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This research was carried on as a part of the study on the synthesis of topaz (Al,SiOF, |
(OH),-,). Mixtures of SiO, and Al,O, gels and AlF, specimens corresponding to compo-
sitions Al,SiO,F,(OH),_,, where z=0.0, 1.0, 1.5 and 2.0 were treated at temperature
ranging from 300° to 2200°C at pressures ranging from the atmospheric pressure to 70 kb

using squeezer and girdle type high pressure apparatus. The heat treatment temperature ‘
was measured by a platinum-rhodium thermocouple inserted in the specimen chamber or

was estimated from the relations between the temperature and heating power imput at \

several pressures. Minerals in the treated specimens were identified by the X-ray diffraction i

method, the infrared spectroscopy and the microscopic observations. ‘

No topaz was found in the heat-pressure treated products of the mixture of x=0.0. |
4 Under 700°C, pyrophyllite, corundum, and «-quartz etc. were formed as the crystalline
phases at arbitary pressure. Kyanite was stable at pressure over about 30 kb at 1000°C and
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above 35kb at 1500°C. Under these conditions, sillimanite, mullite and silica were obtain-
ed. Above 1900°C at 40 kb, liquid and vapor phases were found.

In the specimen of x=1.0, topaz was stable at pressures above 10kb at 1000°C and
above 30 kb at 1600°C. Under these pressures at the respective temperatures, mixture of
mullite and silica was obtained as the stable crystalline phases. It seems that topaz melts
incongruently to corundum, liquid and vapor at temperatures from 1700°C to 1900°C at 40
kb. Liquid and vapor phases were found above 1900°C at same pressure.

In the specimen of £=2.0, it was obtained nearly similar result in comparison with a
case of £=1.0, but a stability region of topaz was expanded wider.

Maximum size observed of synthesized topaz was about 0.2 mm long. The color of

topaz was slightly transparent.
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#HE (topaz) XX YEERESM TR L, ZOMKEN
X ALSiO,[F.(OH),_.] T, X@HEn#ERI X
KFRRCBL, SEBHE Poiwm Th5. SIO, FHIE
IS L, 72 =0 ARFIF 4 EOBFERTL 2 ED
(F, OH) BL#v, FMFERTFIX1ECEEL 2ED
TAI=ULRTFLEAL, (F, OH) #FHiZ2@Eo7 Vv
=V ARFOHB I AL L, BAHgFPic4 ﬁ%&‘é
L. RARIZTEME BRIV RS~Z A b P8R, &
f, BRA, RERLEEME- TERTS. AHTEA
7= Z A MCET Bk RREARS & FELEMRLIE
£THB.

Si0,-H,0 HZiz>vTix Kennedy?'?'®, Tuttle &
England® 5z X - THFESh, BIEIXEEE VY 5,
VY AH T A BIORHELE DK~DEMEER 600°C,
1750 bar OF&METFT THIZEL, Z0# LD BETTHR
LY. % 3F X [ R OYEREFEE 2000°C, 2000
kg/em® DT THE L. ALO-H,0 RizowTix
Kennedy® 3% 400°C, 2000 bar O&HTF T, 74

k (gibbsite, Al,0,:3H,0), # A 7 xK7 (diaspore,
ALO,-H,0) $XU =T ¥ A (¢-ALO,) REDERE
FIREZHE Lic. 1L 3BICEER, RROLERRZ
Torkar » Worel® 234 L7z. £071% Kennedy” (%
600°C, 40,000 bar DT TRIFRIZ 2V THIRE L7z.
Al,0,-Si0, iz > Tix Clark® % 1200°C, 40kb
ST CEA (sillimanite)-EEdhA (kyanite) OfF
B % #4% L7z, Bell®, Khitarov &35 4 IC A -
ESa-#4n (andalusite) o 3EE% HEL, % H
FADbETANVA (mullite) DREFEREZRE L /2.
Al,0,-Si0,-H,0 ZizBiL Tix, Roy & Osborn' i
600°C, 2kb % ¢, Kennedy ;% 800°C, 50 kb * Tm4
BT, P-T gz L. AlF,-Al,0,-Si0O,-H,0
ROV TRVEERHESA T REVE ) THS.

