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Abstract

Silica sols have been receiving considerable attention in both scientific and
industrial fields as particulate materials, hardeners, absorbing agents, agglomerate
reagents, and so on. Silica sols are produced with sodium silicate and sulfuric acid by
their neutralization, as described in the following reaction formula;

Na20-nSiOz+ H2SO4 — nSiO2+ Na2SO4+ H:20

This reaction is suitable for manufacturing silica sols by the comparatively simple
operation with cheap raw materials. The produced silica sols gradually increase in the
viscosity and finally form silica gels. Generally, the reaction is performed by a batch
vessel, in which sodium silicate solution is added to the vessel with the appropriate
amount of sulfuric acid. During the addition, mild agitation is conducted for around one
hour, however; it is impossible to produce homogeneous silica sols which have a solid
concentration of more than 10 g/100ml due to localized gelling problem. On the other
hand, homogeneous silica sols can be produced continuously by using a Y-shaped reactor
and the SiO2 concentration of silica sols can be up to 16 g/100ml. In this study, the sol-gel
transition of acid silica sols produced with different SiOzconcentration and excessive rate
of sulfuric acid using a Y-shaped reactor was investigated. Numerous studies on silica
have been conducted, and they were summarized by ller in 1979. In his book, the growing
and bonding of silica particles concerned with the sol-gel transition was expected from a
chemical point of view, however, it is necessary to understand the phenomena of the
sol-gel transition from micro or macro points of view to clarify the mechanism of the
sol-gel transition. The purpose of this thesis is to investigate the mechanism of the sol-gel
transition of silica sols by not only measuring the rheological properties during the sol-gel
transition, but also analyzing the structure of the formed gel surface directly.

In chapter 2, the phenomena of the sol-gel transition for concentrated silica sols produced
by a Y-shaped reactor were considered systematically, that is, the effect of SiO2
concentration or excessive rate of sulfuric acid on the aging was investigated. A suitable
evaluation method for the sol-gel transition of silica sols was also developed in this study.
The viscosity measured by a rheometer indicated that the sol-gel transition of silica sols
was caused by the formation of network structure with silica particles. The onset time of
gelling was defined from the viscosity measured by the rheometer during gel aging. An
empirical correlation of the onset time of gelling with production conditions of silica sols
were provided to predict the gelling time for any SiO:z concentration and excessive rate of
sulfuric acid.

In chapter 3, the rheological properties of silica sols concerned with their own
internal structure was investigated to clarify the mechanism of sol-gel transition.

Dynamic viscoelastic measurements were conducted to obtain both storage modulus G’
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(elastic property) and loss modulus G” (viscous property) for the gel aging period. The
intersection of G’ and G” around their anomalous increase was defined as a gel point.
From the result of the frequency dependence of G and G” around a gel point, it was
characterized that the silica particles formed network structure based on the percolation
theory.

In chapter 4, the effects of the addition of the appropriate amount of water or
sulfuric acid solution to silica sols produced by a Y-shaped reactor were considered to
control the gelling time. Since the silica sols are used as alternative coagulants for tap
water production processes, it is necessary to develop not only a technique for predicting
gelling times for sols produced under various preparation conditions, but also a technique
for controlling the gelling times. It is found that the gelation time can be controlled
efficiently by the addition of the appropriate amount of water or sulfuric acid solution
with considering the pH of silica sols after dilution. It is expected that the dilution
condition affects the network structure formed by silica particles.

In chapter 5, the morphology of the silica sol and gel surface were characterized by
using a transmission electron microscope (TEM) and a scanning probe microscope (SPM)
in order to obtain the gel structure. The SPM has been widely used to characterize the
nature of surfaces, such as viscoelasticity, adhesion or the friction of materials. The
relation phases of the cantilever oscillation with respect to the source driving the
oscillation are imaged as the surface image. Solid portions showed silica particles in the
SPM images of the silica gel surface. It was found that larger coalescence of particles
presented in silica gels and the coalescence rate depended on the excessive rate of sulfuric
acid. Furthermore, the simulation method of gelation for silica sols was provided
according to both the rheological properties for sol-gel transition and the morphology of
the silica gel structure consisting of silica particles.

Evaluation methods for sol-gel transition of silica sols conducted in this study
should be adopted for developing rheological studies with the other materials which take
the formation of the network structure into account. Furthermore, information about the
sol-gel transition obtained in this study should be useful for handling and designing

equipment which treats the other complex fluids.
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Na20 + nSiO2 + HaSO4 = nSi102 + NasSOq + 20 (1—1)
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a) Reaction

Sodium silicate

Water

Y-shaped —— Silica sols ———— Diluted silica sols
Sulfuric acid /

apparatus

Naz20 * nSiOg2 + HesSOy ——» nSiOg + Na2SOs + H20

b) Raw material
Sodium Silicate liquid  : 28—29 [g/100ml]
Naz0 - nSiOz  :3.0-32 [-]
Sulfuric acid ~ :20—22 [g/100ml1]

¢) Reaction condition
Temp. :30—40 [’C]
SiOz content 114—16 [g/100ml]

Excessive rate of
sulfuric acid :1.1—-1.6  [-]
Flow rate of
sulfuric acid 1 10—17.5 [m/s]
Flow rate of
sodium silicate :10—16 [m/s]

pH 11.5—1.8  [-]

Item Conventional method New method
Reactor High power agitator Y-shaped apparatus
Heater Use No use

SiO2 concentration (g/100ml) Max. 10 14—16
Reaction time (min.) 60 Immediate
Reaction Temp. O 65 30—40
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B2E YFERBBOBRERHORHEL

2. 1 #

[

Y FEPISEHINy FRETIITE R oL @IBED Y U I 0V Zdfmi ) BE T 2 2 &5+
BETH BV, IR O L TIE, A8 Y — & LB L OB ST 505, T2 7 bz B & |
FEE SN Y VRS ERRTA NI 2 E BB TEOIL, MEBREIOSME T U I R
EIND, 20D, RICETE DB ORESCREZHE L, U VIR &GRSR R 5
INE/B LD, Wi LIy U Y VIR & & HITHR L, RS TIREIEZ o> TH L
T2, Y FERIGEROMRAZBO BT, bR U RERME2E X THRBES U b /L8
L. ZO7 N ALE# % RIS EET 20BN H D,

ZF I CARETIER, FTREBEREZEX TV IV ERE L, oz LS ik A E &
WIS 2o REEERHIERZE) 2 E BRICRHMAT 2B TH 225, ATER 1 -2 1R L72L D1
BHOZ A TREEL, MEOFRI LB ONLIT —FOEEBRMEIHKT 2BFEL RO D, K&
TIXFHC T ARG & LA A =2 — 2k, YU B VOREE A ICESETHEL, 155
NIz T — Z IOV THRIE R BIC BEE S CBET 5, 2o, Fbaz THlT 2 5ke L

. BRSEEME LR Lz, Zhud, Y-S EBE R Z TR OWTONIZET, Fb
LRI BWTERBEEOFRE 2B PBE SN L WO RETDEZELILLLLOTHD, Th
EEWEEDOF Yy U= BRICE > TH - A OB LH L2772 0Ici 2 585 & fiRIR &
N, YU AKF ORI L > THIUICEDL L U B DONThH, [FRROBERZEE DO A

BB EFHRENTENLTHDH, Zofh, YA REEZRDOSMEL LT, RE LEBROREICHO>WTE
2292,

U boOKRFTLED . VBNV NACGHI FEE#ESL L, BEREDORR D) Y D7 L
MWFR A L. A BGESRM & U OBMREZA LI T2 Z L2 AR L Lo, /BoR7fER
L0, Y NOBEEGREN S S ALK A HER T 5 HIEERET D,
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2. 2 RBRAXE

2.2.1 U B REE

AWFFECH W= Y N BEE 2K 2—1 (OOR LTz, EEITESR (A) ErA By —5%
(B) o0, FNEN LN LZ 7 Re7 | R THR SN TWSD, Y F
BRISERClE 2 ERIS ST Y AV A ERGE L2, Y 58~ i OMHRREIL/ Y 242

Lo THIEIL, WMEEHETDEA L N—FNRTEZRET 5, 7o, AR ETF IR T

H JIL

T =L A= DOHFREIZT 4 — w7 LT,

sulfuric acid solution tank A(20L) sodium silicate solution tank B(20L)

= ‘r__*\\ ‘//“__—A =3
flowmeter A T ,,:z:,l’_.j::: ‘EJ flowmeter B

A

A 4

inverter

pump A . Silicasol pump B

% inverter

drain : drain

PG | === monitor

X 2—1 U h Y L flddE

2.2.2 U NORESERML

OB, FREE LT A Y —Z e W T, Y FERISERIC L > TRELZ, 20
EELUTOM~BDHIEIZLE T, YU DY AORIESM (U DHE, iRRER) %85
(2, ERIZFRFHCE ST,
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(1) B fulse 2 25 S 5550

X 2—2 123 X918, BEIOEE S A A4 AZHOK TAHIRT 5 2 Lk > T YU DiREZ &
E L. MEEMEEN RS D A NARETE D, R 21XV ) DY ABGERM LG L ey
L pH O FEME 279, MRERBEERSE & T FEY V7 I AN D hiils DR IE 2R 35
= BiEhB,

. Y PGS

it & > o l v TAY —FE D

JiHE AR L T bt

v

X 2—2 @MY Yy oG E RBRSREEL2LSE 56

#2—1 BEREL IS EL 560 Y ) b Y VERIERM:

5k No. | iR | Plim SiOs pH
k [g/100ml1] [—]

1 1.1 13.99 1.34

2 1.2 13.99 1.00

3 1.3 13.99 0.78

4 1.4 13.99 0.63
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ZF | SiO2MEE | NaO JREE | GREBIRE | /A BEViE | 7 BEWiE | MRESRE | ARERTHE
No. | [g/100mll | [g/100mll | [g/100ml] | [L/min] [m/s] [L/min] [m/s]
1 28.57 9.36 15.62 0.96 10.40 1 14.70
2 28.57 9.36 17.04 0.96 10.40 1 14.70
3 28.57 9.36 18.46 0.96 10.40 1 14.70
4 28.57 9.36 19.88 0.96 10.40 1 14.70

2) v IREEECSEDIEE

JFEBtOr A Y —Z2H/ML, SOICHEEZZE(LSED Z &Izl - T, MBRE=RIXFE LT, &

UDBENELRAZ YA ANECES, £ 2212V WBEZEBLEECRETIHEDY

Uy nol&Esft 2R L,

£2-2 VIIREEELSEDLHEDL Y N NVRESRME

S No. | WiESEBEE | B SiO:

[—] [g/100ml]

1.15 14.79

1.15 12.64

1.15 9.94
S | SiOIRE | NaxO IRE | WilBBIRE | 7 ABRE | 7 BiE | GBS E | BRI
No. | [g/100ml] | [g/100ml] | [g/100ml] | [L/min] [m/s] [L/min] [m/s]
5 26.00 8.67 20.84 0.92 10.00 0.70 10.32
6 20.00 6.67 20.84 1.20 13.00 0.70 10.32
7 14.00 4.67 20.84 1.72 18.58 0.70 10.32

.34.




