE L BE 2R R R T L
W2 & ERT, SERBRABEIC LB IR BTSN AN BEME TE 2, RO<1.0 D&A. 1
WA ANMFE SN HEEFE R, RO SERMBEIC L ERBER LY bhhnn) 2L
R, ZOERTIE, F—FEHEMICK T 28 &M RITZNEN—EITR D,
722> RO % 0.6~1.0 DI TEL S ETHER LIz, £/2 1 kT ALSO T ADREIL, 5%

PECR—IZRE LTz,
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3.8.3 N—F A LR TFED R

Fig. 3.3.5 (A) IZRO L HERMmEDOEMRZ, Fig. 3.3.5 (B) IZWEVKKIREL & R mE
DERE R,

T 2 TR RIREE & 1d, WrERRBE COFERIREE A E L7256 OBRET ZIRE Th 5

(20), EBRTIZEBRIERE OS> B ITHENC LD BGB KRB ET D720, EBROBREEH A
TR ITBrBCKR IR L 0 IR 225, Ly LZEAVT S BREET AR 2 32017 2 O IX KT
DT, AIENTIREE T AR 2 W EBVKRIBE CRATHZ L& L, BERET)FIFF
PEME X TNIST-JANAF 2Vby3k (21) ) HEAG L7ckOAAMEH LT, Bl ek RIRE %

FE L,

Tv=Tu+ @/ Cn

Ty - WK RIRE (C)
T : BRIERT A ZIRE (C)
Q. BBEEN (Mcal/h)

Cn: Ty & T BMOVEEE (Mcal/C + h)

Fig. 3.3.5 (A) (B) OfEFR L0 U BRITEIT, SFEEHEZ 212 RO & WK RIREE D
BTN ETNZTH T ERERINT,

Fig. 3.3.5 (C) (ZiX RO & WK RIRE DOBMRZ R FE R 2R~ T, Al BiEk kiR
X1, 2RBLVP3RITAOKRELAZZE L CEHE L, 22 T2RBIUV3 KT A
FRUXEE SN TWD DT, 1 IRTAHRKDHNFHIC L > TEILT D2 Lic2 b, L)
S TWIEVKRIEEE L, RO LBIE T2 1 IRV AR O LA DB L Z T 5, SF 0 WiEk%k
HEIZ RO LEMRT AL E XD, HlZIE RO BT HICONT 1 IRFT R E LTHHRESH
DEBBIOEROENENT 5, 1 IRTATOERL L OEROERBEINT 5 & A4
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(RO NI LT B SR B HR T 9 2 5172 O T, #ERAYIC RO O THTE k&
BETKTTHZ &5, 20X 52RO EWECKRIEEIZIE Fig. 3.3.5 (C) 2R &
O TR BIRIERFIET D,

PLEXEYD . N—=F a3 2 WAL LR ROBGRE £ LD 5, FIREHEDORL 71X
WIBVK R KT 208, ZHUTS RO RMFREICB O THEVKRIREIZ RO, 5%V 1
WH AR DOHBEZTHZ L E2BWRT 5, 72 Fig. 3.3.5 (C) 2 bidy ¥4 fkE
BIOV TP UFEHEOBBKRIEIEN, 7axy v T VOB RIEE LV b
BV & B O THEGR S A7z, 2O X D ITWBVKRIBEE RS JORIF88I3 1 IRoT AR T

TS EBHEDEROZBLZIT LI L LD,
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(A) g AMTMS
ATMOS
. ‘ ATEOS
2 200 ® HMDSO
£ OOMCTSO
= ZHMDS (C) 3500 AMTMS
a ) ATMOS
9 100 — ATEOS
£ ® HMDSO
$ % T w5 5000 OOMCTSO
0 g HMDS
04 06 08 1.0 12 g
RO[-] o u
300 )
(=) A AMTMS < 2500 g
ATMOS %
~ ATEOS o]
< 200 Y ® HMDSO £
% & OOMCTSO < 2000
J: A DHMDS 04 06 08 10 12
100 A dﬁ N RO[—]
o N
0
2000 2500 3000 3500
Adiabatic flame temperature[°C]

correlations

Adiabatic flame temperature and Sggt
RO and Sgger

Silica particle size is related to RO and adiabatic
flame temperature in each raw monomer.

~

Silica particle size is affected by the primary burner
gas composition.  *RO = The primary burner gas

Fig. 3.3.5 (A) #kHe ) ~—OnEkFE (RO) L HREMOBK, (B) FEkE /<~

—DOWEVKRIRE & LRI OB, (C) RO & Wi KRR OB
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3.3.4 JFUBHE LR FEROBMK

Fig. 3.3.6 (A) (ZJFEHREE & LR mEORR A, Fig. 3.3.6 (B) ZJRHAL & R EED
BIR AR, JFRHEEE X, 1 RkH ZHICE T D B OREEA COMRE LR,

Fig. 3.3.6 (A) 72H3W D RO IZEW T FUEHRE & R s BRI S
720N, —J4 . Fig. 3.3.6 (B) 7bld, JRENL & R mFEOMICHBERRAFET D 2 &8
MRS NT, ZZCREL LT 1kg DV WA RET 20 E R FEE (kg) & LTE
FIND, TROLFEAITFEHET O SiRE AR, BARRITIE SRE EVIE E U
FLZR T 2 BRI 72 < R DT O BALOMEIT/N S <720 | 12 STREMEVIEE
VBB EITIZ K R DT OB OEIZIRE <785, Fig. 3.3.6 (B) O X5 IZJFEHAL & L
KEFED N BIFRMEDAFAET 2 OIFFHAL A FE O STIREZ R L, £ O SiRESRL-£
B 52510 Th D MR Lc, BEMIZITEEY O STRENEWIZE U TR
DRKRPTEEBEN®ED . BEEREZHRVIRLOT WD, KFRIIRELS 2D, %t
FRADIC STIR MRV G A IR RIS < 2 D,

FSIREICMA T, BREOmE S bR FRICHEL 52 5 /M H 5, Fig. 3.3.1
Doy FHERE 2 b CThER T 5 & FEHEE T O SiJRF 0% & BRERL O B S R AR &

CHREMICEEZHZ TOWDAEELRREND, Bl ITR BN %R S TMOS &

IE

TEOS i35 & Silc A hFTEBEA L TVD 2, HDNIEE FFVEMFEAE LT
DINEWVIENPFET D, —F TR ROKRE Va3 VR L O 7 vk
T SIICHET D CROBFRERE LTETATFLVEMEEG LTS, 20X ) IZJFEF
D Si IR L EE ST FRICEEBEZ 525 Z LR SN DM, A EIOR R S IZFEH
D SiJREE & E SITERN LU TRBL S L TR EN /2 LB XD,

F LD E Fig. 3.3.6 13D 2 DOfEREZTRT, A RO T TO 1 IR H A OJFUEHE IR
BHEDBRPFIRE THRR DM, K788 & OBIRIEIZAFIE L2V, ERBNT IO AL, »
F VRO STREITRL T RICEEL 52 5, 77205 RO —EDHE Clhi FA TR
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DI HALIZ S L9 2 BIRRIEDMFAET 2,

VIEDORERE D (1R AR & FEFRIZ E S b bR FRICHEL 52 5, Ko T/—F
PRBESRAE & 2 U R FEDOBMRZE 2 D721 1 IR AR & VB O 5 OB R %5
BT o0ERHD, TNETORREY, TIRHFADMETRES RO & 7 5URME TR
E LMD ENENDOER PRI L BRIERH D Z &R SNIz, DE D RO &R
Bz —fICEET 2L T, SHITKEISHRFRLEDEBREZ RTZLNTELOTIR

W EE 2T,
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Fig. 3.3.7 [ZIR K L kFmBOBEMRE /RT, 2 2 TEEREIIRO LB O L E
#95,
Fig. 3.3.7 LV, BEEEHKE LEHREORIITIMOEURE AR TE -, ZOMELY

RO LJFHNL, ©F Y 1 RA AR K OUREHE ) DR 2R 5 Z L3 REIC e D &

E AN
400 .
AMTMS
ATMOS
300 ATEOS
C, ® HMDSO
_E: 200 ) COMCTSO
: 0\ OHMDS
100
0

0 1 2 3 4 5
Concentration index[ —)

Fig. 8.3.7 JREEHR% & HARHFH D BIR
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Fig. 3.3.8 I[ZJFEHE & 1 kA AR AR BRI KT T B OIS X 2 7~9, Fig. 3.3.81Z
AT LD NTRLFEITFEHERS LY 1 IR T AR OB 25215, DF D RO &R O
TR RICHETHZ LD, ZOBRMEZFIHT S Z LT RO EJFRHEAOMAED

WREF ChA R A FTLOMEICTTEST 2 Z L8 FlRE & 72 5,

Raw material,
HZ\ N’.‘\ 02\ Air

* Raw material : Organic silicon compound

Smaller silica particles

high
' g 068y

Concentration index = RO X Basic unit C onflict @

growth
@ o 09 08
Larger silica particles Oo

Conflict
growth @
O Growth of
. . Silica particles
Spherical particles

Reaction temperature is
kept above melting points
of products.