AHFFEIX BET icBir 5 AlF,-AlLO,-Si0,-H,0 %
FHOHED—TRL LT, RROEBIHDO—2THS
HE (topaz) OFEEFKL, WEBET TO EZORE
FRICOVTOERER L HET 5.
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B, AR ERRVASATVEVE 5 Tdh 5.
Coes' Iz &L HBRERZ AT 900°C, 20 kb
DEHBTTEERZERL TS, FMHALZ LIZHL
TRV,

HBEREE LTHYZLDIRKROBEY THS.

) 7TAI=v AR HRSEREERBRTYI=Y
LEKRIZERLIDL, TUoE=TKTHEEZIED, B
Bkk LTaxbhic K vg 110°C TERELZLD. Kk
ik 46.2% Thoic.

i) EERR  IRSEEEmECESR 2 ok & 82
LTxbhizs/vE 110°C TEELZLD. K53 6.6
% Thoic.

i) HWHER  HREREAERL TAVI=Vv A EH
WT, TAVI=ULDARSE: D) RX-TH-T.

XRERTORER, D & i) oF i ticEfR R
Y, BEEW TH-7Tc. TOEMBEREEREE K-1 12

(a) silica gel

(b) alumina gel
Fig. 1. Microscopic photographs of starting
materials.
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T, ERIT 100 (5TH5. ZhbHBEREEZH 51T
HEEMAL, AlSIO[F.(OH),_.], Tizbb 2=0.0,
1.0, 1.5 BX Wt 2.0 K725 X 5 IIERFASG L. DT
& & DOFEREE Foo Fio Fis BXO Foo LEET.

3. B ¥ B

Ry AF—RIL H— FVEEEEBE AV, BiER
50kb, 1000°C T, #%#ix 80kb, 2500°C £ TD %
BT CEREIT - 2. MHEDEIMIER X WESA,
BENGR S22 TR B 2fit- 7. EARE
LIEASA I2iE Bi, T1 XU Ba OB EZFIAL,
BEERREICIETER 7 e A -T A2V EERETRHV,
BFIEEL-HE13% rYTARIUVHE 5% vV
U L-A4 - 20% v Yy LRENERCT, EERHA
A L.

MEXOFE S IEIZ—/5 Hanneman ¢ Strong'®, 3
X8 Peter » Ryan!” Df%iuﬁéo TfTolc. A4
F—HEFEEZACZHE A R ATV VAR T

(R 6.09x4ME 13.09 X EE 0.3+0.0l mm) ZF
HL-RAEREZ A%, £BEHVT, F— FVER
FEEBOBAIT FOEAK 1mm < B0 ES O
EAREE L LTI, XRETTE, BHEERE, i~
SHESIEDTER EIZ X » THYDOREET-72. EA
LiEmEEREEE, AEE +1kb, £6°C, BERHAICE
STREBHEE +1kb, £10°C XYV Z5Td5.
¥ H— FABEIEFEEE T 4 15kb PIF T, ES
V&Y ERETIER.

B, AEREERA /A ¥V —HEEEEBED S 136
50 mg, H— FABIEFEEBOEAIRA 120 mg v iz.
FERE OVTHhOBA D ALK 18~20wt% FREE
T, BlicH 8l okEHIEIT, # 194l BHFIZHRM
Liz:

B L b, REHCRBFIOKSBEET H72DIC,
—FEOKBERLEZELZTIVTHS Y. REOFTEEE
BROFThoOEBOHEL M 1.7;g/cm® THofz. F—
FAVEIGEER TOBEENORBRIZET 5. &5,
WEBCTOERTIE, A7AF—BTR IV E2HEHR
L, »OKERDOKDHEETOERTHZDT, Wik
CEKEREHZERL Ty 330 LELLNS.
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4.1 RUA-HFEEBERWEE

4.1.1 FEBEORTE #E (topaz) O ARKITEE
LT, ¥TEHERMZMAZLREbHOTERERILT
5. ThEMDDIIME L LR O RFBZEL
BETCHRRBILPAETHS. ST TCREFOHER
TR EDe. ERICAVEDRX Fuo B8

, —EES (20kb) TCREL AL ZBESE
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Fig. 2. Determination of an equilibrium time
at 20kb (Fy., sample).