(3) FifgEaRlEL: v ) WBEEZFICBCISELHEDO Y ) I Y VEESRME

% 23 WWEBOFRREITOT, HMEBLEIE T U Y V2 E L2560 RESRMGZ R L

oo TOEHIICLTHRE LY YT, U DEBER I ORBEREES & HIZR RS,

#2-3 MBBEIRL V) HEELZRIIELIEDLHEDOT ) I NVEEERMN:

e No. | Filg@FE | B SiO:

[—] [g/100ml]

8 1.1 16.09

9 1.15 15.78

10 1.3 1491

11 14 14.38

12 1.5 13.88
i | SiO2 M8 | NazO JREE | FRBRIREE | /A MBURE | 7 A BRIRE | FRERITE | HREAHIOH
No. | [g/100ml]l | [g/100ml] | [g/100ml] [L/min] [m/s] [L/min] [m/s]
8 1.1 16.09 14.35 0.96 10.40 0.75 11.00
9 1.15 15.78 14.67 0.96 10.40 0.78 11.50
10 1.3 14.91 14.03 0.96 10.40 0.88 12.97
11 1.4 14.38 13.79 0.96 10.40 0.95 14.01
12 1.5 13.88 13.79 0.96 10.40 1.02 15.04
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2.2.3 T ALSEEORHN T 1A

BUEEZ O Y BV OREIIK EFRETH L4, RS & bR L, Witk x k- T
TFAAbT B, 2O N—=FNVEBOBRERZ 5 FikE LT, BXHERH, BLOLAA—F—

TR DMEERIE, BRUSEEIIE 2 BREE L7z,

2— 3T ORI RE OG22k LTz, & ORERHIE X &2tk CiIRE S &, X% 5
BHU O R 2 JET D IREEET O —FTh Y, Z o0 HF X Lo CTHIRBRL AP L H 12k -
TV, REOWIETIEFIT NS TR DTER 2 RIS 3 25 b O T, HEIE
A&D tED SV-10 TH Y . LU, KPR TIZSV-10 & EKiLd 5,

M 2—4 12V A A —F—DifRAER Lz, HiE3o —EMNETHY . NEEHMEOX v v 7
Bt E AN, AMa e —EEE RS Y, ToL&, NRNZTDIEN%E by A—4—Tat
PIL ., WERRM L7z (EWETCRMERE), EEo v =2 MEo A-300 TH Y| Lk, T
L A-300 & R T 5,

—— kILYE
E&E e
A
AN
37.4mm V - e
$19.4mm
N e
N
- \/
X . z
= shE (EgR) | [(221.0mm,
B 2—3 & XAHEEGT [K2—4 LA A—x— (CEMERREE)
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L — NG SEIT T BT R, Lo A 2 OFREMREU QI EAT 5 2 L E R B,
R EBLEEEOEE LTI A D & kA, AUSE S HI S T o BS-51 2 L |

U B NGENS T ACE T, R ERUSEE 2 JE LT,

2.2.4 FAVBEIC R HHIE & B oM

LEEE, REORBEESET 2GRN T, FERIEIE 25C L LT,

Y BN T BRI T, YL DOREOEBEERH1-D, WELZY L E 15,
20. 25. 30. 35°COLMICEDL, FREFRLA A —F —IZ LD EFHRMEREZIT 12, 70,
B AP RIS T RO BB L, ZORRTIE, LA A—Z A TSRE 2 Bt 5
L) BREDSIE R OREE . RATRETCTh o 1o/, BAUSEENE T be e A 5 2 & L LTz,
[ 2—5 ICRT L 90, WE LY M A Z — T — I Lo THEEFE, IHRR, st 2 nz.,
BB A R S E L7, WO FER S L & U AR 15.5 g/100ml Tl 78 1.15
DV B NVE N,

YFEERILE

EEE

X 2—5 U IVOEHRIER
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2. 3 EBHERBLUER

2.3.1 T ALRHI DT IR OB

X DIC, WE L2 U A Y 0 pH ORBFE AR 2—6 10RT, YV AVRIEBEHIT, pH OfEN
BETFLTWD2, 2L Y FEROGROH O TIPSR ZERIITRE L T LT, 0% LK
JEBERZ > TN Z &R RTHOEEZOND, YA REND 500 a2 RitEd 5 &, pHIZ—El
Loz, ZOYITERIENHK 25,000 % (7R#EE) T L, pH OfEIX—EDEET
bolz, YUY WVTHRRISREIT L T MEIZED DT TRV O T, ZHTSROFER LW

R Do

3 , . - . - I —10°

Concentration of SiO, 14.79 g/100ml
 Excessive rate of sulfuric acid 1.15 1102
2 10!
10°

pH
|

L e ———

]
[U—
1
NS

11073

S

| 1 | L |
10000 20000 30000
Aging time[s]

K 2—6 L VUHYAOFCERICEIT S pd

2— T2 Y DHREEAS 15.5 g/100ml, HREAEFIEN 1.15 O U B VO 7 ALEIRIZ T 5%
EERIE OFRERZ R Uiz, ORI R 2T HEE (Apparent viscosity) T 0. T XAEEEH 0
BEIRFRENTREZOLOET Ty b L, LA RA—Z —OFAITHIE L8 AW &8 Al
KT Bz 7 ey b Ui, Bllid >y ViERZ 0 & L72kFfH (Aging time) /"L CW\5, &
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SORLEEFHAA & [ L~r B 100 FRUE ORENE LB W TUIRER RV L b TR 1 | RGE
5 14,400 B> (4 BER) F TR DEAED B3 10 (HITHIE S EFNCBM L= Z &3 d, £D
%, VIV ORBEELID SR AR T ER L, 25,2008 (7THMHD ®RICIE - EEE L -7z, —
J. VAA—Z =T Lo THAWHEEZ 0.002s1 & U7z ERFRERE TIiL, 14,400 B % T3k
10Pa-s &REIMEICZ LWk E LTRIE &N, 0%, RBUVLKE ERO%, —EEER- T,
TIC, U VELEE MW RS EE 2N 10Pa - s &) O B CEiE S TV A, ZAUEEREHI N A
7= AWHEE RN T - 72720, BARIS S0 MV 7 FHORIERAE % TRl> Tunv= 2 & 23R
EEZOND, £, 18,000 B (5 ) LK. KSEEAS 10° Pa-s LIFE—EEZRLIZZ &2
WTh, ZORICEIT 2REHT 7 L L OREWEIZT N O T, EBITITREIIERRKTH 5, Al
b, S ERNEOBEBEAN MLV ETRIIEN, BEE LTRSS Z &0 b, & X AR
IZoWTh, F k%I 10 Pars O—EE AR L7203, Zhd ZFLRi OB XS 200 2 f#E
IR 2 7z I & e, W LTh, F b OREORERIZERDA 2N E VR D,

107 T T T T T T T T T T T

Concentration of SiO , 15.5 g/100ml
105 Excessive rate of sulfuric acid 1.15

10° | i
10'L measured by A-300(at y=0.002s"").

10°F Not measured :: 7
2 _I 1 ‘ i

10 H

10" —a loi 5 - i.".“! . i

10° measured by SV-10

Apparent viscosity [Pa * s]

| | 1 1 1 1 1 ] | { |
0 3600 7200 10800 14400 18000 21600 25200 28800 32400 36000 39600 43200

Aging time[s]

0—7 EXTUEEEEE L LA A —F— (y=0.002s1) 17K B HEEHIE DS 5
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LA A — X — OE R TR EERE T, sBHI S AW 2 N 2 660 5 720, At Re oo PN sk it % il
BT Z ENREINT, £2C, BvhoE ABEE (0.002 1) 252 THEEITST2R,
JVIRBEDREEE 1T K DB DA —Z = BRI L T 728, L7 3 ORIBIRR L 0 . 7 ko)
WIB A & B2 D ENTE R T2, S —F RN L, 7L OIRIBIZESW & 72 0 )
SR AWIS SIS L 3 XORREEERE & 3R 7 o - BB BRI ME 2 Db oo ki
Koo THEEMR KM (—&) NSz, 2oL 510, NEBEOBENBE NS & iTn
2. bo L RERTAMMEZ G 2T, Y VIREENS O BB IR 25 Z L I3TE 220 (K
2—8),

(K5 R AR I

Apparent viscosity [Pa s]

Aging time [s]

2—8 KBABTTO LA A —F —IT L 2 KRR EORMES

ZFIZ T, BABEHEEZRZIZKEL L, M7 EOBRHBIRALL Lo AW RGNS 5&8%
Bz Lz,

.40.



2—9 I LA A—F =X > T, HAKEEE 0.002~1 s DA T /LB ZHIE L7
BAEARLT, MEY ., BEAKIC LT85T, HABEEZRE LTS &, XY
BVHED D ERT 2EMBHZLND, BED B 14000 B (4 W) Al CRIB7SHEEE L7258 2
V. FUEICEAZ LT FPRTE S, —FH, Y ARENS 10800 (BHfRH) BEEXTOT T v b
7RSS B REEIC TR LT 28, o >~ L (Aging time=0) OWEWEIZIER 35 & kK& L
TETEARELRLTEY ., AIBNR L H XA EHOMERR L b—HF L2V,

[
o
[=)}

s]

p—t [
(@) (&)
F=N W

—_
(e}
%)

[—
(o]
)

”“00000000§3% ‘

e,

A3 WM AL . S . .
1 e R A A R RN Y o’»"zm)» ARG RS
10 S CRITINS YIES IS SOA R T i a4 (AT S N (LU

10° J

Apparent viscosity [Pa

' | 1
0 10000 20000

Aging time [s]

2—9 HAWTEEE OB L D 7GR BT DR E B~ DR
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K2—10IC AR —F —DOFAWEEL S HIZ20 51 F TRE K UTHRIE L 72 #E 5435 XRK B
FHOMRE EBITR Lz, K&V, BEEEOREIZOWTIE, LA A—% — L EXANEERT 2
EREDENE DD, ZIUILAA—=F =0 M7 OREREORETHY | Aging time & &
BIZYIVOREED 102Pars OA—F —F THEML T 5 L, FXAREEOMEE LT3,
FEEEDY 101Pars 2% 5 &, EXEUEER CIIRERBECMC ER L0Z LT, v A—4
— T, 21,600 (6 F¢f]) ZMA-FFACRAMZ EANHIE SN,