*RO = The burner primary gas

Fig. 3.3.8 JFUBHE & 1 kAU A ARBCANRL T M E 3 5B ORI [X]
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34 i

REEIZIB T DL TIE 6 FMHEOJFEHE (MTMS, TMOS, TEOS, HMDSO, OMCTSO,
HMDS) # vy, #2UEIC TERIRS U b1 21570, AR CIIRRHERR LU0 1 k7 A AL
DNERIR SV BRLA DRIA LRI 2 DI HOWTHIZE LTz, KiF-2ITFEHED JFEAL & 1
WA AR A £ DT RO OMAADEICL > TIRES LD, [FBHED FUHEALIZFEF o Si
BEBIOEREEOS®E S, 72 RO IWEKRIBEZRITIREL 0D, REORERLY
JRHALE RO OMABGDOEIZL s TR FREDBIRED LWV AT =X AR LN E 5T,
ZDE DI 3 ETIFERIRY U BRI T DR F RS D7 ODBER MRS 5 Z L3 T

77
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TAE KRBEAHOBEEREL SV VRFED
B8

4.1 #E

% 3 BT AIEZ W2 ERIR U U TR+ DOERICE L T, AT A F#LEWTH DR
BHE L N—F 1 AR, D F W N—F TOBRBESAE DRI -2~ 5 2 2 BT D U TR
Ze LT, fEF e L TR HRITIRBHE D JFHAAL & 1 R A A £ DT RO OFEAG HHEIT
KoTREIND Z LRI NI, RETITR FRICEEZ X HERE L TAN—FT
e S D KR TIEAR < N—T HHOBBEREICE B LT,

Tl Y B ORLATEIR LR FRROFIEEIC R 4 FAF T EERER & LR LS 1

WA AR IR R A Y Tie, ZHUTREDOHIIE (1-8) & FIARIZHUEHE S/ N — T TORRBER
RE. BARBYICITRBEREEOMTERF RN v U D ORI T RICEBE X5 L EBEX -T2 Th 5,
— T TA—=F TOBRBEIRELISMT & . S —F 8 P OIREEBRBEDSABEIR B I S8 4 T
WIRBNZ 2 ) T ORLATEIRRPKLFRRIC B SN D Z R ES Nz, LR b, 2

NETRRFAFOMIMELERE & LT AT AN DT AZHER LIEHEIZIZE A L7220,
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& o TARETIT KRR DORBERREE, HARBNZITK AP O T AR B 2 5 2 % EA
L LT 4 RHAYEEIREEY: CTh DN OER (LR, RS L FeH) [2EH LT
FeaATol, ETmIRRE T CIIH ARELZIEMICNET 2 Z EPRNETH T2z, 4
B KR JE P ORE R & KBS 2K & U CRISEHBIEAE 9~ 2Rk O R EELZ & ff

HCTEH L,

4.2 EBHIE
4.2.1 TV AERHEEE

RKEOMIZTITRELE LTE L7 A v AT oA 7 2 AF 7 aT b

7 v a X4 (OMCTSO) % fv iz,

4.2.2 TV HERRIEEE

Fig. 4.2.1 10, AHOBRE T Ly ) 0 AHEE & ST ORISR &7,

Primary gas
Heating |—Air . Zxaw material
(200°C) 2
Secondary gas Central tube
............................. »: (Inner diameter=2.0mm)

Tertiary gas =——>
<—— Quaternary gas

Secondary tube :

Reactor 11 /
\ Powder collector =

(Jacket-structured reactor) Tertiary tube
Hot water circulation Filter p=3» : ary u\[ [

Cooling air ? '

Fig. 4.2.1 i L7232 U U B REEE & /S — T OIS X
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Ishikawa-lab
テキスト ボックス
オクタメチルシクロテトラシロキサンを用いたのは実



Ishikawa-lab
テキスト ボックス
験上のハンドリング性が良好であったためである。




N RO ZEEMEE o TR, N—FOKFICH A& MG L, R 2R S &
Ty U W &G, BAEMICIE, SUE L2 REHS JOmedR, EREZEA L 200CI2ME L T 1
WA AL LR ZEF ORIV IS Lz, TOLEICR bIDWIME Th 28— RIRE I
IKRFBEEREZREGLT 2 KAAL LTI LT, S HICEDOIMUNTALET 55 “BRIRE
IR A 3 WA AL LTHHG Ln, EOITITKRRBED L EN: L T AREADTZDIZ, N
—FOREHNGZERE 4 WAL UTHE Uiz, TAMENL, JREHABEZ ORIRT A0 5
POt & BEM B 2 i T 272D i L7z, AT 4 IRARA L LTHHG S 52257200

XA AL+ ET 5 2 EIINEETH D720, g T bR A MG LT A
A L7z, BOSHREIZE LT, BIEOHIRIZH EHE Vv 7y MEERISEZ R L,
Ty MEICEEE (R 70C) AR SEz, MR THENT/A—TFJEL OBRBESR
I R DU BEDS IR U 7= A2 & AR S 5 72 OB SOS# 0 A DRJE & H DR E 2 21

THHIE LTz,

4.2.3 SHTITIE
Brunauer-Emmett-Teller(BET) bt 3 8 [Sper(m2/g)l 1%, 22 #4145 BET #:(SA-1000,
SE P bR SN K0 JE LTz,

BFRRIE, ORI et 2 O THIE LT, AENET 4 R 7 3@ 030k B2 o0
HELEE (DC24000, CPS Instruments Inc) ZfEH LT, o U DIREE 1.5wt% DK HEIRE
R DG RIEAEDRLF BN WNE Uiz, 15D NTERIEEDOREESAIC, BRREEED 10 8
%L 90 HE% LT O THEER M2 Y TI 5 Z LTk B 50%E &/
(Ds) % B H LT,

BRI, BRI AEAE 7S (FE-SEM: S-5500 Hitachi High-Technologies

Corporation) 2 L To#r L7z,
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42.4 FEBRSEMH

Table 4.2.1 & Table 4.2.2 [ZFERSEAM A4 ~7, Table 4.2.1 134 EIOERIZISIT DT A%
E T, SRIOFERTIEIN—F AL DOEEEZPERT 272012, 1 IRT AR OFRIE T
& % RO(Required Oxygen)% 0.8 |[Z[EHE L7z, F72HECTHD OMCTSO OfffAEE L
N—=TFD 2RI AR, 3 R AR S B TEIE L7z, Table 4.2.2 (213 4 R A&
R LT SRR O A G b &7, Table 4.2.2 1273 F X 9 ICAEIOEBR TIX 4 IkRY

AME & OB DM BAE I L 0 flix OBRBEERIE 23R 7E L7,
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Table 4.2.1 A RIOEBRIZIIT D A A KM