7. BEARE, XBEREBXCEMERSICE-T
KRG ERE Lc. 20REE M-2 T7T.

H-2 ROHELPEL ST, ARRIEEN 600°C LI LT
I (R A 1 BRILL L T Tlc 3E (topaz) ASHE—
DFERFTH 572, 500°C Ty 15 BEEILL L, BEL
B+ BHEOL EONBE X H ThHho7. 5000C, 1K
[#, 400°C, ) 8Wr AL F LAT T, $7bb BARU
TCIREEIIEREY, o—AK, 7774 b (nacrite,
AlLSi,0,(0H),), 16 Al(F,OH);-H,O 7z & 234K L7z.

Al BiLoETIX, BHEXPEEREYT, o
FEB L UERA (kyanite) 2L bFhicdtdkLiz. &
NoREEZEADRESD, H5VIXEOLRMLT T
WEREMLE LTERLZDOTHS 5. TOEBL—IEE
EARREEL & E x T 400°C, #9 8 e}, 500°C, 1
PLEAE T E, KEEECELTYS3 b0 Lt Ebh
3. EEOESRRFRHICIEZ D OB X 1 BEORRE
i, B EFEEEET TRFLZ.

HREEH TR ERELET 2 LEENERLS
FVERDBSH B 7D Fug, Fio BV Foo 3Et05E
AL, ThOLHREFEIDPEL LI ST, Fuo
AEOTARFR X V) D RFBFERALETHS 5.

4.1.2 ESEBEAROER Foo Fio Fis B X
U Fo.o B2 BEARLIERE £-1 TR

4.1.3 XigEHR#ER RBEEEXKREREELZH
Wi, EREmoOREICIE ASTM 7~ F 2FFLE.
FHIZHEE (topaz) X2V Tid BEEMA L LT EREEA
ERAEMRICLZLOBI VT 7 P NVEERD XHRE
HETV, 2o XREHRHESEI Lic. XRET
HERO—plE K-3 ITFT.

®-3 (a) RIERREAERERAGD X REFTRZR
L7ebDThH5. HERRFRERTHEDT, TORK
#x d=4.11A (hkl=110), 3.69 (111), 3.19 (120),
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Table 1. Experimental results.