ZOWEBTIIVAA—F —D M7 EHIET 2L | & LAFTXEMEEFHZ>W T, BT
DORFERFER SN D

D BEXAREGHIRABHC —EORABEEZ 52 T 5 Tz, Whil—EnfEEhHz
Bz T3,

2) RELOREEMEIMNT A 106, AEEBOMEMET L, ZoBERAZMEL LTIRA T
L0, FEESOHMENMETTEE V) ZLid, BAKEE (EBTEHLLELEE) MK
TLARBGRAELTWDZ LTk b,

3) KHEMNELIZEm< Y., Y (FFFN) BEENME 2Rt X 51225 & FREAICK
FERE MRS BT 5,

103'I'I'I'I'I‘I'I'I'Irlo3
— —e— A-300
7102k —0—§V-10 1102
<
&
2 410!
3
o
.% H10°
5
5 410
Q.
&
41072

1 | | | | | |

P B L L L L L ) P B -3
0 3600 7200 10800 14400 18000 21600 25200 28800 32400 360{)%

Aging time[s]

2—10 TXEUEEFHL LA RA—F— (y=2051) 12L& 55 A(LBRROKE
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ZZC VU A ND T IAGICE LT SRR & LA A= 2 = KD RERE ORER IV |
EZHNDR - OREET NV EK2—11 IR Un, & R GE TR D300 BEF- LT D
TEMDL, BT ORMEIC Lo THMERBIEREZShizeEx oD, L, ERC I Y v
FBET D L KRR LARD T B 7 ABIZE D £ TORFMIZZE L E TOHPRIZ D30 T2 RFH]
IZHA_Th e Y BN e, BERICE 2 7 MLET VT E 2T,

—F. VA A—=Z—OFERTIE, KIETRRIC EA L TWA b KIS L Th DR
FCHET S & ZREING BT, EfcoRn sy MUY —ZHENER S, #EE RO R
ENLDN T UL ESIERITETANERLOND, HBANDO LT, ERICET SRy N =7
WESER SNz EE S—ab— L] LEbhd, BWo<K D & LIEEROR, QI iE)

MERD U IS NADF LI, KDy hT—7 e/ S—a L — MK TR T 5,

LA RA—H— = « « 2y NT—THEEDERK

oo_ o[ o QO
OO OO 5 g)o ngbO 6p
00 00| |00 0g0 %Qjo %, g

O @ 5
Ne

00 005 | |0 0045
0 o0 KO 0
© Ool |8 58 0086)00%

099, © Og © 80@0
00 0%0| | @ ©o® % oy
©

00 005 0@ o0& & %Og%o %O
00 0 5° S0 &, @Oog% L oCg Q@

M 2—11 VA NOF Mz E ) IR O ALET IV
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B 2—12123 U A VD7 NALRRRIZ T 2 SEERL R OBE DR R & 78 Lic, Z ORIE IR
HIE 27 2 (ELSZ series, KEEBETRH) MW, ZoOEBEIEBOEEECZLY (F/4—
B —DRi DT T 7 iEE R L — P =ik Lo CHHT ) BT REZHIET 2 L0 TH D, K
X0 EREL T 15,000 i X 720805 VLN OSBRI FEN BN L T 5 2 &34y
B, TIT, ZOEBIIRBNORFIIRETHS Z 2 REL T, RIFREBEHL NS, #
ALV IRFIRETHD LITBEZLONT, B, b2\ hoEanER s, 757
VBEBOMEITES 2D BRE LTRERKBRTAFEEL TV AREREOND, Fiz, VL
DENENT 5 &, 770 EBORE GRS 250, K & ICELT 2HEOREBEHLE L
RISDRIFENELZT L2 ENTERVOT, OB TR TENRE RS b D whetk
Wb, DEV, HOKFEDCHEMNMEBEHITIE, £ OREERNRH LA, ZZTERLEVWOIX
KARODKL EAPBELRMEE VAA—F —TCHRATEDORM L EANZE—HT S &
ThbH, ZORETINVOMERRKESEHLLTNBE ENnZ, FNETOUY DRIADHFER, W
DIERY U7 EZER LI EERICE LW B,

1000 . . 10°

—_ —®—apparent viscosity

g [ | —©—average diameter of particle e
= H10°> @
=2 800_C0ncentration of silica particles 15.77 g/100ml ;,
g | Excess rate of sulfuric acid 1.15 . janh
a, 110 =
&'600f Z
= 0o &
3 J10° -2
o Z
£ 400 5
= 110! &
o o
2 <
]

—

5 200 4102

<

0 : : ' : 107
0 10000 20000

Agngtime [s]

K 2—12 UV NNDFNALBRIZEIT DRE &Y U R85

UERSTEIMEREID VA A—F— (FAMEE=20 s1) [T KRB NV — T VRS

K2 ) EEATVDS LHITr ST,
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& 2—183 121, ¥ /ULl BIT 2 BREEEORERE R A R Uiz, Y ARIEN D 1 RiEITER
EEEE D LTS, 2 UERIUS OEE O RIS SEA TN L ThH EBEX LR, TO
%, BRIGEEII—EOHEEATR L, BETARXE, UAA—F—IC X HHE THRENSBIC EF
T 50 U BERASEENE D L2 e ThD, ERLEEHIE, Xy PU—ZBRHRIC L > T/

Wi

L3 = 25E. RETOA 4 v ORBIEHIN LR LI22DITREZ - 7BR e EZbND, HDHV
. PRI X B0 7 O, & BICITEREEE T v — LB OB A TEO Z b 2 I
B2 THWE0MnE Ly, L L, 7Y EERNCEREEE O MEMBME T35 & v 5 FHT
TALOBEE Z O SHRRAETTMTE S5 LWV D,

8 — T T T T T T ‘T T T 1 03
| Concentration of Si0, 16.09 g/100ml
Excessive rate of sulfuric acid 1.1 102

s]

=N
(@) o0

Electric conductivity[S/m]
~J
~

Apparent viscosity [Pa -

~
)

N T T N RN RS N S -3
0 3600 7200 10800 14400 18000 21600 25200 288{)%
Aging time([s]

K 2—13 LU B NADOFNMALERICET DHE & EREEE
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2.3.2 VA NBEREDOE

U DIRER T AAGRRRICRIETEEL 2— 14 1R L MBEBREE I 1.15 TH 5,
DU B 14.79 g/100m] T v L BLES D 6 B 1A AN L5 AR LC AL L.
U TPREEA 12.64 g/100ml DA 12 RIS, £72 9.94 g/100ml Tl 24 REHIHICHE OR
Wx EREPRRONTZ, ZOX 2T ) BREZSNMMUICET ZRRICKRES FET L L0V D, Y
NHDOVY BRAIXT T U EEE LTERY, U BRENRE L 25 LR R OB ZEEE LS <
Y. ZOZERVYBRTOREE, Xy NI BEOHREREL T, FERE LT ERR
B LEZOND,

PLIRER DT 10%ITHE 72720 U Y VT 24 FERBIZIZ I NMBIZE S Z & 0vh, KL T O
O OEE TR D & & Ll L CHEBIGROA, B Y 90%FREE DK EZAIET 5 721 ORE 2T
BT HZENTELENR D,

103'|'|'|'|'|'|'|'|'|'|'|'|'|-|r
Concentration of S10 , g/100ml
102_ ——14.79
—0—12.64
—£—9.94

Apparent viscosity[Pa * s]
2
|

(4
R
Excessive rate of sulfuric acid 1.15
ol lTpmp@rqtu;e.ZSfCi T

10 12 14 16 18 20 22 24 26 28 30
Aging time [h]

m—

M 2—14 VA NDTY BEEIL D7 NAGERRA~DEE
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B 2—1512iE. YU B Y NOF AbEmBRIC R THBRRE RO EL R LT, 0L &, Y IUD
BRIV 14 g/100ml TH D, KED, RUT YU VRETHEEBERIRNELRD & 7Lk
I ARXx < BV, MIBBRERIEWEE T NALRRL 2D ZERG15, Zhid, Tler 23ty
UA Y ARTIE HA A OREREL R DIEE, VU VR ORI T ORI L OS2 R
BEENTNEZ EN—HKTH, 2FEV. A8y —F LRBOPRISIZE>T, VAR
L. ZhofEa L CRET 2BV T, HREICIZER UV il R iR L 7 B O 17
TENEETHE NI 2L THD, RORET, v U VREIK A OEZRE ORI BEMR LT
Z LB, RIS

1) R LR TRENEET DR

2) kT OfREERE (E#H. B, B OERL)

B L L EZTOAER, BREETIIINLEHLNITE TUVEL,

103 I | | | | | | | | ] I | I |

Concentration of SiO , 13.99 g/100ml
102 . Temperature 25°C

[
[ ]
® |Excessive rate of
® |sulfuric acid |
e 1.1

Apparent viscosity[Pa * s]
2
|
wﬁ%
|

°c 12
A 13 ]
A 14
1038 11 1 I N N N T R
0O 1 2 3 4 5 6 7 8 9 1011 12 13 14 15

Aging time[h]

2—15 ¥ U IV NORBEBRIERIZ LD 7 LR~ DR E
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INETOERTIE, VIV NVDREEBTHLr A8 — X LRBOREEZEI T2 LIk
T, VY AREDOHRER D Y VOMBBRIROLIL D NV ZRANCEE L, LiL, BES
Y FECEROBIEL LT, FRE2FRETIC Y FREICEDIMEDOAEZEZDHZ EIZE T,
EESERVIVIYNERETEZ LT D, ZOBRA, VU VRELHBRERO L Lk
FEELTREMICI VERDZ ENTERY, 20X 5 iEEE2 LTHE LN Y L0 F L AETE
ORERREZH 2—16 77, K&V mHBEREREVYLVOIE [No.12 FREEEEE 1.5) —
No . 8HRESEFEIE 1. D] I/ MEBBENZ LoD R, 20L& VI IRELELLTHED
VUNBREORBOZITEMRL D, 22T, BERMOZOONTF A =2 —PET 2 FERT
— 2t L. EOTNACFHEZ M O 0 OFHI TEEMICER L, ZNERTA—F - LTy
VI B ET, YLORLESEE FALOBRER L NI T A EEEZ D,

10 . —
Temperature 25°C

3]

Apparent viscosity [Pa °

Aging time [h]

K 2—16 T UBYILORBBRREERLE ) WBEIZL D7 NVALBRA~DRE
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O D A ALBELC BT DR O S, K 2—17 O X 5 17 LB 2 e LTz, Th
LMo Aging fE o R A Tl L 72t & Sol—gel transition Ok A S Ll L 72 FLRR O AL