Raw monomer species

Primary gas Raw monomer
N,
Air

Secondary gas H,
N,

Tertiary gas 0,

Primary gas index RO

OMCTSO

kg/h 160
Nm?/h 014
Nm?/h 736
Nm’/h  .162
Nm/h  .065
Nm?/h 149
- 8

Abbreviation: OMCTSO, octamethyl-cyclo-tetra-siloxane; RO, required oxy-

gen.
Table 4.2.2 4 R A A &AM L7 SOSEEDOFAE HE
Quaternary gas
(Air)
Outer Inner Nm®/h
diameter diameter
(mm) (mm) 6026 13 3 .0
Reactor 3inch 89.1 81.1 o - - - -
size
linch 34.0 28.0 o o - O -
3/4inch 27.2 22.2 - - O O O
1/2 inch 21.7 16.7 - - = 0 O

O: Implementation; — No implementation.
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4.3 FHEBRERLEBLR
4.3.1 RIFRICHT D 4 RHTAMEBEDZE

FZEOICROGEREZ 1 A FIEE LIS EICBIT D 4 IRATAfi&E S U kiR
L ORI R OBMR T,

Fig. 4.3.1 \CRG#E 1 A > FEER O FE-SEM #ifg %77, Fig. 4.3.1 OFiFEL Y 25
HTERRDO Y IBB LN ERHER I, DEVRIFAER - REDA =L E L
T, WTFhOEMEICBN TS U BidEiE T TR L CREENIC L ZREEN T
L2 ETHRICZRY, ZOBBHITHHAIND Z LT, ROV Y IRHELT EHES
ns,

Fig. 4.3.2 IZSURAE 1 A VT EE RO O IkBRI A &2 7, Fig. 4.3.2 X0 4k
AP T DO T, KA AT EPKE S RDMNCT 7 M5 2 &R

i,
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Frequency distribution
(Interval size distribution)

Frequency distribution

(Cumulative size distribution)
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Specific surface area  Sggr Particle size Dq,
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Specific surface area  Sger

Particle size Dy,

150

Sger [mg]
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0

Alinch (0.3Nms3/h)*
m 3/4inch (0.3Nm3h)
¢ 1/2inch (0.3Nm3/h)

0.0
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Flow velocity in the reactor [Nm/s]
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m 3/4inch (0.3Nm3/h)
¢ 1/2inch (0.3Nm?3h)

0.0

0.5 1.0 15 2.0

Flow velocity in the reactor [Nm/s]

* () Indicates the quaternary gas flow rate
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Specific surface area  Sggr

Particle size Dy,
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Alinch (0.3Nm3/h)
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Quaternary gas flow rate [Nm3/h]
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Quaternary gas flow rate [Nm3/h]

* () Indicates the quaternary gas flow rate
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4.3.4 EAKRDOERBE LK FEDOBEMK
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o3inch (6.0Nm?3/h) 5 30 o 3 inch (6.0Nm¥/h)
Alinch (0.3Nm3/h) <
150 m3/4inch (0.0Nm¥h) | ?8 25 -a-1 inch (0.3Nm3/h)
E S
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> 10 A sk
@ 2
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F 5 |
0
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Outlet temperature Time [min]
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E
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structured Il I E 20
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circulation) Il I g
% 10
I O I g
J1 & P00 000
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5
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v
Inlet temperature . .
Time [min]

*1 : Temperature difference [°C] = Outlet temperature(°C) - Inlet temperature (°C)
*2 : Heat absorption [Mcal/h/m2] = {Temperature difference (°C) X Hot water flow rate (kg/h) % Specific heat of water (Mcal/kg - °C) }
/ Heat absorbed area(m?)
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linch (quaternary gas)0.3Nms/h | 3inch (quaternary gas)6.0Nm3/h

25500
2423 9
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1415 1
12890
H 11629
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6585
5324
406 3
2802
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280

Reactor

Burner

[°C]

Simulator: ANSYS Fluent 17.0

Fig. 4.3.7 KRFEFIRESAA DY I = L—1 3 TR
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BEHRFRELED T, WO THEREEI L,

Fig. 4.3.8 [ZHNARZMEFE 72 V) DOIRAKEENE & KR OREFRZ R T, Table 4.3.1 |23 H
NARENE A & 72 0 OIRAKEE G KO R OFEM 2 7R~
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150

y = -2.9084x + 105.06

03inch (6.0Nm?3h) *
Alinch (6.0Nm3/h)

’\5,100 R2 = (.8812 Alinch (2.6Nm?3h)
Specific | & A linch (0.3Nmé/h)
surface |—= | BT m3/4inch (1.3Nm?3h)
Area Foen Ll kG & m3/4inch (0.3Nm3/h)
g 50 Ng ESP m3/4inch (0.0Nm/h)
s ¢ 1/2inch (0.3Nm?3/h)
= 0 ¢ 1/2inch (0.0Nm3/h)
0 5 15 20 25 30
Heat absorption [Mcal/h/m?]
150 S 3inch (6.0Nm/h)
Alinch (6.0Nm?3/h)
100 At @ Alinch (2.6Nm/h)
particle | & | e rs Alinch (0.3Nm¥h)
article | = ||t m3/4inch (1.3Nm?3h)
size 1= o | OB B eesisoos  ||®3/4inch (0.3Nm¥h)
DS R? = 0.7832 W 3/4inch (0.0Nm3/h)
Dso #1/2inch (0.3Nm¥h)
0 @ 1/2inch (0.0Nm?/h)
0 5 15 20 25 30

Heat absorption [Mcal/h/m?]

* () Indicates the quaternary gas flow rate
Fig. 4.3.8 HAA=EARIFE & 72 © Ok EE & HFR gk K O DO Bk
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(Hot water circulation)
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¢« %2 2| 1@ °° W
00 O O
[ Temperature around the flame] Low high
[Heat absorption] Small Large
[Particle size) Small Large
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EHE I A - FHX=TEABIRI T DR
RIEE R & K e

5.1 ®E
ARBETIIT VB« FLZ=THEEBRILWR A DO RIEIC L D BRI O W THFZE L7z,
T FE =T EBEBCRL I RO BZIRR L | JBITRLY T S A RIS L0 SR AEE L W
IRFEERED (1-2), ZORMEERIAT S Z & T Bl U B - F X =T EHERILRL
JEATER 2 RIE & IR ISR LG S IS &R A B A ERT 5 2 L3 T& 5, 2
DOFERABREAEM BN, SRR OE MO BL LD BT B e LT 5
ZENTED, FELTIEAENENTHE Y IMETF X =THNZHE LT 7220,
OB VFE=TRGNT T A —BEIF AT VR E LTI T 2 A8t H 5
(8), ZAUTHEABLWRI L L TAY—REFFELZ LT ARERNS L7720, D%

[EEE L2 HIREED L VA - FZ =T HAEWD GRS 5 Z LITEETH D,
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Ishikawa-lab
テキスト ボックス
これま



Ishikawa-lab
テキスト ボックス
で研究を行ってきた乾式法にてシリカ · チタニア複合酸化物を合成した場合、火炎での燃



Ishikawa-lab
テキスト ボックス
焼合成後に粒子が急冷されることで分相を回避できる可能性があることから、本章ではシ




ZhE THREE VBRI OSRICE L TiE, W ks A LW F & o
Az JFEEE U TRRP TR IS LD FIESCAHK T A ZoAT 2 AMeaWz ik L L
THRRBESE D FEICOWTHIE SN TE L (4-11), Lo LiEdaiEE-OR R OIS H
L7eigeiddiavy, —J5, A ITRTE L TOMEIZB W THET 1 ELEW 2 v TRz
ETY Y B 2GR T 2EORFEFEICET 2MAERHT, SEIFZOMAERKICTY
1 - FE =T EEWCYRL ORLFREFFE T T T AR EERORE S IC b5 B L CTHf%E
BEM Uz, BARRICIE, ARECIIERIBICTE Y A Lo L BT 2 At R
RRIZAE L TR BES B2 2 & TU U - FE =T HABER 2 AL, fFohic
B FH =T EEBRARL T OFE G 21X U & LIz Rrih-ORL 2RI DV THIFSE

L7,

52 EBRFIE
52.1 Y UM% « FZ=THEAEBRYE A REE

UNERE L TAHEES A BILEMTHLIA X ATF AL 7T hTvuXHh
(OMCTSO) %, T4 =T DJiktL LTHET ¥ MLt ThET X 0T b4 Y TRy
¥ RTTIP) A2 W=, WTFR S E -7 A4 L AFEMEERASH R ORIELZ W, B
OMCTSO, TTIP /& 250