Exp. Sample Tm Pressure Time Products
(No.) (£6°C) (+1kb) (hr)
104 Fop 400 20 26 a-Q+Di+»> (?)
101 » 500 20 25 Al(OOH)+a-Q+>> (?)
102 » 500 30 25 a-Q+Di+») (?)
108 =~ 550 30 24 a-Q+Di+»» (?)
108 » 600 30 10 Pyro+Cor+V (?)
105 » 800 20 23 Sill+a-Q (?)
25 Fo %0 0 12 M o O
233 » 425 20 10 T+»a-Q+>» (?)
203 » 500 20 3 T+»a-Q+> (?)
208  » 500 30 3 T+>-Q+» (?)
217 - 500 40 7 a-Q+)DT+X>Kya+3) (?)
235 o~ 550 10 5 T+»a-Q+>»> (?)
243 » 600 5 2 T+ ()
241~ 600 10 2 T+2a-Q+>) (7)
2%~ 600 20 2 T+»a-Q
209 600 30 3 T+2a-Q+»» (?)
25 = 600 35 7 T+2a-Q+>» ()
216% 600 40 7  a-Q+>T+>>>Dixelite
206 » 650 25 3 T+a-Q+> (?)
240 700 10 2 T+ ()
2129 & 700 20 5  a-Q+»T+>» (7)
2139 » 700 30 4 a-Q+>T+))Coesite (?)
207 » 700 32 5 T+»(?)
204 750 25 2 a-Q+>T+» (?)
25 800 20 1 T+a-Q(2)+» (2)
218 =~ 915 20 2 T+ (D)
310 Fis 400 10 12 T+ (D)
311 - 400 20 10 T+ (D)
308 500 12 10 T+ (D)
3012 » 500 20 3 a-Q+MNT+> (?)
3059 - 500 30 3 a-QENT+ (D)
302 » 600 20 2 T+»a-Q
309 » 700 10 1 T+ (D)
304 700 20 2 T+ (D)
307 » 700 20 10 T+ ()
3069 » 700 30 10 a-Q+»T+M») (?)
315 ~ 750 20 5 T+
319 =~ 815 10 2 TP
409 Fip 350 10 24 T+Da-Q+> (D)
403 » 400 20 20 T+>a-Q+>>Kya
433 =~ 500 8 3 T+Ma-Q+»» (?)
410 =~ 500 10 10  T+>)a-Q+>»Kya
407 - 500 20 5  T+M»)a-Q+>» (?)
410 » 500 30 5 T+X»a-Q+>»> (?)
412 - 500 40 5 T+»a-Q+>»> (?)
432 - 550 20 3 T+2a-Q+M» (?)
416 » 570 20 5 T+»a-Q
478 - 600 B 2 T+
475 » 600 10 2 T+ (?)
418 - 600 20 2 T+OM» (D)
476 » 700 5 1 T+» (?)
425 » 700 20 L =LTEDD (D)
471 700 30 1 THOMa-Q+2) (?)
429 - 750 20 T MR
453  » 800 10 1 T+»» a-Q
435 » 800 20 1, T+ (D
a-Q : a-quartz Cor : corundum Nac : nacrite
Pyro : pyrophyllite V : vapor T : topaz
Di : diaspore Sill : sillimanite Kya : kyanite

? : unknown mineral ) : pressure doubtful

3.04(022), 2.99(121), 2.94(112, Ei&#d), 2.36(023),

2.11(

123), 1.67(232), 1.62(143) X TRENS. B
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EORZVCEHNS 20=20~40° OfficE->TW3.
(b) 1% Foo 3B (No. 101) o DT, d=6.11A
(hkl=020), 3.16(021), 2.35(041), 1.860(150) 7z ¥
DEHFTRBRD bha Z &b, a-Al,O(OH),(boeh-
mite) BERLTVBZ LB o7z, &Y OEE
ICHREEASA X\ BT d=4.26 A(hkl=100), 3.343
(101, Fraf, 1.817(112) R EMEETHII L, D
-FELEZONS. EPICLRODOEFEIFEL
Tz. LALZIABRVTFRLREN NS WIEDIZRIE
HEgThoTc. (©, (D) BFvFhy Fp, RE No.
240, 235) D XKBEHFKTH 5. HIFZAKBHEED
EiffER L. T bTFrTEHEBELICEEKL
W EFER L ED bhvic.

Zhbix (b) LFERR FERARFETD-. &
FRABAEEOEI#HE —B L. Tz d=3.34A
DEFBPEIRCHRLBOONE T L1 b, e-FEL
Zxbh3. #5353, Fi, REOHEBR»D E2
i, e-FREFBELT, TV =T 2583 o8
ELTHFELTHEIVIETTHE A, EFRAHE
DIZRDONAENP27DTHS 5. (o) & Fo, B
(No. 308) »HDT, (©) & [l # ICKHHPEED
Bl # Th-72. (), (8) ik F.o 3F (No. 409,
475) DXHEHRTH 5. FIFRZEED BHHEIE
LLTERDOBN, b, «-AEDEIFHOEEL
Twie. BEIKEIVBEEO LD TH - 7.

4.1.4 BERSBE ARLEZREZ H52LD
by v— HERE VT 2000 rpm o [EERHE T
DEHEBLNEE LIz, FOBRTXHBREREZIT, &
E (topaz) DA E—ISFERE, BHEEE#To72.