HELTROLNHIRITH D,

7 VAL BRBAR A Aging time
Onset time of gelling

K 2—17 U B ADOFNAALERMEIRT O E %

S PRI R 2 A L S & EORERTE LY . ERENO T ALB AR 2 R
BRI & OBIR & LTI 2—18 2R LT, M@ Lz Y i Yy WSSO REIHN T, 7Vl
DHARIERA] & ff s X B 3 T b T, Rz, XIS i/)ﬁ%f&ﬁfﬁ it R O 7 A 22k
EH7- No.8~No.12 DV MZ-HonWTh 7y b L7z, ¥ U BREDK 16 g/100ml ¢ No.8 & No.9
OV L, 14 g/100ml OV L LY & LB R R Ag o TS 2 b Elov U BEREN 13
g/100ml 5 No.11 & No.12 OV /L U AR 13 g/100ml & 14 g/100ml O EHROFIZH 5
TEND, ZOEI vy BT L S IERME L S ERRI OBRZ EEITTE D LWV R D
ZOREY | ATE O F ACBAR IR B i R A {5 Z AT E . U Y Ol
BHZ BT, bz Pl 2 55 A T — 2 Ll b, At b ERD OGO E
BEIL TN Z &L, PHORES EA-> T EFxBND, £72. 2 U DHREED 8 g/100ml
272 % b A ABBHARIER & BRESE RS T R R S Lo To, TR, YD pHIZ LD
LU ARMOIRFEO B Lo THIITE D GEMITN 3 e,

- 49 -



40

o —
J Temperature 25 C Concentration of SiO,
4 o 1l o 14 g/100ml
o 13
30r 1 2 10
- o = o 8
A *  No.8-12

7 AL BRAG I [h)]
(\®}
(=)

—
" (=]
T T
Z
o
xq’OO
Z
e
o
g
—
(=
%
Z,
o
—
Z,
c
—
N
1 |

) | L ] 1 | n 1 L
P 1.2 1.3 1.4 1.5 1.6
Bt B e AR =2 -]

B 2—18 7 AALBALARER & Bl IR O BSR

2—19 27 WALBRRIZRIE T Y IV OIREDREIZOWTOR Lz, Aging FOIREN LN D L7
JALKERNIZBEE IR < 72 0 35C D & X DT MUIFEIZ 15CO L & DB LZ VA fFIZ 2> TW\W5,
BENERDEINFOL Y BRITOT Ty BP0 >V IR [R - OB 25 3 1
L, FUEBRBRELSHEIT L LB DD, 22T, KT SCRIRIOGREL AR - EREREZRL
TWBER, FIALBERE R OFRERIA X H— 1Tl o Tniewy, Ziu, 75 7 BRI KAF
THZEITMZ, S AOREDIREREMESC Y VHE DY Y R ORESREGERB LR TH
HZENEREINS, Lo T, RITR LT IR O~ v &2 76 TRl LT 7 AR IR
ORBEEETIHA1L. @F . BECREMER SIELNAEH =R AXF—2H AT 5720)
TIEARTHTHLLEZ LN, SERFILTWKBERH DL EEZTND,
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Apparant viscosity [Pa * s]

2—20 1

103 v T T T T T T T T T
Concentration of Si0 > 15.8 g/100ml
Excessive rate of sulfuric acid 1.15

10% .
10 & 4
8
S
10° o i
o
-1 Te ature | _|
10 o '15°C
A 20C
2 1 ® 25C
10 '"LL,L..«qun.lnuuuullllulluﬂll‘llgl a 30°C -
T o 35C
107 . | . | . L . L X i .
0 10000 20000 30000 40000 50000 60000

Aging time [s]

N

21

2—19 U B NADOFNAALEIED OIRE DR

ASS

7 AGBIRICRIE TR OB OWUR LTz, EXRBEEDOBAITY VREEN G

19,000 P& IZBIZR S, BHORBREIZ L 2 SR~ B XA N2 hoT, TOZ &iX, v

A A =5 — OPERIIND 5 & AT T AALRFRNC KIZ T B L LT E 5,

Electric conductivity[S/m]

o I EETT BT SRR B

P

P R [ S NN R R B
6'50 3600 7200 10800 14400 18000 21600 25200 28800

Aging time[s]

K 2—20 U NDOTNAGBIRRICEIT A0
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2. 4 %S

AT, Y FERGE COV Y A NVEGEIC BT 2 BRERG OB EHRE LT, Y FEK
JEEHZ Lo TRIE L 722 U B VD F AIREE 23l L. 7 UARRER] & Y L BUE S OBIR 281 &
LT, EBIEV U A NOTNABRREEBEET 2 FIELRLT D701, HFXRRER & LA
A =B X HREERE, BREEEEONE LR L, ZO/RER. LN RTHmes,

(1) ¥ UIYNDT AR O T E BB L, LA A —F —DRERIEIL L 5 7V ERE
M GEERENL LTz, VA A—F—IZKDRERERRL Y Y DRFOMAICL DR v b
T — 7 ORI L > THRENRGHMIC ER LT/ MEIZED Z EBFBZ b,

(2) YU NDTNACBRMERERNIL S Y DIRE, fBRERER, EBEIET T2 Enbholz,
Fiz, TIALBRERS ORI T AR Lo T,

(3) ZLBRICIIT DREEDMED D 7 /LB Z E R L. 7/ LBIRE R & Y TG

MOBERMFORRE~y B 7352 LICRY EEDOTY DIRER X URRERIRND |
7 NACKEE 2 TR 2 HIE e RE L,

.52_



EI3E VVAVLOYL-FLEBIZETSLADOD—

3. 1 #&

Inj

RIETIEY U A LD MR E R Lo TRHME L, Y FEDUGEIT £ 2 Y 1 O8GESM &
AL O BURZ B S22 LT, YNV ERET IR0V U DIRE L RBRERENRR D 2 &Il L
ST, FALBRRAE RIS R & < Ak L, IREORBLBEEICZ T 5 2 L2 o7, ler 3L EHIR
HWEy, vUBRFREOMKE. Ry hU—7 OFK, BILOT L~OER L BE-S3T TE 2T
B, AL A T = X LOIRAD I 0I121E, 2 U BB T O & &2 Bk Uiz L oKEERHD & E =1
AT D MR D, RS DREEEIE, AN Z A TR LR 5 REERORE» 5155
NALOTHY, VAT VINEORE I CEZMCRRT 282 102 T, S b AT =X 0%
FRTDICER T TH D, £, BIEOKERIEIZIBVTER L7z 7 ALRIAEFRIC DN TG,
VRF L OBE & 9 ERRRED D ITARIRT —F LR D0, MR RMNG, TOERIT
B S 03 55, V) TRFOMERR Yy N — 7 G EEBET2EN T+ 0V —HIRFRICD
WIS 5 ETRRB 2L L LT, KETE, FHEBRRICET 2 NG0B E v 7 Ot
DO RIERCIR 2 D Fik L L CEIREBMEAZRIE L. BonREBET D,

BRI E L, RN IENICE R 5 2, TOEBEHE AR L L v v aRy FEREINCO
BRWE w7 A VIRRICRGET 5 2 LIS L0 B O YA R TRTERFER G L kM2 R
BEBMER G250 2 ENTESL,G L CORREMDLNBEEDKZHEIT 5 Z L3 TE,
Wi OINERR T N ~DEEB Z EHSIT HIREL 25, Flo, G GTHT 5 EREORHEK
AR BIET 52 LICE Y, Fy b=/ OFMOREZEENICIEA D Z LB TE D, FIC,
VN —F ARS8 T AR OEL, S G W TEERERE 5 A5, VU TRLT
BIERT 57 T A8 —HERR Yy NI — 7 BROERII S—aL—va VG #9b@ASh
TEY, AETHLRKROMEFZTT D,

RETIL, VIS NDY NN — R A BRI E L X o TRl L. YV BRESRME (pH.
U PR O BRIET T OREE B ORI - IO RO A LA D
=X LRBRIC ORI MREGH AL LT,

B3 -



3. 2 ZEEAX

3.2.1 YU B noilE
SUBYITEEE LT ABEY — X LB EHWTY FENNEC X » CTRIE U7z, BtV
BNV EEM U YL Bk FY oA (NaCl) 23Uz Uy L ofEsRg%2 LTI

T

(1) MU by Loflsk

RIS U Y VORERNZRT, RBOMBRE I A8y — X A 4 KT
FRL. Y FEPUCER~OUAGEE 2B SE T, V) WREE IIMMBIBRES R 52U Y
NEBE LTz, RO pH ZEECTH 5,

£ 3—1 BMEL )NV NORESM

SfF | WiFEEIER k | B SiO: pH

No. [—] [g/100ml] [—]

13 1.15 15.12 0.90

14 1.15 13.00 1.30

15 1.3 13.00 0.98

16 1.5 13.00 0.72
&M SiOz¥RE | Na:OJRE | WiBERE | 7 A BEGE | 7 BRyiE | fiBsii i | BiEEyRESE
No. | [g/100ml]l | [g/100ml] | [g/100ml] | [L/min] [m/s] [L/min] [m/s]
13 28.44 9.87 20.41 0.92 10.00 0.81 12.00
14 22.55 7.56 18.90 1.16 12.60 0.85 11.00
15 28.44 9.87 17.06 1.00 10.80 1.19 17.50
16 28.90 9.49 18.40 0.96 10.50 1.19 17.50

.54.




(2) HHENETY B NORGE

£ 32 CHEM ) BV N ORES AR, S A BEY — Z BRI L TCGERIC 2D L D1,

BBt ORI £ 72137 A B Y — & &ML, Y FERSG~ORtHEH

BB N R D) I LG LT,

#3—2 HEMET VB ORIERM:

AT TY Y DIRE &

& | WEEEE Kk | P SiO: pH

No. [—] [g/100ml] [—]

17 0.77 3.00 9.15

18 0.71 3.00 9.49

19 0.67 3.00 10.22

20 0.67 5.00 9.95

21 0.50 5.00 10.87
e SiO2 4 | NagO JafE | WERIREE | A BRURE | 7 A BRiiE | HRMEIEE | FRERVIE
No. | [g/100mll | [g/100ml] | [g/100mll | [L/minl [m/s] [L/min] [m/s]
17 4.80 1.61 3.20 1.57 17.00 0.95 14.00
18 4.80 1.61 3.02 1.57 17.00 0.95 14.00
19 4.80 1.61 2.80 1.45 15.80 0.88 13.00
20 8.00 2.68 4.70 1.57 17.00 0.95 13.90
21 8.00 2.68 3.50 1.57 17.00 0.95 13.90

.55-




(3) NaClZFEMmLizv Y B ol

NaCl Z ¥ U=t (BEE 20.41 g/100ml) & &7 A Y — 4 (SiOz )% 28.44 g/100ml, Na:0
R 9.87 g/100ml) ZMv, NaCl ZiMULIzv U Yy &K 3—1 IR T Lo IcfE Lz, 2V
Y NHITAEAET 5 NagSO4 & /v (0.8 mol/lL) @ NaCl ZHM9 5 7=, Filis 1 LIcx LT
106 g ® NaCl Z V&g U=, il o ¥ d1x 12.6 m/s, 7 A fig Y — X OFEHIT 105 m/s IZ3%E L.
FRBsEEIE S 1,15, > U BN 15 g/100ml O U BV L Z28liE L, Zorx, UV Ao

EIX 1.210, pHIX 1.04 THoTo,

%@&y&l _ﬁ\\v//ﬁ_ AW N

B
YA VRAR LT i

X 3—1 NaCl 2T 2586020/ Vol

3.2.2 LB O VA v o—iFil

U T3 AT KRE CEIRRE M ORI AENE, 36 KOS IR A% LA A — & — (A-300, —/L
7 A MER) IZX - THE L7z, BERHEAEIE Tid. BB %E 1 He, EI% 10% 05
FCHIE 2T o 7, JEREEURAIERNE Tl ABEE 0.04~10 Hz & L, EIX 10%E Lz, W

NOHE S 25°CTITo 72,

.56.