MM LV K LS ETRRBESE 5 2 L3l RE

52.2 YU - FH=THESBRILMERIER
Fig. 5.2.1\2 V7 « X =T HEBDERIHE R L7 2EE & S —F ORI X % 7~7,

AN—TFITETE E T L FRICRLO RO ZFEEMEDO O MM Lz, FBHIAT XK T
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Ishikawa-lab
テキスト ボックス
リカ ·チタニア複合酸化物を乾式法で合成することを考えた。



Ishikawa-lab
テキスト ボックス
いずれも工業的に入手容易であり、かつ沸点はどちらも250℃以下で



Ishikawa-lab
テキスト ボックス
である原料であるため、選定した。




DRI L, RBESED 2 TY U - FE=THEARIM G, BANIZIIREL

TR ERARA L. 300°C TR =EE O FOEITHHE L,

Primary gas
Heating [—Raw monomer
(250~300°C) N,
<€—— Secondary gas .............. Central tube ........... .
Tertiary gas ===>lfl """ F e rraEasrsneay craappr (Inner diameter=6.0mm)

<—— Quaternary gas :
Secondary tube :

Powder collector - L—Ll

- Tertiary tube
Filter (=3 : >_f

Reactor
\

== ....................... ‘

Fig. 5.2.1 > U « FX =T HEEEBILWE IR Uiz 2kiE & 3 —F ORES X]

HLE IR DIEVAME TH L —BRIREITIIKB L EREZRAL T 2 kT AL LT
L7z, SHICEDIMUNCALET D5 BRIREICITMSE L 3 AL LT Lz, SbIC
KRRBED L TENE & T AMEADT-DIZ, ZERAE 4 IRHT AL LTHHE Lz, HAMANL, |
BHRBESR Dl 7 A0 B BOGER & BUEM B 2 IR Do DICE M L7z, 72720 4 R R &
L TR SN2 K2 TIHRBER O T A 2+ T 5 Z LIINEETH 5720, &6
(RUSERH P2 B 22 KQ A e L T ADWmEI 21T o 7z, BRI ROGHE A0 7 A,
JEERE L, T ADHEANRIEZ RS LR 6 FERE1T - 72,

A E TOMFZEICIRWTIE, AIRMET A TH DIk & SIRMET A TH D FE 2 N —T W
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TIRE LT DRRBES T2 TIRGELZ B LT,

PEH A & SIRMET A % Bl 2 ITHHG L TN —F 0 BB ITIR G L CRRIE S 2 IEBURBEC
THBREAT > To, YEBUREEZ V2B RIE 2 FlER O I RMEIRUR 24 L 723556 DR BES )
NARHTH Y | W KORBEN R L E R BTN —T el D NER~ KRN G A E N HH L)

ZREST=0TH D,

5.2.3 Stk

Brunauer-Emmett-Teller(BET) bt 2% 8 [Sper(m2/g)] 1%, £ #E W 45 1 458 BET 7:(SA-1000,
SEHB LR RSN Z 0 HIE L, A RIONFTE CII bR 2 W RO R IGME & 78 L
72

K- TRIE, BRI R ERE M SE(FE-SEM, S-5500, XS LA NI NNA T 7)B &
O E B Ei(TEM, JEM-2100, AARE MRS 2 LTt L7z

U FEETEEGBIEMOMBIETH S St BB IO T EVIE, 88 X 9y
HriéiE (XRF, ZSX Primus II, #kA&4EY 427) (kv oLz,

fEeAE X BREPTEEE (XRD, SmartLab, A&t #7) #HWCIE Lz, HIE
ZfiE Cu Ka iz v, 2% v Uil 26=10~90°, AF ¥ > A — K 1°min, A7 v~
% 0.02 & L7,

KLF DRI RITIRIEC K o> THNE LTz, RADEITROBE (B X, hrz 1
—JnEf7ELY 1l —suanFI7ALy VA-RAXY A FTAYTIA—RKAH
VL) BMEICEAT S Z EICKVIEEORITRORAEEEIEY . 2O PRIk %5
B SET 26CICR W Tl bR P USRI O IR T R 2R F O JEITR & Uiz, WO JE

P37 v ~NEHTERE 2 T 25°C T 589nm DR R D& IV THIE Lz,
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Ishikawa-lab
テキスト ボックス
今回は実験上の安全面を考慮し、可燃




5.2.4 FEREM:

Table 5.2.1(a)~ (I FBRGA & 77T,

EER TN —F LB ITHHE T 5 R B 2 28 S B CORRIRE &R 2 0 BIfR 2 A
Lz, SHITERIE 2IRT AL U TG T 2 KB TBEBRBESE L 720, +oirle#ha 3
WHAL LTHSAE LTe, £D720 1 IR A~3IRH ADEFTEIZFH TS RO L LOICEEL
7z 2T RO 135k LUK D TE B LB AR sk B & SEBRICHEAG L7 Bt

THDHN, FFEE 3 BEASRWZX T, AElE 3 kWA L LT LUKFZEDTE

Tul

s
=
o
o
N
R
o
=

EOBBEMG LT, T 2R T AFOKFZEITESFSMH CTEE LT, 1 KR~
3 HADRKREIL, BT AENKRIEE LR AROBRICEELZE 2720wk oic, & T
BNm¥h (Z[EHTE L1z, N—HIHHHET D 1R~ KR ADMEIL, 2T AL LTHAET S

ERBIC Lo THERE L,

89



Table 5.2.1 SEERGMF L OERFE R —&

No.
(@) $95T5-1
Theoretical composition Si mol% 95
ratio Ti mol% 5
Primary gas OMCTSO kg/h 0.43
TTIP kg/h 0.09
N, Nm?®/h 0.96
Secondary gas H, Nm?/h 0.50
N, Nm?/h 0.60
Tertiary gas 0, Nm?/h 0.90
Quaternary gas Air Nm?/h 6.00
Burner gas index RO - 1.0
Adiabatic flame temperature T € 3176
Analysis composition ratio Si mol% 95
Ti mol% 5
Specific surface area SgeT m?/g 47
No.
(b) S90T10-1
Theoretical composition Si mol% 90
ratio Ti mol% 10
Primary gas OMCTSO kg/h 0.40
TTIP kg/h 0.17
N, Nm?/h 0.96
Secondary gas H, Nm?/h 0.50
N, Nm®/h 0.52
Tertiary gas 0, Nm?®/h 0.98
Quaternary gas Air Nm?/h 6.00
Burner gas index RO - 1.0
Adiabatic flame temperature T °e 3321
Analysis composition ratio Si mol% 89
Ti mol% 11
Specific surface area SpET m?/g 23
No.
(c) S85T15-1
Theoretical composition Si mol% 85
ratio Ti molY% 15
Primary gas OMCTSO kg/h 0.30
TTIP kg/h 0.20
N, Nm?/h 0.96
Secondary gas H, Nm?/h 0.50
N, Nm?*/h 0.60
Tertiary gas 0, Nm®/h 0.90
Quaternary gas Air Nm?/h 6.00
Burner gas index RO - 1.0
Adiabatic flame temperature T °C 3139
Analysis composition ratio Si mol% 85
Ti mol% 15
Specific surface area SgET m?/g 37
No.
(d) S80T20-1
Theoretical composition Si mol% 80
ratio Ti mol% 20
Primary gas OMCTSO kg/h 0.28
TTIP kg/h 0.27
N, Nm®/h 0.96
Secondary gas H, Nm?/h 0.50
N, Nm?/h 0.54
Tertiary gas 0, Nm?/h 0.96
Quaternary gas Air Nm?®/h 6.00
Burner gas index RO - 1.0
Adiabatic flame temperature T °C 3250
Analysis composition ratio Si mol% 78
Ti mol% 22
Specific surface area Sper m?/g 31