HEORAIEREH, HEOLOPKRELT, &
NCHEBEEELERSRD N, BROKES
ZFH L TR 30~50 2 BBET, HEARIEEESR
TREL, FiTiZ 0.2mm ITET B3 LD LFEELE.
X4 zz0—flEwT. F.o REZECTAKkLE
HEORGEIX Fio BREX VDb LY RRhEL,
KREREB P HREFERSCIEEEEOREROAE
SIS B EMERLE.

EEEROBREIVEVAT, —EOERE RS
Mol ReE LTSRS LED b,
—REICEARET b DD IR o Tz

Fo.o BBt ZAVIEHAR, BRLX 5 IcEBRE&E
TTCREEIAMRLAEL .

4.2 H—-PFIREBERAVES

A7 A F— BEEERE Tk 1000°C LL ko HiEa
HETHILY, WEOBECERPOEETHS 2
»iZ, 1000°C LA EDARICIE ¥ — KVEEEEE
Awviz.

4.2.1 EE?@EE Fo.o~F1.s ﬁﬂm%é‘i*ﬁ
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Fig. 3. X-ray powder diffraction patterns of synthesized samples and natural

topaz from Naegi (Cu K,).

EEAT RO, BEZERTICHRBIEDR bKSEE
TEDEFEMENRDS. Z D2 F-5a) KRLzE
Bk - TEEARKET-72. F.o RBOHAIT K-5
a, b) ovFhrzHvi.

FERIZIZAL - 10% v Py A REAY, ZOHA~
BICHEPEDASRTIER LIc/MNEF 2 — T EHFAL
7z. BBHIZDF 2 —FTDPA~FEL 2. RBFHE,
F2—TORREBREETHE L. MF 2~

L EH&10% vY Y A REEEL OMICIZFE CRARIETE
HLlz. ThidkSDBEBDOIDITRS F 2 —T 4D
EREMOERZTARSDTHS. T aAL - 10%
v Oy ARBEE VDR X VEETAR LV D
Td5. & VEEREEARTSEENEF 2 ~T 0k
X, ARBETh TV, £72F = — TR0 LR
REREAZEALHENEES . ThIXBEAKRTS
L, EFhbEMENSoIcREERSEL LY, Eie
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¢) Fs., sample (No. 407)

|

—r—
(a) (b)
1: small platinum 5 : heater
2 : sample tube 6 : thermocouple
3 : metal disk 7 : pyraphyllite sample
4 : sample holder

Fig. 5. Arrangement in the high pressure
specimen cell.

FEHGERADESF D EAVE L WedIT, BEKEY
PB—FED “Lb” REZELTEL D, BT, AZR
ATz, ZORDF 2 —THORBHFOKZB AL 0T
4 74 PMURBRHE~NER LIz THHH . Rt
bR fa7 474 MEDKSDBEEZEIED I2dIT, KN
PHIAKSBEE LD TR AL Bbihs.
Fo.o RBZACESARRHOBREN RO bhiz. T
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b)’ Fi.; sample (No. 301)

d)’ Fi., sample (No. 433)
Fig. 4. Microscopic photographs of synthesized samples.

b, KFEEER F, BBE F2— TP~ FHE
LTERERA L 25, BEKIZFRIC “Lb” R
ZY, BT, BEPEDLNEZR, F2—THOLSREE
BRSBTS E CHRRER, ASBBD LAV
TeEWD, N4 uT 474 b BLOKMIBALTE
WESThDE. LELFa—THoRBHE, Z<bT
PKREBOLNARWBEDENBZ LMD, L a7y
74 MDOKZH, F=—T4 (BEEMER) ITIFBALT
KD THA5.

U ER#HERGERBPCHRALRCEETH B, #
ExE ACTEE AT = — T IZBESRT OB R T
S®Te. BEYRICNESVEERILAEVTw B 2Bz,
ZOLEBELTAA 0T 4 T4 DKL RBEEADR,
BlozhBEfL, BEYCIBEDEEENENOZ
DNEDVLPHL TR Z L b, RRBHMEI~ERKL
T3 LBbhotc.