3. 3 EEBRERBLIUER

3—2123 U HEEED 13.00 g/100ml, FiEZEEIERA 1.15 Ot U a7 IV DNAIBERIZES
B BRI E DR B AR Ui, VLB S OIED 4 QR bAE < FIF I
B L ITERANT LR L, 35,000 AL S & WH AN LR L. GOfin G ofi% L
o, Gl PRETEORELBCI T, BUBHIRIEIIEE £ 0 b WAL B AT 12 5 &
R B, BB . WRORBAEDT 5 =0 — b ORIEILY &, BHERLRRT 57 v
D ORI £ B HERRF T LT/ 0 | T ORAE SR L ER LT, 6 (=arctan GUG) ©
E1x. P LS OBERID D AMAR TR]ERL, LR S Tidn/d (50.785) DfEZ L5, HIZ
BT, T ORISR 37,627 B & 72 o7z, FLEEBE B LREHIRBIMER % 5 720, G0
WAL B A< 25 CROKITEIRKIC 2 5) 4, QIS AL b LR LT TH Y, X v
RO Ak L. S L OBEEDH LTS T L AT B,

10° : : : : : .
115
10+ '
1 ]
_ 10" 11
& =
=10 5
g; o
10 ]
105
-2 ——C' -
10 I —O_G"
+6
10-3 . ! . | . | . X
0 10000 20000 30000 40000 sod%o

Aging time[s]

M 3—2 @ERETHMERIEIC L > TIX 2 ) D O 7 kg
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X 3—3 2%, R CHRIERMFDO Y UV NV OEFTRAEZ 6 &IIR LTz, 5 2 B CriE i ik
JEDTHR ERNMGE SRR ZX O & 9RO, TAALBMGIER] (R A) LEFR LI, —F . B
Kt OB EIZBNTIX, 6 = /4 (50.785) &7e BREH (R B) &4 L k& Uiz, 7 AbBith
T IALRIZ =B 220, AT bR BREAT DIERICTH 0 | $A 137 e EIT L, Ak
DERAEE NS & 7o TR CTHH Z 2 EZ D L. ZORMETIBMETEL LD TH D,

FEHMERE L0 LIS RD B, WROmPEE U THER LT WHIEIC L > TER LIZ 4/ E
BIAGEIEI 2 I D Z S, YL ORGEBRBICE N CIIa AR b Th 5, —J7, PR 0
DN % BT X 22 5 7 bR ER DD Z L B TE D FETH Y A EEDE#R LY
B TH D, ZOX ) RBLEND ., RETIITHEHMERMEE Zh L0 RO E2 b &
W2, FAEEREEBLE L T,

10° : : : : : ] : :
—o—§ 25°C |
1021l ® Steady shear viscosity :

1.5

s]

10"+

2
T
0 [rad]

Steady shear viscosity[Pa *

| . L A ; B .
20000 30000 40000 SOO%O

Aging Time [s]

o

- L |
0 10000

X 3—3 ZbbItakiE (A) &7 el (B)
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4 3—4 IIMFEEIENF U T, V) VRENRRDL IV AV NAOTMMUlREEZ 6 IZX>TRL
b DThH D, U WA 15 g/100ml & 13 g/100ml DFABHI L 7V LRI £ £ 16,826
36,364 Loz, LU BRENENE SRR R BRI, B 2 BTN LT, Y

IV ORLf DPRAE & BRI L - TR TE 2,

T

T T T T
Excessive rate of sulfuric acid 1.15

Temperature 25°C

1.5

0 [rad]

Concerntration of S1O , g/100ml
1 —2&—13
I —O-15

0 — 10000 20000
Aging time [s]

30000 40000

HIJHR

3—4 TR RIET V) VIREOZE
4 3—5 1% U DIREMNFE U T, MBERENRRD I A NVOT AR E R L2 D TH

%, GESEEIERL 1.5, 1.3, 1150 & & FALRiZzn£h 17,015, 25,236, 36,364 B & 72
ST, ALK pH ISR ARTET DAL, KDFE2TETHRLEL LB TH S,

Concentration of 8102 13 g/ 100ml-

1.5¢
- Temperature 25°C

6 [rad]

0.5

Excess rate of sulfuric acid
——1.15
——13
—4—15

% 10000 30000
Aging time [s]

5 AL RIS AT BRI 0 28

30000 40000

X 3—
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Her 1ZIX 3—6 DL HIZ U DI NDFVALEER L pH OREREE —F B LEHOBEL L I
RLTWAE D, YU DX pHMN 2DEXIZEMMN O (FER) THY, Z0LE 07 AL K
LEL 2D, VI AORKEENE SIOH)e 23 SiF0O-Si EWVIHI TR T 2ERT S0, YLD pH N2 X
DEWEELENWEET, BAEOBENRERS, pHR 2 XV EWEZIXOH BNEET =42
AEERL, 2RV WEEEEERTS (B 3—T—a), —J, pH 28 2 TV E\E Xk, H*
PIEWIF A ) IERERL, BRTFVY W EEEREERKT S (B3—T7—b), 1A {bLizvV
AEEERILEIHITSIO-SI LW IHTETRHEEG L TVE, BIREEEZ R T ERoED v Y TR+ %
Y 5, DE0, VUMK FORENRA A I DZ EIZX T, BT RLO/BEBEITTE0
T, pHR 2 X 0EWE XTI HOREICHH L T ALEEN#E 720 pH2A2 K uEmn & XX
OH DIRFEEIZHAI L T /ARER KL 725, £D7H, BBYES U U Y /T B W TlEhi BRI 3
BVME D BT AR 3 < 72 D, — RSB TIX, SENRE e BT IXEEET 503,
FERIBT DTN REND &%, TR EEIZ L o> TRZ 5 0 TidZe (LFRRFEEIZ
Lo TETTLHZEERLTND,

T T T T T T T T T | :I | T
ZERO !
CHARGE ;
o SiOg
POSITIVEL NEGATIVE \  DISSOLVES
> |« >t >
GEL TIME !
PRESENT
SALT '
L | 1 | L | ;: | L
0 2 4 6 8 10 12 14

pH
3—6 T UBS DI NAALER L pH
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oH NS

OH Si
OH /U
HO—— Si «——OH" \ OH OH
/ OH OH HO— S == OH2+

OH

AN
>Si< O/H OQ\ /OH

Si
OH OH \
& on
(a) M)

K3—-7 OH FiixHHI Lo TA AL NTv ) WEEIE

[ 3—8~10 21X U AHEN 3 g/100ml T, Fifgish =23 8 7g 2N U 0 v 7 Ak
TR B RRIERVE 2 o) U, TS 7 U bR 2 & ATz, SEPES U 0 Y 0 T pH A3
1Z LT AN EL 725 2 ERS0 0 | Tler OFER (M3—6) & —H L7, pH 2 9~10 Dl
T, AR 57 pH OZ(LCHIEFIZE{ L TWD, £/, BRI el
VMERHEEE (3 g/100ml) @D U VIV 2 B SRR T LT D T E R S v, BRIE

SUBNERIME LY B NTIETIACA T = K LBRERI D T E RSN,

10°
' Y
16? ]
@
: |
= 10 1
o) ==Y
o 10° £
) I =
R 4105
) |
107 S
—A—-(S
g 980s
B L | ] L ] '
e 0 1000 2000 3000 40(90

Aging time [s]

X 3—8 IS U B S A DA NAALIBRRIC BT B KRG R
(Wi =2 =0.77, pH=9.15)
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i ' ' '11.5
102} =]
11 .
E o)
I
] =
-0.5
15,137s :
=3 . | . |
100 10000 2000(9

Aging time [s]

3—9 HWEMT U BV ID T NALBFRIZIS T B R
(FiERIE I =0.71, pH=9.49)

G‘, G”[Pa]

§ [rad]

133,050s

B L L i L L L L L | x L L n L
10 1 1.5 0

Aging time X 107 [s]

3—10 MMV AN DT NALBFRIT BT B kLA R
(Mg EI= =0.67, pH=10.22)
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X 8—11 12k U HEEEDS 5 g/100ml T pH 2% 9.95 ORI U 7D SND T NACEBRRIZ BT D
LB 2ok LT, AU EAIE Y VR RGEL TG 100 BIcR o7, K 3—10 s Le )
BV MTIEER T pH T2 U HEEEN 3 g/100ml Th 7=, 7 ke 133,000 B TH o7z,
SEVY | FEREEMN 1.6 (51072572 LT, 7 BRI 1/1000 LA FIZ2>72 2 81278 D,

P RLTERE L9, EWEMES U B A F ALY V0 pH & v U AR IR T
L7, £7-. B U THEMES U A Y L0 4 U EE IRt O b O LB R v Z VU TR

FERE Y L A B CSE T2 2 L3, B TIERWE WA D,

0 [rad]

G' G"[Pa]

0.5

~ 1 L f I L n
0 100 200 300 400 50%
Aging Time[s]

K 3—11 HHEMT U BN F NAGERRIZI T 255 R
(3 U HEE=5g/100ml, FHEAERIZE=0.67)
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U H Yz NaCl Z iR L7256 O 7 AL 2K 3—12 1IZ/k Lz, NaCl ZEML Tuhan
WAL T NACKRERIE 16,748 B TH YV . NaCl 2RI 5 & F ALK ENE 13,414 B & 7p~7-Z & D
b, NaCl 28T 2 & TR R D2 ERhd, H3—6IZRENTWD L H I Lol
77 Y PRI TT ALK OB ICBEE R B 2 5 2 5, ZHUE., WOFEIL L - Tkt
REOER_ERE (M3—13) PMIN, HTREIENRLIVBEELIL TRATESZOTHD LU S
TS 7, [ 3—6 Tid pH 23 2 X /NS WEETIIEORER DR AN TV DN, KER
FAR LD NaCl OBNMIZ K> THEEBRMLUZWEE LY & 7 NALREE S 20%RERL 725 2 L8