90

S95T5-2
95

S
0.35
0.07
0.97
0.50
0.73
0.77
6.00
1.0
2890
95

5

75

S90T10-2
90
10
0.32
0.14
0.96
0.50
0.67
0.83
6.00
1.0
3020
89

1

38

S85T15-2
85
15
0.22
0.15
0.97
0.50
0.76
0.74
6.00
1.0
2782
86
14
66

S80T20-2
80
20
0.21
0.20
0.97
0.50
0.71
0.79
6.00
1.0
2877
77
23
48

S95T5-3
95

5
0.17
0.03
0.98
0.50
0.99
0.51
6.00
1.0
2210
95

S
180

S90T10-3
90
10
0.16
0.07
0.98
0.50
0.96
0.54
6.00
1.0
2294
87

13
128

S85T15-3
85
15
0.15
0.10
0.98
0.50
0.92
0.58
6.00
1.0
2372
85
15
100

S80T20-3
80
20
0.14
0.13
0.98
0.50
0.89
0.61
6.00
1.0
2446
77
23
87

S95T5-4
95

0.09
0.02
0.99
0.50
112
0.38
6.00
1.0
1801
94

6
207

S90T10-4
90
10
0.08
0.03
0.99
0.50
1.10
0.40
6.00
1.0
1850
87
13
161

S85T15-4
85

15
0.07
0.05
0.99
0.50
1.09
0.41
6.00
1.0
1896
85

15
143

S80T20-4
80
20
0.07
0.07
0.99
0.50
107
0.43
6.00
1.0
1940
77
23
141



5.3 FHEBRERLELR

5.3.1 #HRkH

SRIOFERTHRONTZY I « FH =T HERIEWIABROHRROEERTHY . 55
MR IX T RN TERIR TH o 72,

ASEIDOFIRNZ BN IS Y B - F ¥ =TGR OMRL % S1E /s LUV T E/V i
T# ¥, Fig. 5.3.1 12 Ti /OB & WL O el 2 7”9, = 2 CTEEGRALAR
IR R BRI 361 2 BARAAR L A RS, 7o L 3R+ B iz I b o E A
fft %z XRE I Totrd 2 2 LI2h VR,

Fig. 5.3.1 OFFR LV | — Bt O AT L 28 BAEALA L2 BB T TV D 23, -
TH DDA BOMFRIZE N TR BEORWHIPHE B2 5, 2 TRRRMM L & TR
eI — B S D I12iE, FUBHIG T IEO MBS 2 T 2 LR B H 23, 5% DR

ET D,
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Analysis composition ratio [Ti mol%o]
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W S95T5 series
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A S85T15 series
@ S80T20 series

10 20
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Theoretical composition ratio [Ti mol%]

Fig. 5.3.1 Ti &V L O BRGRAALAR LE & AT R HE D PRk
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5.3.2 JEITE

Fig. 5.3.2 1% Ti E/VEL & BITROBFRZR~T, Fig. 5.3.2 L0 5ot JEirix
U F 52 =T EBERCRLA D Ti ENVIC L > TELT 5 2 ERMER I N, 708, Fig.
5.3.2 TOHEED X 5 ThiF EVEBOEIT RN —B LGS IXAH L CEI & 2 5,

WREAIETHONZ I - F =T HAERIEWIZ T Ti /L L JEITROBIFRICS
WTHIE SN TWD (2), ARG LN EE IR ORITRIT, WEDOHE TOMEIC
ITWAIEREICIE—E Lo 7o, TORICE L CERENGRE L BRE TR D Z &R
WAL TS EHEZE LT, BIRMICIZR 3 IR D ORWMIZ L > TH LI D0y, BERIC
LoTHONDNRE, BRIEOR B2 T ot E SN D, 2 LEEMIZ oWV T
IABIOMFEOFBAS L B 2 T Y, AEO Ti TR EBITROBIRIC OV TR E DM
R L IEREIC—E LS, BRSOl EME OFPHITF LSV OFRERBHE LN B2 D,

PLEXY ., TN B/ EHEST L LT D - FX =T HEBEWRL O T3 % i
ARETH D Z L MR STz, KB MR CILATMRE 2 FIH L TR L BiiE 0BT R %
—HEEHIEICEY, KTET 4 T — & LTHHRICHRIE L2% T L @O &R

ARG 5 Z E N HTRE L T2 D,
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Appears transparent when the refractive index of
the particle matches the refractive index of the

solvent.
N Silica-titania
Sio, (S90T10-1)

P—

Solvent: Benzylalcohol and Methoxyethanol
(refractive index = 1.52)
Particle concentration: 1 vol%

[

ES95T5-1 ¢S90T10-1
AS85T15-1 @5S80T20-1

— Previous study[2]

1.64
1.60
1.56
1.52
1.48

Refractive index

1.44

1.40
0 3) 10 15 20

Analysis composition ratio [Ti mol%o]

25

Fig. 5.3.2 Ti E/V I & JRIT RO BE%
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5.3.3 FEdLiEE

Fig. 5.3.3 [IZfLEE B L O Z L @ XRD /"% — %~k d, Fig. 5.3.3 OFER LV 50D
FER TR LN K OREHIFERE TH D 2 & PR S 7z, 7272 L TiE /L EED3 20mol%
ZHBZ % S80T20 U —AXTIEF X =7 (WFNLHDHWITF&—F) ITHKT Hh5
EREER ST,

i EOFXNC BT B HFZERE R & 0, Ti TV DS 0~20mol% D &FH Tl iR TRl 23
AR S AU, Ti /LD 20mol% A B2 5 & RN B S D 2 L 3o T D, S bIZ,
FH =T FERAOFETEREEZ AN CE TLEADO T Y I - FX =T EHEBILR 1%
B LIEFERICB DT HER SN TV D (8),

A RIOBFZEIZIB T, Ti TV 0~20mol% D #EiPH D4, A RRIE % O ik 1L — A
EE L EEIEHD Si& THET & AICRA SHORRECHEILT 2 2 & CIRBE ORI &
LTEbNEEEZD, —F, Ti EAHED 20mol% % 2 % (I Cld, BliE O E CREIC
TIEFETHY | St E TIDN LT EEMEAIEIND Z & TR ZER LT VT
B =T DI THREBREENBIER S L HERR LT,

BT, FE=T ORERBIOFE WK IREIC L > TET 5 2 L BB S LT,
BRI ARIBENEWIGSIIMERE E LT ¥ —EREMR I, KRIRENMRW &
NFABERREN T, —EOIIEEROBZAIVTF R, KBROEHAICT F 2 —EREN
FNER SN D, L LAEIOERERTIIZOBMRAYIR L2 Lickd,

Akhtar & (12) <°> Vemury & (13) 1% Si#DFIENT ¥ =7 O/ F VIR Z Hif 3 5
Z L BRI LTz, AEIOIZIB W TR, KKIRENEWIGEIE Sitt & Tis @i+ ClREG
LRod < AT VORI S 47z, — 7 CREIBEDMERVEAITIT Sitt & Tit S il
TIRA LICL L SR T ¥ = THICHITHER T X AN T2 DV TR S 030 ik
Llpolo EHERR LT, IRBRRIREDMRNIG S & L2y, S80T20 o U — XD 1 Tk &
BEN R BIRWEATH 1940CTH O  NTIVOTERRITITEENRWEETH DL EE XD,
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® TiO, (anatase)
A TiO, (rutile)

Series S95T5 S90T10
: & 1 : M\"—— -1
XRD % 2 % N ’
 aatiite N 4 W 4
10 20 30 40 10 20 30 40
20/ deg. 20/ deg.
Series S85T15 S80T20
°
5 e 2 "V‘“’L_“ 1
XRD g m___ -2 g w‘ﬁz\“ -2
pattern | £ rmwmman | 5|2 Pl 2 |3
A
[ ] -4 Mo -4
10 20 30 40 10 20 30 40
20/ deg. 20/ deg.