BRBEER &) &, MNF=—T0EER, &
EARBIE LR BBBEVES, TbbREHRDK
AP L TR VBRI L £ 2 bR B RO E
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Table 2. Experimental results.
Exp. Sample Ti?t?:aprmme Time Products Exp. Sample Tt’?tt’i:e Pressure Time Products
(No.) (§®)] (kb) (hr) (No.) (&(9) (kb)  (hr)
508 Foo 800+25 30+2 5 Kya+V (?) 722+ 1700£30 104 5 Mul+a-Q+V'(?)
502 » 1000+20 40+2 4 Kya+V (?) 711 » 170020 20+2 5 Cor+L+V(?)+>)T (?)
512 » 110030 30+2 5 Sill+a-Q (?) 713  »  1700%30 30+3 5 Cor+L+V (?)
504  »  1150£25 153 5 Mul+a-Q(?)+V (?) 724 »  1800+40 5+3 5 L+V (?)
513  »  1300+30 402 5 Kya+V (?) 706 »  1800+20 20+4 2 L+V (?)
515 .~ 1400+30 20+2 5 Mul+a-Q+>»Sill (2)+V (2) 723 » 1800+30 30+3 2 Cor+L+V (?)
532  »  1500+25 10+3 5 Mul+a-Q+V (?) 725 »  1800+30 40+4 2 T
503 » 1500450 40+3 5 Kya+V (?) 73  »  1800+20 505 2 T
520 ~»  1500£60 60+4 5 Kya+V (?) 754 »  1800+30 60=5 2 T
522  »  1700+25 40+2 5 Cor+L+V (?) 732+ 1900+30 20+2 2 L+V (?)
523 »  1700£50 50+3 5 Kya+V (?) 733~  1900+30 40+5 2 Cor+L+V (?)
542 » 176060 104 2 L+V (?) 763  »  2000=40 302 2 L+V (D)
554 » 195060 20+3 2 L+V (?) 737  »  2000+50 40+3 2 L+V (?)
536 ” 195060 40+4 2 L+V (?) 743 ” 200050 506 2 L+V (?)
516 » 200060 504 2 L+V (?)
528 - 2150460 6044 2 L+V (?) 805 F,, 800+ 2 latm 10 T+a-Q+Cor (?) +?
84 » 9002 ~ 10 T+a-Q+Cor (?) +2

623 Fio 120020 5+3 5 Mul+a-Q+V (?) 806 » 1100+ 2 10 Mul+a-Q+>> (?)
628 o 12025 203 5 T 816 » 110010 20+2 5 T
55 & U2 Adal| (B RN\ ; 810 » 120020 5%3 5 T
611 » 160025 10+3 5 Mul+a-Q+V (?) 801 > 1300+ 2 latm 10 Mul+a-Q+> (?)
601 » 1600+15 20+2 5 Cor+L+V (2)+>»T (?) 812 » 1300420 20+2 5 T
602 »  1600x20 40+2 5 T 815 »  1400£10 52 5 T
615 » 160020 50x2 5 T 813 » 1500£30 103 5 T
624 » 170015 20+2 5 Cor+L+V (?2)+>»T (?) 819 »  1500+20 20+2 5 T
618 ~»  1750+£20 40+2 5 Cor+L+V (2)+>»T (?) 803 ~» 1500+ 4 latm 10 Mul+a-Q+> (?)
620 - 1750+25 503 5 T 814 - 159%+20 20+2 5 T
610 ~» 175060 60x4 2 T 826 ~» 1600£30 10+2 5 Mul+a-Q+>> (?)
612 »  1800+50 543 2 L+V (?) g3 » 1700£20 172 5 Mul+a-Q+») (?)
635  »  1900£50 20+3 2 L+V (?) g » 170025 202 5 Cor+L+M)T (?)
630 ~»  2000+50 30+3 2 L+V (?) g0 ~» 170030 30x3 5 T
626 ~»  2000£50 503 2 L+V (?) g3 » 170040 403 5 T
742 F,, 100020 10+4 15 T 824 » 1750£20 10+2 5 Mul+a-Q+>) (?)
712, 1200+15 1022 16 T 818 - 1790£25 302 5 Cor+L+>)T (?)
718, 1200£30 5x2 5 Mul+a-Q+V (?) g25 » 180045 5x3 5 L
705 ,  1400£20 15+5 10 Mul+a-Q+V (?) g1~ 181025 10x2 5 L
708 , 1400£25 20+2 10 T 817 » 1820x20 20x2 5 Cor+L+)T (?)
716,  1400£20 30+5 10 T 80 - 1800x35 303 5 T
709 ,  1400£20 40+5 6 T 86 - 1800£40 604 5 T
700, 150010 10+4 8 Mul+a-Q+V (?) 843 » 190030 202 5 L
726 » 150015 15+2 10 Cor+L+V(2)+>»T (?) 811 » 190040 40x2 5 Cor+L
721 . 1600+30 104 8 Mul+a-Q+V (?) 832 ~»  1900+25 602 5
704 ,  1600£25 20+2 6 Cor+L+V(?2)+>»T (?) 839 »  1900£50 705 & T
715 160025 30+2 6 & 840 ~» 195040 30x3 6§ L
719,  1600+30 40+2 6 T 844 » 200050 50£3 5 L