RENT,
. T T I
L3r ——e |
i —A—EaAN |
I+ 4
=t
<
Rl
o
0.5F i
| Concentration of silica particles 15 g/100ml
| Excess rate of sulfuric acid 1.15
- Temperature 25°C
0 . ! 1
0 10000 20000

Aging time[s]

3—12 BHEMIZ K D7 AZEB~DRE

3—13 HAMKERERT O WRFOER _EE
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3—14 \TFetls U 0 )V O RSB REME O BB 2R LT, T AEDSEEIT L T D Y il
L, BMEEZTHELZLO T, MTRERRELE LT 5720, Hllho o Z2{EED
B (A) 72137 FLTRLTWS, YL REL TS 34,860 % Tix G L G a7y
LTELTWEZ b, AEHIREIRH 2, LY VORETHL Z L3005, G G
O FEEEARAFPE IR IR & & HITREe2 0 YV BEN D 36,780 P TIX G GMITITIE—
B Lz, F AN TERA—DPB KD o Z ERM LN TEY | Kl n=2/3 (0.67) O & X,
FOFRIINA—a L— g VHERICE SO TR EIT L TS 2 L &R d, ME v, Bt U s
YLD n OEIZ06731270  KA-—O LV 777 2 AKL dERDD L 246 LigoT, LT,
BVES U BN DY N —FNEBII A —a L — g VEGRIZE SO TH Y | SR TIZY
BT DGR L2 1 K 2 ERRRRE R A BRI R o TRy P U — 2 B S e & TS
n5 2, ZfbELBE, G & GOMEDFEEBIERFMET S DIZEPece b, 37,920 BT,
ZOFHRED =0 G G ORISR L < e oTz, THITRB D E AT

W ZEaEapRLTWg,
10° . [ 1 : ] , ‘
Concentration of Si0, 13 g/100ml
Excessive rate of sulfuric acid 1.15
102+ Temperature 25°C s
10' F i
_ 36060 s 34860 s
< .
= 00k . .
° o G
CD _ " o
107+ GO s |
0° e G
102+ . o -
o
®
1()'3 | | | 1 hd ]

1 L
10° 107 107 107 100 10° 107 107 10° 10*
w+A [rad/s]

3—14 MY B YD T NAIBREIZ IS T KRR R O B BRI
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FRIZ, X 3— 15 X7 LA BT S U YL (U BE=5 g/100ml, pH=
10.87) OREFMEREE O BEFIEEZ R Lz, Y ABENS 2250 W% TIE, GL Vb GDIE>
DREL, WHE & BRERIEFEL TSI b, REHIREM 2 -7y VIKEETH D LV x
%, 10,050 1% Tix G & G OREEIKFERELMTA D 10,350 1410725 & G G % kiE
D, YAMBITN~NER LTEWE D, 18,770 B1RICIX, GORIERBIKFEHEIZIZL A L7220,
AELOBE LR EITL THDZ ERNhD, b7 LRI 10,350 IR IT A RS n Off
ZROBE, n=0.63 Lz, RA—6)LV 7T 7 ZNAKIT diZ 2.76 L7320, WHEMHES V5L
WZOWT HHEBRBFEDNE DB o Tefy MU= EENERINTWD Z EnfEf s,

103 T T T T T T T T T T
Concentration of SiO, 5 g/100ml
o2 137705 Je pH10.87 )
Co0 o Temperature 25°C
100 o _
(o]
10650s 10350s
< 10°F ' o * .
o ° LR of
= 101 ° o 10050s .
(D [ ]
® ®22504
107+ o‘e % 3
o Ce
(o]
103 o * o ® il
[ ]
10-4 | ) i 5 | ] | ! ] | |
10° 10° 10* 10° 10% 107 10° 10" 102 10° 10* 10°
w+A [rad/s]

3—15 MREMT U B ND T NAVIEBRRIT IS 2 KRR oD B R A7
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WEWER 2L R T2 M LTH GOREITXARETH Y . [ 3—16 (Tixs ) VIR L bR
FROYEL R LT, YL —FVEEBIFICR LD GO LA OB E I, 7/ ERRIAE G
LaThHy VI —FAEERBRII AN EN LR35, No.13 (U ZIRE=15 g/100ml,
FiBsmEIZR=1.15) & No.16 (3 U H =13 g/100ml, fEEBEE=1.5) OV VIEBTLH L.
SRR R 2D L OO T ALRERIZIZER U TH ) V=T NVEEBRFIZEIT 5 GO E b T
THDHI EMTN5,

Lol LA m o—8ic X o TEll L7z F B —B Lz b o T, & U DR Ll
FE TR A B2 5 IVINDRL T B TERR L 7= NEHEE D A — T 2 L13HB ISV, DX D | 7L
R R T 7 o RN K D A NALD A B = X ARBICE, BT EMABHD LV D,

103

Concentration of SiO,

13 g/100ml

5 Excessive rate of sulfuric acid
10° |—o—1.15

—0—13

—e—1.5

101 Concentration of S10,
15 ¢/100ml
Excessive rate of sulfuric acid

——1.15

G'[Pa]
=S

Temperature 25°C
1 )

1 1 ' | 1 | 1
0 10000 20000 30000 40000 50000
Aging time(s]

3—16 HBIESRIEORLEB Y LVOFNVALBRRRICBITS G
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3. 4 #5

AT TIZL U IS INDTNACA I = XA DT N — 7 )VE5 2 BN 3 5 ik
E LT, BIROREBMREIEICER L, BA20ESGO T U I st LT v oW ZE{b & 1R
R 272, ZORER. LRI M5,

(1) I N—=TNVERBIC BT 2Bt o#EE (G, G7) o bR A2l Z A bmz2E
FT LI HEREIC LD ER LT UACBREREIZ S AL R K v A LR 72 2 BR BN R &
776

(2) WEM YD WIETBES Y BV X0 SIRBE T bR &SR3 2 Enony ., pH
23 9~10 OFFETIE pHITEWE EZF AL BL 2 A BE RN R S vz,

(3) ZFbldfRiIzR T 5 G L G ORAEEKFAERE TIX, FVEFRRICALND GE R or
B A RMRAME R DL, BEMES Y Y AT LT n ik 0673 20, HEMEL U
YIZONWTIX 0630 L2 o7, ZE D, BetE, EEOS Y YL EBITN—a L —Y
a VEERICIE S W SRR o TV B 2 E MR SN KT ORESIC LV B L i
DHEREFENR NI R 572Xy MU=V B TH 5 Z LR I iz,

(4) GRITMERLED T ALOFEAFRTH Y . YV —FNEBRIZR LD Goaiis
EHROMEIL, TR BRI ERE S RD T LR ENT,
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FATE ) NIJILDTIVEHIE

4. 1 #

([

WOl 3ETIE. YUY ADFEREE LA P —IEIC L o TR X, 7RI E D IRH]

(FALBISRE, W) ZE L. Y NVIRESRIEE OBREBE LIz, ARTIE, 7/
% W) 2 BRI L Z B3~ 2 FIEIC OV TREHT 5,

1Tk 9 U R =R OB AR LT B AR REEAITH D
KU U Bk (PSD D5k e LCOMERH 5, PSIOREHIEEZKA4A—11R LTIz, Y7
RS Lo TRl v U 0 v % 6 L/dﬁ/wmAwg% (1T SE 2RI K TAIRL
O ERALE Sk IRA LTI ET S Y, YL OMBIT T bR UL RS E 1 e i)
PEZARES T DI TONAEIETH 5, HIZA ML LAWY L ER WO THIUL, Y 58 CTIRREE
fes U h Y L ERET U LV, LasL., PSI OREERI & L COREZ @D 5 720120F, ATl £
TOEEEE R TR L2 HDRERAIEDL I NN ELRD

YFE R

\/

Aging AT AT 2 AR

ML 8%

l

BIEREO ) TRE (15%)
DY F1V 0 Aging

PSI

Xl 4—1 PSI 0% itk

4 4—2 (2 A U R A T e 7 IR R LTz, SEES SR T i o kA
L CHRE S D0 & %59 2%, kbl U 0 YL EIRG LTz PSLIZ. & U RF 2B LT i
FoT. SOIZEmOEELR A ST, BB CH S AT v Y BRI ORE A IRIEAE 2 1E V%

.69_



JEEE 9% PSI ORHERNRICHIENDH D Z N TFRIND Z b NG L Y LD 7 kit
OREABREHONIT D LITEETH D,

4Wt%0)i€ﬂ:kk_£% ig‘“:kk_ﬁ%lﬁ/&&
BRE1%HLY VIhEFEIVRE

e Do
#&IZ10m LM

Bl 4—2 PSI OEHENE

U IR ORIET L OEITORBEIT Y B, pH ITIKFT 5, mlERY Ve MET D
ANCARREICAIRT 256 RET2 ETONMEEZD WROZ A I T E2E2 D, LEL)
ZEiE FERE A E X B 1EDN ) TR VY BRI OR v U — 2 B OETIREL A HI#ET 5

Eb 5,

Z 2T, ARETEAPIRLIEC L 2 7 WAL O RS 232 2 L 2 A E L Y T8 TUS

wmCRE LY V2R R LIS D7 R Z LA o P—lEICL - TiRADZ L L LT,

4. 2 ZFEEAEZX

421 U B okl fGRERE
OB MTERLE LT AR — & Ll O T Y FE RNEHT £ - TLE L 7=, Wil o
Uil 14.8 m/s, T ABEY —ZMOWEIZ 13.2 m/s & L, > U B Y L ORiEEEEISIE 1,15, P
SiO2 PEFE X 15.46 g/100ml & L7, ®igE L7 U 4 v o pH OFEJHEIX 1.07 TH -7,
BELTI-2 U BV OREEORM L 2K 4—3 127 T, 2 OREILE XRRERH (SV—10, A
&D ) (X > THE LI, 2 v — S NEBEIR 2 D570 TR . ER LY V& T
W2 E TCoEMT2E5HErE=F—FT 2B THW,
70 -



107!

y T
Concentration of SiO, 15.5 ¢/100ml
Excessive rate of sulfuric acid 1.15 1
- Temperature 25°C :

Apparent viscosity [Pa * s]

10000 ' 20000
Aging time [s]

B 4—3 U B VRS ORSE ORIEZAL (F SUMKERE FHCHRIE)

FIRERIEL Y VBERS, S UMY L OREN 6, 8, 10 mPa » siZ/e o7z & XiZfTo7, TD
L9 2R RE EE R OB E VR, AFZETHIWZ LA A — 2 — J 0 3% XRUREEEEF00 1T 5 2SR IR &
SHEX DI ENTED, HRBEOMELK 4—412, Y NVOFREMEER 41 1R Lz, A%
DU B PEEEMN 10, 8. 6g/100mL 7D L D2, VI A AU agiok (IR, HUIKE ) &
T IENREE 2 N % . OO T AR A A L 72,

- 1) ~%E‘/(
YFE R B K 7 iR

TR VDA A LA A — 2 —THIE

Aging >

K E T i3

\ 4

X/

Aging HE1771

HERE D S 1) 7 R 0

U 1/ v Aging

FIR U o7 bR %
LA A —H —THIE

Ll

X 4—4 U B O 5 IREME

.71.