Fig. 5.3.3 #plitt B L OEMET L O XRD <4 —
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Fig. 5.3.4 {Z S90T10-1 & S80T20-1 ® TEM & & EDX /o#rfk F %79, TEM Mg L
S90T10-1 & S80T20-1 DWWFNHLERE TH D Z & MR TE 72, Ti F/VHA 10mol% D
S90T10-1 (Z25W T, TEM B XV fdHAHEGE SRV Z b HEEETHLHZ L. B
FOEDX p#rifE R LV Si B L O T BARAHNTENENE —ITHFEL TWD T ENRENE
MRS S iz,

—% . Ti BN 20mol%® S80T20-1 DGH, RN ER AR A AR A BIZE S
TEBO VUV AMHETF=THBZHEL TWD Z ENRBINTZ, £ EDX MR LD
RLF-PIC T TiRE D JRHETANS @ W EFTFET 2 Z E R LN R o7, ZO THREDR
AT @ W EATE TEM Bifg TR & B X DD EATE ER>TND I EnD, FH4 =T
IR SN DKM TH D,

PLEX D | A& AT S U TR T 5 Z L vl S hvie, BARAYIZIE, T Eb
HEAY 0~20mol% D #GFA CIEFESE BRI 7235 D v, Ti E/VEHAY 20mol% % 8 2 WA 1E T4

IR R SN D RS M ERR S Tz,
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No S90T10-1 S80T20-1
SeeT 23 m?/g 31 m?g
TEM
Image

|
100nm
“Dark field image - -

Siand Ti are
homogeneously
present in the

EDX same particles.

Analysis |

Ti concentration
is locally high in
the particles.

Fig. 5.3.4 S90T10-1 & S80T20-1 ® TEM 14 & EDX 43 b 5
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5.3.4 HTFE

ARETITRL -8 & MR 36 K OBV IR EE DBIRIC DWW TBZE LT,

AR E CICHEM L7 U DRHICBET 0P8 Tid, Wi K RIREE &R+ o M AHBE RS
BT D Z E MR SN2, BARRICIIBEBVKRIBE NS WVIE SRR RE <D
Tl AEMR LT, ZAUIEIBVCKRIBENEOVIE SRS OREERNRE <20, fBREL
Thi TR OBREBENEL 2D Z E THREMREES NGO TH D, S HIThi BT
BHEIC L > TR D Z ERHA LN E oo 7203, AENEEEMFICB W TREEFEXFRCTH 5
T2 DR DML TIIFEHRIC L D BT B L W2 & 8T 5,

A BIOMFFEIIRTE L TOMIEEL L 3 M s, BBETIEE U CIRIERk R Z AV 7o,
JFEHIER BB RIECRAR D ML LIRH A0 D 3 IRH A L TOH ARFiERE 250 Chiz 72
KD 3 M ThD, ZOXIICHERHRETAEE TOMIELITRLR DA, BB RIRE &k
TRITIT ZNE T L RERICBRIESNFET D & T L CHIT 21T > 72,

Fig. 5.3.5 ICWrE K RIREE & R EFEOBMR A R~ T, ARV THEVK R ET 1k
A 2WHABLO3IRHADEF N OEE Iz, FHRFIEILE 2 B2 SR o2& 7
VY, EAENIRFEORIE S L CHEREEA M Lz, Fig. 5.3.5 IR THRERE D |
AR I B K SR BE LIS U T T 5 2 & MRS S 47z, BARBYICITMr B VK ZOREE D3 i

FEEHREBIINS S D VRIFRIIRE S o7, ZHITHTEE TOMRK L —ET 5,
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Fig. 5.3.6 |\~ FE-SEM #i#% 4 7~4, Fig. 5.3.6 ® FE-SEM [#i{47: 513, BREESEIC L -
ThRIFENPKE L B2 D 2 LR S LTz, & 51 Fig. 5.3.6 1V Z0FEBRTH LR 1
NETEHRIRTHL Z EZ2MR LT, ZIUIETORMEICET D KRKIBEDERLT 2155
ZEMTEDIIEFDITE DT R LTINS,

Z ZTFig.5.35 & Fig. 5.3.6 DfERZ U THEE T D & ML Z & OFEWIIIFEE T,
MBS IR & RO BRI 1 RO E L ORTIENTE S, 2 OfE Rk

FAEDHLAREL L0 WK RIBE OB R 21T 5 2 L 2Rk LT,
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Fig. 5.3.7 [ZJi Mk & & W kK RIBE ORfR 27~ Fig. 5.3.7 L 0 JFUBHILAS S A3
KRBEICRE BT L2 ENMHER I NIz, AIEE CTOMERICINTL, FEHIER R
—TEDEA. WIBKRIEEIX 1 IR A O Ne BOBRIC L > TEL Lz, —F., AWF%IC
BIFDHVYH - FETEABEOGRICE T, FURHIERE BT U T Wik 28R B
BB LTz, LIohi o TRIFRICI T D WK RIBE OB ER ITRTEE TO > ) A2
T O LT B, WIEVK IR LR PR OBIMR A RIZ, BT E TOMIERR & Rk
ThbEEZD,

REOWHIEO E/e AL, BB TERZ S ERVWARERILEYEFEE L TES
Btz a L, MR, R d, TORMEZH 2L Thotz, Lo T
RBFFEIC I D4 ERARIL, TR E COMRLITRRD, IR LAKRIZT Y AL

DFEMZR LD T2 OIZ IR CRIFRRE T 21T 9 Z L 2B 2TV D,
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Adiabatic flame temperature [°C]
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Fig. 5.3.7 JFUBHILHA & & Wi K SRR O BEf%R
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Fig. 5.3.8 1%, WrEKRIBEE & SiE/LIs L OVTI BV SR 1284 L OSSR K3
WA AT AN X 2 R T, Fig. 5.3.8 OIEX TlX Ehrman 5L > TEASNTZET
NEBEIC LT (8), Fig. 5.3.8 1T X o912, AREOFEICL YU H « FE2=THLEE
{8 Dt R &R BRI B & WK RIBE O E RS CERICREIRETH D Z &3
R I T,

LLEX O ARIOHZETIIEM T A FBLOEKT X L& E A Lz kR Eamic X
. ROV B - FE=TEEBAIR TG, IR U - FE =T EHAEBRIEH D

pi i &R B P & T BUK SR OBE R TIERICHEERRETH D L B X 5,

7
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The particle size was
determined based on the
adiabatic flame
temperature, independent
of the Si/Ti mole ratio.

Amorphous particles were
obtained regardless of the

Raw monomer, * Raw material -
Hz N2 O2. Air Organic silicon compound
Organic titanium compound

Growth of
o P o -y
0« (@) cbo particles

Conflict
@ growth i\\j
ole S, Om®
Oogo @@go

Conflict
@ growth @
OC)O @CD @ : Titania (TiO,)

V¥ O silica (Si0,) or
Silica-titania (SiO,-TiO,)

When the Ti mole ratio

adiabatic flame temperature exceeded 20 mol%, a crystal
in the Ti mole ratio range of structure derived from titania
0-20 mol%. was observed in the particles.

Fig. 5.3.8 Wl k7%
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BEL SiE/ALBLOT AR FEB IO

RN PAF T A B DS X

106



54 E£&®

REOMIE T, HREEZHEH L TERESNEZERIRO Y B - F ¥ =T EHEBLWh 1
22T, MLERCEE & B SIRE AR AR R &R T RIC G 2 B BIC OV CRERR LT, ikt
BEREEE R VARS RIS EER LT,

FEERENCBE LTI MR L & LT T B /L ER S 0~20mol % D#iPH I 35U TIESE ORI 23

HBoiTz, TiE/ED 20mol%a it x5 LR F-HIZTF # =7 Rk OSSN B S -,
F R R S NS E ORI O W TIZMEVK RIEFEIC K-> T b L, ek %
EERE WA T T2 =80, WK RIEEMEDNEAIIVTFLNERSNIZ, ZOMH
2B LTI RIBENE O AL Sitt & Tit @i o TRE LT < AV F L O TR ]
ENT—FH T, KKIREMENEAITIE Sitr & Tis Sl h TIRA LIC <, SisiF# =
THIZHFITHER TE RWIZD AT AR I N LB 2T,

PRI L TE, T BV ZET 22T - FH =T EEIEWR T O JET
REFEICTHETEZ 2 2 LR MER SN, Ti B/ L BIFROBERITBEDERETHES
Nz V1« FE =T EEMIH OGS L EMIIE Lo 7ed, ORI LT
BUENHAGE L AL TR D Z LRI, ek, T BAHICKT 2 TR O %H)
RO E I DO FEPHILIR] L~V DFER DG H AL,

PLb, 5 mEOfMRL LT, H3EBIUH 4 EIIBIT LV W TCoMEs 2z, A
WA RBLOAERT 7 AbEMm Al L CsGEICTERRD S U B - F2 =T AL
WKL F 2GR LTz, BRIRS U - F 2 =T EHAm A ofESE, BTk L ORI
bt & WK RIRFE DR ERE TRERTRETH V. v U MITBIT D —FEEe N —FJE
FOIREFERICET MR AZIERT 22 LT, U IERRICTE~DRH S ATRETH D

EERD,

107



e Z P

1. Kamiya K, Sakka S. Structure and properties of TiO2-SiOz glasses prepared
from metal alkoxides. Chem Soc Jpn. 1981;(10): 1571— 6.
https://doi.org/10.1246/nikkashi.1981.1571

2. Suzuki H, Taira M, Wakasa K, Yamaki M. Refractive-index-adjustable fillers
for visible-light-cured dental resin composites: preparation of TiO2-SiO2 glass powder by
the sol-gel process. J Dent Res. 1991; 70(5): 883— 8.
https:/doi.org/10.1177/0022034591070005040

3. DeVries RC, Roy R, Osborn EF. The system TiO2-SiOz. Trans J Br Ceram Soc.
1954; 53: 525— 40.

4, Hung C H, Katz J L. Formation of mixed oxide powders in flames part I :
TiO2-SiOz. Journal of Materials Research. 1992;7(7):1861-1869.
https://doi.org/10.1557/JMR.1992.1861

5. Ulrich GD, Rieh JW. Aggregation and growth of submicron oxide particles in
flames. J Colloid Interface Sci. 1982; 87(1): 257— 65.

6. Pratsinis SE. Flame aerosol synthesis of ceramic powders. Prog Energy
Combust Sci. 1998; 24(3): 197— 219. https://doi.org/10.1016/S0360-1285(97)00028-2

7. Ehrman SH, Friedlander KF, Zachariah MR. Characteristics of SiO2 TiO2
nanocomposite particles formed in a premixed flat flame. J Aerosol Sci. 1998; 29(5-6):
687— 706. https://doi.org/10.1016/S0021-8502(97)00454-0

8. Ehrman SH, Friedlander KF, Zachariah MR. Phase segregation in binary
S102-TiOz and SiO2-Fe20s nanoparticle aerosols formed in a premixed flame. J Mater
Res. 1999; 14(12): 4551— 61. https://doi.org/10.1557/JMR.1999.0617

9. Akurati KK, Dittmann R, Vital A, Klotz U, Hug P, Graule T, et al. Silica-based

108



composite and mixed-oxide nanoparticles from atmospheric pressure flame synthesis. J
Nanopart Res. 2006; 8: 379— 93. https://doi.org/10.1007/s11051-005-9024-y

10. Roth P. Particle synthesis in flames. Proc Combust Inst. 2007; 13: 1773— 88.
https://doi.org/10.1016/j.proci.2006.08.118

11. Okada Y, Kubo T, Kinoshita T. Formation of TiO2-SiO2 composite oxide
particles in a flame reactor with a rapid particle-cooling system. Earozoru Kenkyu.
2019; 34(3): 168— 73. https://doi.org/10.11203/jar.34.168

12. Akhtar MK, Pratsinis SE. Dopants in vapor-phase synthesis of titania powders.
J Am Ceram Soc. 1992; 75(12): 3408 16.
https://doi.org/10.1111/5.1151-2916.1992.tb04442.x

13. Vemury S, Pratsinis SE. Dopants in flame synthesis of titania. J Am Ceram Soc.

1995; 78(11): 2984— 92. https://doi.org/10.1111/j.1151-2916.1995.tb09074.x

109



F6E

e RIE CRBMRIEY 2 B 2 5EF. BEHMEE W& 7 AR TRRPICRS LS &8
DIRBEDE . IRR GBI & KR TR L CERIME S 21 RE. OEH B IR 2k
FKrpictitie VBB R 2R L TR 2 BT D BRIEIC RIS s, Thbofick
WTHRHTIRBEIE T, BRI L\ & ) ITHHBED @ < o RBERUSIZ IS 1T % BA0E
ISP AR S, /N — T F ORI DA DR TR TR I L ORL £ 4 JHE n]
REL 2D 2 Lnh, THREICHE LIZRIELE XD,

ABFFETIT EREBRBERITAE B L, KRORBESRMT L1F 00 0 & BRIk Fics )
7 ORIATEARES L ORI D BRSOV CTREM 7 BT &2 260 L 7o, BARRIICIT R DR BE
S L1550 5 & BEALIRL T OWMEDBIMRIZ OWTEEM 22 2 F2f L, #Eamic=—
AREOEA nm~EE nm OV 7R 7 v R OR R 2 TRRICELE T 5 720 OfEE &
fIoHdZ&x2ARE LT,

LREEMDTIZDIT, O KR & ZERBE S D T2 O D RBRET AL STRMET 236 LY
KR ZBHT DT DMENIT A % E DT ZAOBFEGRIFITINZ T, KR TIREZ REE S
HDTDDN=FRON—=T ZRET DG &\ o T JEO AR IS 2 5 D I a2 1T - 72,

110



Nz CIHEEIORA & & BB LY O WD BIRIC OV T b IR G 21T o 72, F72v U0
LIS D& @It & LT, MRS X - TR ORI % R aTHE & ) BLERTR 5 &
Fiolev Ul « FH=THEAEBIIOWTER LIz, THHICOWTTARSEN L RT
BOBIRTZT Tl HHRRH ORI OFeE & DBRIEICOWTHEf L7z, 22 Ti/ELR

T DA ZRIE L TR 5,

#1EE, Ao E LT, BRBIUCHINIZOW TR,

B2 T, VU R OEMRGIEORNE LT, G KO AGAIC L DERIRS
TIRLF DE R & RLF R T IEIC DWW T~ e, R UEI TR W AOSR 2 08 &3
B8, BAIRY ORI AR & BRI 34T & & b IR F R A BE ICHIEH T 5, HIBMT
TR F 2T 2 2 &Ik, REBRFEEZFFOV I IR FE2ERTE D, — ik
(T, G T DB ORE, FRHTREHCE N D SR F OB LIS T 2 BHREOE G
SRBRBERNIFIZ L > THROND VU A DR FENET D 2 LAVRIR SN, KoM,
BERL TS & Ot/ & OB TR 24T 572 < TH KIS MmOk 2 /IETE 572

B, TERRREAEPEICHEHL TWD I EE2RLT,

B3 ETIE, HAIRICBT DV ) HEROFEFE L LT 6 EOHM Y A RbEWH (R
FLRYARFTTTUMIMS), 7 b7 A FF2 v 7 (TMOS), 7 7= h¥Fo v T v
(TEOS), ~FH# AF Ny ux# (HMDSO), A7 X AFNLLruaT hIaxiy
(OMCTS0), ~FHAF LT H - (HMDS)) #fiH L TRETEIT- 7,

R FTRICE L TS A FEEMERBESED Z L TRTERROT Y B2/ D
TR S AL, RLFERICRE L TR, JEBHEO AL & N —F LVE IS IE ST D 1R

T AR & R DTHE TH 5 RO (Required Oxygen) Z A& HOE 7 IREREIZ L - Tl

111



BHETHLZLBHLN LT, ROIFITADEY TH D,

(RO) wEmeHR= {JFEHIIRBAT 2MFERE (Nm¥h)} / (B OTEMRBEI LB iRSE
# (Nm3h)}

Z 2 CHRBHED AL 1kg D2 U A 2 TGS 5 OICLE R (kg) &, RO I3t
fa L7 OB OO Se ABE IS LR BASR BSR4 2 1 IRW AT DA SR EO LR E T L

NEDT, & BICE AT FEMED JFHALITFR T O SiREZ T BRREDRES S &,

i

£72 RO FWEVKRIBE Z 2NN DL 0D, DF VIRH(LE RO OFAE D
FIZK o THRAEBIRED LWV D AD =X LPHLNE RS T,

b, B3EDOFRLIY . AT A FLEMmZITR e UTHEA L, JFEMEDJF AL & X
— T HLEICIASED 1R AMRERDTIIE L 725 RO 2ilAEHE 5 2 & T, K

THREEBICHENETHL Z LA LMNE T,

FATETIE, FI3EOMPBELILICRBIED7D, N—F THEARIIND KRB
BEBREE, BARAYIZITKRRJEAB O N ZREICE L 5 2 D 8K & LT 4R A& & RBES
T DG WCHEB Ui, E7-mIREE F Oy 2 EE 2 EMICET 5 2 &N
HCThotelod, KRJAFDIRERE 2 T 5K F & U CRISEm B A3 2Rk D
WHAEIZHER L, AS—TEHAOIREEREN VU I ORFIR I L OWL 7RRICE 2 5 %8
WZOWTHRE LTz,