#4-1

U BN OFRERE

(FERED)VAH
No. AR FROZAZIY

B E[g/100ml]
22 10.00 - -
23 10.00 A7 3K VIVEHEEEE
24 10.00 AF K | JILDOKEED 10mPa-s DEE
25 6.00 AKX YIEHEER
26 6.00 AF K | JILDFEED 10mPa-s DEE
27 15.5 - -
28 8.00 A7 K VIVEREER
29 8.00 AF K | JILDFEED 10mPa-s D&E
30 8.00 AAIMK | JILDIED 8mPars DLE
31 8.00 AFAUREK | VILOREL 6mPa-s DEE
32 8.00 Wik VILEEERR
33 8.00 i B VILDOKED 10mPa-s DEE

4.2.2 TIALBRO VAo o—3i

U A DT NAEfEE LA A —% — (Rheologia A-300, /L7 T2 ML) ORE TR EHI
TEE T ITENRORE MR E S X 0l L7z, No.22-26 D U 4 Y )LD 7 )ALIBFR L E & Bkt I E
WL TRZ T2, Z0L ZORAMWEEL 20 1 THIEZTT- 72, No.27-33 DU I vD 7 vk
AR XERREFHMERIEIC Lo T A 72, 20 T DEIX 10%., FAEEX 1Hz THIEZTT- 72,

.72.




4. 3 EBERBIUEER

BIYE 73U AV csk L, U AIEEEA 10 g/100ml £ 7213 6 g/100ml (2725 £ 9 IZAK THR
L= 3B o Z ALBRRIC 1T B E R IRHERE O R 45 (g, RIITRGERIZS U ViR
FEAS 10 g/100ml & 725 X HCBE L2 U A Y A ORERBIMA TOR LT,

XU DIC Y BIEEEA 10 g/100ml O U B Y IUWCERT S & Y FEKIGER TV Y BRED 10
g/100ml & 722 X 5 1cfliE L= Y v (No.22) & Y LB # IR AT > T 10 g/100ml & L7z
L (No.28) DF AALBIAAEREIZ 120 23722 o7z, LarL. Wi#H O 5 VLB Y VRGED &
BEZF BB THIZLEEZAL, ZOTOOBEICRERERIRWEEZ S, THITH
LT, YLD 10 mPa - s 12725 £ T Aging ##fT S THR L=V /L (No.24) D7 Ak
BERIZ RS 2oz, U B A% 6 gl00mlIZAIR L7z84E (No.25, 26) bRIROMEEZ AL
728, 10 g/100ml (AR L7-L L0 b, BIEOENT LD 7 MEICE DR RIOENKE { 2o
oy O DS, FNAALBIERERIIAIRE O U BREMEVIZE X A I Z OEWIZ & DR
EZITRLTWVENZ D,

101'I'I'I'I'I'I‘I'I'I'I'!'I')'I'
No
o 2
o 23
o 24
& 25
— 10°h 426 g
w
<
=]
g £
2 3 7
= A
—— JAN
=
g
&
< i
Temperature 25°C
107

PR B PR IR T T S S P (PN AT (U N S RN NN NS S SN N )
57071520 35 30 35 40 45 350 35 60 65 70 75 80 85 90 95
Aging time [h]

4—5 FIACRERNCRIET VU B YNV OFEREM O ZE

.73-



U AN RTIIT Y RN T T 0 o EE L TR Y, KRN EZE L EVICHEES LT,
U B RREED < Tp D LRI OB B30 | KiAOFREGIZ LDy b U — 7 OFRGHEE N R
KD LEFEZDOND, YNVERELCEBIOKTHRL THE Lz U REICHE LI5S
Y PRERGE THRIE LIREDO Y VARG L2356 () (X, F5E L2 RO 23ZIER U
EIRDTIZDYNND YY) TRLA DOEREIZFE CIKEETH 5, Lo T, FIUBEERIITITZ & A L2
BZHohnianenwad, — 5, YRR DENCERE /IR T Aging 21T S 584 (X
Fib) 1. mREEZR S F TR - ORAIC K DMER R S b, ZOMEIXY LomIC L - T
BEIND b OTIERY, LoT, APREEEITomE LTHEBE T TRy N =2 BN R L
EAT L2720, ZAERFEINEL e b Z Ltk s (X4—6),

Y

|
i) lew
2808

n
b
OoéD
090 |
Oooog%o water Oo%gg?o
0Q,000Q Aging time
090
OO0 00 O

4—6 TALEEE HROZ A X7 OBHR

.74.



U HPEEEA 15.46 g/100ml DV L% 8 g/100ml 12725 K HIZRAeD ¥ A I 7 TRIZE D AR
LIEBRAD A NALBREREAPR 4—7 128 DE TR LT, Y ERELFEZICHERLZV Y DYV
(No0.28) iE. § 7% n/4 1272 DU & 0 # /L LRERIAS 157,700s & Kb b A7z, KEEEAS 6, 8, 10 mPa -
S o T & X ILHFER AT o720 (No.31, 30, 29) 122\ Tik, & /L{biFii]IE 98,198 s, 80,370
s. 69,950 s Lkwoh, FRTDHZA IV IBRRNEEFNAERR R L 2D 2 &N 5H, A
ROLA I TBNEE L) HEENREVIRESEL 20 | BITFOMER LV ETT L7207V
ERRL 2D LWV A D,

1.5 ; ; . . : I : . . . T ; .
L No.
[\
: : ! ——27
®)
0 X Podd ™ ‘ 29
A oA
X 4 —a—30
K ) P o
1 2 ——31
— I Q 2
=] d
< A
=
e Q
FA
[Z ) PAN
L \ \
0.5+ i
AN
r <] Q A
AN
Q
AN
Q
I AN
0 1 R 1 !

o 05 1 15
Aging time X 107[s]

M4—7 VB INAOKICEBERDZ A I T RRIETF AR ~DEE

e

FIACICE S L v P TRENE R L) 20D, KIEOMITERK L 2V METE 2<% D,
SF O AR EIC 1T 5 O OEE, Bt R Ko 7= SV OREBIC 2 D LI T & 22 < T2 b
— 5T, FRBNEE R RT COEIER S AU BIRA D Z LN TE D, THE D, TR
LG DT NMEBRIZB T 54 IV OPIEELEFET 513 GL GCOTHD 6§ MV D &
D b E R GOH DGR RV,

.75.



ZZ T, AEBRO GOREREZK 4—8 IR LIz, YIL—FIVERBRHIZIT Giiale R 2R
T, KX, YVBEERICERZITo722 U YL (No.28) & Goaiis ERZFH Tl
Too DX A I U T THRELT - 72 s L TE, No.28 OV uizst LTIl Lz R T
fHx o (FW#H) TRUE, I, YAV EFRT L5240 FREBVIT ET ALRERERINEL 72
HTEBGMb, SYN—T RO GO E I, FROZA I IEL T, R— DX O# T
REINTEZ N FREEDZA IV T TIT>TH Y V=T NVEBRICA LIS GOEE)XFE T
ThHEWND T EBGD, AIEDH 3—16 TiL, 7 /HERFPEVIZ E Y L — FEEBRHIZ RS
N5 GOEE BRI/ o 7288, FFIRIEIL Y v — 7 AR RN 3 B % 5 2 57 UL RER 2 )8
T&E5HEVWR 5,

G'[Pa]
2
[

A ((t's
KA

"MAA ,LA A‘A“" 2
- A L

—0—29
——30
—+—31

Aging time X 10™[s]

B 4—8 v UBINOKIZEBHFIROZ A I T RRIET G~DEE

.76.



4—9 123V HPEEEN 15.46 g/100ml DY L (No.27) & FiBE T U W% 8.00 g/100ml
AR LY L (No.32, 33) OF MALBRRIZEIT S 6 %R Lz, RuEEZICHE THR L7
Vv (No.32) D4 ALEERIE 102,790s, FEEA 10 mPa » s IZ2 > T AR L7z /v (No.33)
O NAVEERIZ 83,6558 Th o7z, MM THR LIZGHE AR THR L2 & & LRRIC, AREREZ
T84 Ik >TEDRDFNACRERIN R D Z LB gD, K4—T 0 No.28, 29 DR
CHWEST AL RUAA IV TRICEBECHRLZEETH, KTHIRT 2 L0 bl THR L
7139 WA ACIZFR N v b, B Y B LTIk, Yo pH 2MEWVIE E 7 AL RS 72
5, KCHIRULEV U B Y A0 pH ZEERO Y L L0 HE< 20, BB CAIR L= 1o pH 3
BIERE L D IR R D, 0D, RICEE, RULAA IV I TY/VERRLTH, KEHWE
A Ll & AW E TV LR R 5,

1.5 H
No.
—o—27
——32
2 —0—733
164 4
=
s
o
0.5 .

' L f s | 1 ' s L
0 0.5 1
Aging time X 107 [s]

4—9 VU BV ILOEBIL DHROL A I I BRIET T ALEE~DZE

.77.



X 4— 10 \ZIZKE 2 ITmiE T U BIREE 8 g/100ml IR LT & & 07 UElRICET 5 G
Zoo LT, BT BUEE R IR TR LIZBE 0 Y v — 7 VIR O G Ot 2 F# TR L,
Bl CAR L 72 b DIZK L CUIRB TR LTz, MIRDFZ A I 7 ERmM LT V@ pH 235 Ak
BICBERLTED ., YO pH BNV V=T NVEBERED GO X (2S5 L2 5, FiBE TR L
72V WiE pH MEL 20 Y N — S NVEEBORM bR o> TV DS, ZIUIEEMES Y B vizksn
T pH MEWIZ ET LR RS B L0 ) Tler DFEFRE —ET 5 7, Y L — T NEBRFIZA LI

5 GO FROBEX X, WmBETOY LD pH &2V B REIKET D,

G'[Pa]

Aging time X 107[s]

X 4—10 ZNAALRERNCRIFT U A ADOKIC L AR E BRI L A AR08

LIEDOERFERL Y, #4207 L5R% O pH 2558 LI-FREMEI. 7 U bR of#Ec 4
HThBHENRD, SN—=TNVEEBIFIIEZ s GBI BRI 528X, BT L oIREE
(U B PEE, RREREEISR) \EF L, ZRLATO 7 AR O BRI RGO L S It/ x5, L
DL, ZHUIMEMEZR L T Ao LAr U—PtE L LTRERERDALNINE NS Z LT
BHY . BRI ND TN~ BIIIA BN LETH 5,

_78.