FAEOMRTIIFEEFE L N—F OGS TN AR EEET HZ LIZLY 4 RTA
ERISERDBOH B Lic, ZORER, 4 RV AR L RICHREZHET 52 LTk
RIEPADIREREN 2L L, £ DOZED A REE AT S 72 Y OIRAKREE IS5 Z
LRGN oTlz, TORER, BBV Y72 D OB &R AT BEAR
PERFFIET D 2 LR ST, B, HAMBERREY 72 OIRAKRBEN RENGE

(TRENE DS/ S WA &l U TR B KR D OIRER @O RIE & 2> TR Y | il

112



TIEBT LU DRADORERBINELS 2570, fiRke LT FRIIRELS ko7,

VLl B4 ZORRLY 5 3 T TR LIRS S — G 3 2 A SRz <.
KRFEDOWRERE G HEUNCER T 52 & T, U DR FEZ S OITHER AT
HH I ENM BN E IR0 Te, FIC TR RIEDEEITIE, BRIEHEARE <25 2 & T,
S EIOBFED K 5 7o/ NG LA I KR JED 0 F7 A B0 EE PR S FLRE L 722 1T Ui e 5 72
WIRIEAIEE S D, £ X 9 RSB N TS, RS — 692 T A FefF 72
FTRSKEFEHZZDOTIREEBRICET 2MAAZIENT 22 L T, rEORBFIRE &

ORLFREICTHEST 2 2 LS AREL 72D,

FEHETIE, FHAEETOMRBREIEN L, ¥ U WS ~DiRIEDRM L L TEE
AL OE SR Tl 2EERI O EEME 21T o 1o, BARIICITHE A AL e f
W2 AeeaEMNTy VI - FH =T EERIEMOGHMBEEZE Lz, 2 TO
TV DITBT DMZE L [FRRICSRIFREE Lo N7 U - T4 =T HERILM ORI F£E &
DOPRMEZFER LTz, E-ATeBRESMT &, R L S 21X U oo & L7zrEReE
DERIZ O T H A LT,

FEen B U Cid kRt & LT Ti BV EEDS 0~20mol% DOELFHIZ 3\ TIESHE DORL1- 23
Foiiz, TiE/NED 20mol% a2 5 &R F-HIZT # =7 HRORE BHBLE STz,
F A HER SN2 A ORI SO WD TV RIEE I X > T L, Wk s
RENEWGEIET T2 =80, WEKRIBEMENGGIIVTF AN INTZ, ZOR
2B L IR RIRE A @O A T Sitt & Tit A EE T CIREA L3 < VT L O RS B
ENT=—07 T KRFREMERONG AT Sitt & TSl CIRA LI <, SiviF 4 =
TN L T & WD F AN S L #HEZE LT,

JESTRICBIL T, T8 BAERET L2 ETU Y b - F X =T HEAGBLRL T ORI

EEALEHCIETX 5 = L AR S, Ti B/ b T O BRI = OG5 &

113



Ny UV« F2 =T EERIOLE & EMIIT—RLRho72d, ZoRIEL TR
SHENHRIE L BFGETRR D Z MR I, 728, T E/VICKT 2 BT R D 25H)
SO EMEOFEFLE L~V ORERBE B,

Ulb, B EOMEL LT, HI3WBLOE 4 TICBIT LYY W TOMRFEIEI, A
Ber A BB LOERT ¥ ALEWEMER L CTRGEICTERRO U B - T4 =7 &b
Wki 7z & Uiz, BRIRT U« F 2 =7 HEWAD ORGET, R RI L Ok 2I31
b & WK IR DFR E R THEETTRECTH D . ¥ U MITBIT D 3= F R0 —F
ORI PRICET MR ZTER T2 2 & T, U BERRICLE~DRHSG AR TH D

LEZD,

BRI ABIOMFE A8 L TR 2 U A RICBE D 2 RIS DW T, BERE X A F v CREBE
T 5, Fig.6.1.1 12>V W OiREKICEET X A RT, ZOAD=ALE#EHT5HZ
T, LEHBETOAEIZBN TS VU DO FIRIREB KON AR A EEICHET L2 &
MAREL 725, 2B, vV« FH=THARH LBMOKRFHILETH 27, KTE
Wi L ORI FRRICET 2 A = X A0% Fig. 6.1.1 OBIRMICHET L L& 2 5, UL, AEO
TR &L o> TR LN AT D TR LSV TOREZIBE LIZBEO > U b &4 &
T HEBBICRL AT D KO O FEOFESTEDOERE LGS & 72

Do

114



Raw material . * Raw material -

H;, Nz, O, Air Organic silicon compound
Burner
Quaternary gas /
l Jacket-structured reactor
(Hot water circulation)
o) oo o
[* 1] %)
Contflict
growth
0Q0¢
€ Oof I
Conflict
growth
‘|| O [ Spherical particles

O O  / Reaction temperature is

‘” Growthof | kept above melting points
particles of products.
Smaller silica Larger silica
particles particles

Burner gas conditions

Concentration index =

RO x Basic unit high Small

Tem perature conditions around the flame

Temperature around the

flame Low high

Heat absorption Small Large

Fig. 6.1.1 U b Ouz &I B9 2 #ERg X

115



IR
RRmX (EHEAY)

1. Saiki K, Ishikawa T, “Controlling factors of the particle size of spherical silica
synthesized by wet and dry processes”, Eur J Eng Technol Res. 2021; 6(7): 118-121.

https://doi.org/10.24018/ejeng.2021.6.7.2631 (2 )

2. Saiki K, Ishikawa T, “Controlling factors of the particle size of spherical silica
synthesized by a dry process”, Int J Appl Ceram Technol. 2022; 19(4): 1894-1903.

https://doi/abs/10.1111/ijac. 14011 (3 %)

3. Saiki K, Ishikawa T, “Controlling the particle size of spherical silica by
adjusting the gas flow environment around the flame”, Int J Appl Ceram Technol. 2022;

19(5): 2450-2460. https:/doi.org/10.1111/ijac.14101 (4 %)

4. Saiki K, Ishikawa T, “Characterization of spherical silica—titania mixed oxide
particles synthesized by using a dry process”, Int J Appl Ceram Technol. 2023; 20(3):

1388-1397. https://doi.org/10.1111/ijac.14338 (5 %)

116



Eif5E

KL EPET HITHTY |, KD T TV EhE L LS, fHifEs 50 £ Lz L
/NEF AT L P RO RS ) BGLAEUR AT D BTN T2 LE T,

ARWFFEDZITICH - VR LATHE | HfFE, #HiEL2H £ L7z, skt b v~ -
AR (Bt R BE S 7L —7) B L ORI ERR (WFEB FEAm 7 v —7) (2
RSBHNTZ LET,

EHDAMIENHE D - TG, IR E TSV E LIRSt M7 v~ - HAEE
# (Rt BIBRSE 7 v —7) BEORAGZR (NET L —7) ICREHWZ L E
R

AAFFEZAT 5 T, )RR Tl E LAV HAFE 2 D TE 72 aARERK (B
A&th b7 Y~ - BT 7V 7 —7) Frdsethi (RIRORFRF R I E
) SRS EH O LET

RAAER N R~ ORI L OWITE 2 27208 BISHE LT < RIS O0 & &

W= LE9,

2024 %3 H efl B

117