AW TIE, LR ORIEZ B LT, Y FERIRIRTY Y VL 2 BERIZK E 7230k

BECHAIRT 5 2 LIc L AP NALBBRA~DEEL Lo P—HIEIC L > TR A T-, ZO/R. LLTFZ

ERE T Lo

(1)

(3)

YUY NMEKTERTAES. FRTAZA IV IIBREWVEE, FRT HRENMEVIZE
FOACITEL Ipotr, T, FRBEDO Y VOBEENMRIZE, Y VEFRTLEZA I TD
BNAERI~DZERENKE LS RD 2 EBNREINT,

SUHY NIRRT ) D ERECHERT 2 5E K CTHERT 2 L0 bR TR 58 F<
Al Ui, ZhuE, Bt U B Y M B TIE, YV OBTEEREVIE E S B e
AVEDT=DTHY B THERLIZIEI BAKTHERT 2L Y0 pH MEL 25729
ThbH, 2KV, FRED YLD pH 2 EBE LT A HFIERIER S ALR R ORI A TH

60
SUBINDY =T b D GORMAR LT, VIV EFRT L5 4

IR RN IIEFE T Y — S NVEERBERTO Y OV ORBEIIEF T 5 Z LR S
i,

.79.
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5T VYAVIL/FLOELIAOQDS—BEEFILIEETIL

5. 1 #&

Inj

HIETIET VI NDF IR VT O E LT 7 oItz LA o O—RrE ORRFA
b0 & FIAEBTRRZ 5] L7z, 7 bEAHEIC R RN S RiF DRy N T — 2 B %
N—al— b UTRHBINT 22 L3 T& e, =77, VAR YP—REOENTIIHEZ bh/an s
EEDENNSH D Z EbmrEnd, T A D= X LD O TDIZIE, ) TR OREIRE
TNV ONEREEZ EEBETOBLERD D,

YA ORELNIMEE I 7 0oy, BEROICBET 2 L2er7rn Y —BRE V), BETF
Bro—o b LTEFHEMBEN KT NS, BRAEFHMEE (Transmission Electron Microscope
Ve, TEM &E<) (R OBk -0/ /e £ 0 X 7 o EOBEZICHW G D 39103 708
CETEYTTENLTBIET 20T, RS 2 0ETH D, ARTITAR PO Y B
BFEI—Rrv—MILoTELEDHML T WiEEER L, YO TEMBlE23 5, £&
R FFAMEE (Scanning Electron Microscope LAFE, SEM & <) 1TEST 4 v A, EHELD
BloI 7 oEsBET 5268 TE5%9, LnL, B8R E BEEZRMTHOILEND D
T, KESOEFELZFSIENTET, LIELIEZ by v aplB 2w Lo RETBET 52 L
(Zh2 %, Bl CIHMEE 2SS4 T COBLNHE SEM BB H DM, KEBALESNVOWEL £
DEFBERTHIZLIRPEVRECTH D, REBKROBEIIIRFEBEMEE (Atomic Force
Microscope. LA, AFM & EL) ZHWAZ b ATH D, ¥ v B 7E—F AFM (T30
K bx ETRBISERBLIFUNA=TERIEL, WU F LA=D b bR O M & g
t32H0OT, RKET (BETERL) TORERTE D, o, BPErZzH0WLZ LIk D,
AT CORBOREMBENFARETH D, IFE, W FLA—ZRESERBLEEL, REOY
HELFFICHEZAZ N TEX HERM 7 0 — 7 H%$E (Scanning Probe Microscope (LAKE,
SPM & £<) BEEEN TV, ZOHEIN S FLA—DF v BV TDIRERFE L vy T
WENVOMMZEN D, KROBE I ZHMICTHET 2D THY, LA A—F—IZ XD RBEERE &
HROFEE L W25, SPM iZX > T U S NVEKE EOBNR R AR TEIUL, RimDOkL 1

.81.



DIFEFRELBETE I D EEZILND,

AKETIE TEM IZL > T/ U BT OREEZE 2. SPM I K> Ty 7V ORERE
EEEET D, i, EIBEIIFLEFTMMEBRBIZIBIT 2 VA U —FEERKEDEL T+ r Y —
BENO/ONTMAETIZ, YU DI NVOTNMMEETVERET D,

5. 2 ZREAX

U I NP ORI FIIEREL ) HiEE TEMIZX > TBE L, YTERGETY U DEERN
15 g/100ml >V B/ V28 L, KEER 10 mPa-s 12725 £ T Aging TS Th L, K%
MA TV APREE 0.02 g/100ml & Uiz, FRL7T U I 0 OWRiE & RIEER THAE I8 T,
KHPBFEOIZRBEICH Y bLTz, By b LEREIWCT—R o — bR, U R FOHRHR
H—RANFED LK ERORE, E LYY Whi+% TEMIC K-> THBE LTz,

7 Atk ORE O K EIZ SPM THZE L 72, K 5—112 SPM OffiE/~ L, X 5—212 SPM Ol
EMOEE &R Uiz, #H L7z SPM ZBEEEF RO SPM-9600 TH YV, I v F L A—DB{EIL
EAFIvr (BybBry) B—RFREERLE, ZOF— KT, Vo F L= HRER B
TIRE S E RN LRBEREZEET S, Vo FLA—EMRRBHCESET 5 L IRIEN TS L
ZRIAL, B FUA—DRER EIZRD K OICAF Y F—TLETICB#EES, 295 LTHAE
OEEFMOEMERHG L, FAVREORES ZEGRIT 5, IbIZ, FAFTIvI7E—FTE &
YFUN—RENEE NS T LN IERE R 2 B0 L. £ OIRIE & IIR(E S o0
VF LR RO OBNEZEIGT 5 Z LI Lo T, FIVERREOYIEDEW B3 BT
— FZBEIR LTz,

ﬁ%btvUﬁfW®vUﬁ%§Hﬁmmmﬂﬁﬁ@\%%@ﬂ%ﬁkalﬁkbtofw
RERE D SRS CIREZ 25CIZR D, SPM BIIE=ER CITo 72, /LRl D SPM BE2i1Xth
FRTNACER., T b D 17 K%, 45 BRIt 72,

.82.



FF2

F=h#ES

2R
T—R/\woE K

AxAr—

XY ER &) [a] &%

<aAvaY LE—F>

mere=NJ T T
N2

X 5—1 SPM O3 EAERL

I\/\—/\/\/\/I FL—RZLAND

ERTD

<BAYVEVTE—F>

*\.—7,?
% E TR S0

EETD

X 5—2  SPM OH|E s
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5. 3 EEBERKEIUBE

5.3.1 E/NT4uT—BEORE

SNHROT Y IRAEHHFE LT IEIC L > TR L, TEMICLZ > TBIE LR EX 53
R LT, BEAOELSN Y AR FERLTWS, RHFORTF—L L0, U ki OELITEK
nm BETHY, ller WRLEZK (X 1-8) FORT— )L EFEA—F—ThHd, YV ILHOR I
SHNCEE L TVDEIICHRZ DM, Xy hU—7 LIERS L5 eiiETmMR c&ian,

5—3 TEMIZL-TBIE LI Y B Ao ) BT

.84.



I 5—4 1% U AR 13 ¢/100ml, Gl E= 1.5 D4 TlE Lz Yy un 7k LTz iEd
DA HONT KON A SPM TRIZE L2 b O Th 5, PR L7z 3—=1E 500 nm TH Y |
Mg cRENTWS, 22T, 10470m O S & s L, 0 nm £ Tl z2 ~
Wb, ZOMED, REPFELTROI EIEONEN, ZHEUYROZ L ThD, LA, &
EOBENNV Y BRI FOAELZRL TCWARNWZ EREETH L, B, SPM IZF v X b LIZF IV
REHZOWT, ML B, BIOE FREL, £F, A EBRWEBIRTH L Z 0300208, #ilx
FE (A1) OISR N (F130720) STl cE vy, SPM OZDE— KT

DOME WRIOMME R TNEET T, MEOKMNATERWI ERHLNTH D,

(R T e R 0.00

500.00 nm 1.00 x 1.00 pm

5—4 SPMIcko>THEIZE LYY B/ NFKEOMIMER

.85.



X 5—5 (XlFEk DT U BV LK E SPM OMHHE—RTHHLE L0 TH S, KTIEAWY (A
L0V EANEEBNWI LR LTS, ZORIOFMEIIEE ICERLINTZ O TIERL, AD
ARG Tl SN2 b DO TH L0, ME D AW REIZ R > TWDERFRDLMND | 2D U D
KL 23872 > TWDIRBEZ R T2 b 0 L fillfrE b,

1
500.00 nm 1.00 x 1.00 ym

M 5—5 SPMOMAEE— RNIZE-oTBIEL- ) DX AFEROER X EH

ZIZT, MR X AR S ORBUTHEFE LM TH Y | EOBE TR "B, ZofER, Foi
FTCHRVY BRADOFEERLTWNDEDONE NS ET, BIRTH 5,

& T,

1) SPM CTHEUWE Sz b Z AT, YU R Rd 5,

2) ZoOREtO YU BIRET 13 g/100ml (=13%)THh 5,

3) RMIZBWTH ZORE T U BRFBIFET D,

4) SPM THEX HALZeWIE E/NS ki 13 R 35,

EWVIORET, BGEEIET A2 & L Lz, MTHREOWRERSIERSAIRIC > TnD, Z Ofmifb

.86 -



R, AN D 13%I12 % 7= 5 ikl £ THPIREREH TR UL 13%URRIFRAL 2D K HIC LT,

X 5—6 MEIESN-REBRESOERERLIZLOTH D, Firnfia L, Bt nm o4 —4—
TAAEL TV AR AR R SN TV D, ZORNTED Y v E TEM TBIZE L 72X 5—3 @ 50 %
DAF—ITChHHTENLENNDE LI, VIO R FIEIREREEERE 2D ZTHHAR
v NI — 2 B L CHAHICAE L TWD Z VD, 2 2C, bk L7z )ofuE CHER LT
SPM THEZ HALZRWE E/N SR I EBCIIFAE L. 2R BRG] 2 i35 & 5 18o7
NoTWDETPREND, B, MAURPEHET 2 2 L RKHEMTHELTVWDLDR L, TV

2k LC LA A= —CHIE Sl & O iR 22 it O HBL A G TE R0 b TH 5

1
500.00 nm 1.00 x 1.00 ym

K 5—6 SPM ONAHE— RIZL>THEE L2 Y B ARIEOR SHHH - ({ERETER)

THFTHRLTE SPM oifgl, Z/U bk oI 2 8lE2 b0 THDH, RIZ, 7k
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