Mul : mullite  Kya: kyanite ~ @-Q:a-quartz  Sill : sillimanite =V :vapor  Cor: corundum T :topaz

BT, LT 2 —7HORBROKSEROH T
P LTz,

422 SEEEFLHER BEBEARMREZ R
-2 1R, EEE L EHEEIC OV TR EORER L.
4.2.3 $HORE

4.2.3.1 X BEFZER: X REFOREE 4.1.3
LREILTHB. VYU wFA b GEE, ALO,SIO) &k
L5414 b (LIVA, 3 AL,0,:28i0,) & D XAEHT R
%3 ERTIEOCHERILUNPE TS, YT A
Mcix d=4.56A (hkl=101), 3.19(021), 2.93(121),
1.980(231), 1.958(222) IZEHFANHEET 5, 274
MZIZZED b, —FATA MTid d=2.40(310),
2.19(211), 2.12(230), 1.965(221), 1.857(140) IZ[EHF

BNEETEN, YI=FA NCRFELERY. T0Z
L bEEOGHOREIARETHSH, LrLIhb
OEHFROBERCTR LRI KEL BT LPD, @
SEOR BT ER EEEETS - /<.

AFAL REV YT A4 FORBICEALTRVBVED
Wiz X - TfThbhic. Keyser'™ 1% 20(Cu K, #D
2R 69°~78° DEDEHTROMEDERICE o T WED
¥E #{Fo7c. Scholze' (XiEfD clliDOFb Y IZEER
LIEBBEEORBREND LT bV Y w54 FORSR
OEEOAHAMEEZHM A L. fCaiEx (281 &
(521), ##Fix (210) & (120), (420) L (240), (252)
L (6522) ¥ THD.

—% Agrell b Smith™ XKz Bk BIREI T

————



344 J. Ceram. Assoc. Japan 18 [10] 1968 H. SAITO et al. 20

Table 3. X-ray powder diffraction data for Ole ®
mullite and sillimanite ®
Mullite (3 ALO,+2 SiO;) Sillimanite (Al;05-Si0,)
@
ASTM10-39¢ ASTM 0238 ASTM 10369 ASTM 1-0614
== TR SO T S i o TR -t
d(A) I, hkl d(A) /I, hkl d(A) I)I, hkl d(A) I, hkl O
5.38 70 110 5.3 40 5.3 70 110 5.34 33
4.56 30 101
3.78 20 200 3.73 50 200 | t l : ;
342 90 120 3.41 71 3.41 90 120 3.42 100 10 % 430 T % A
3.39 100 210 3.38 100 3.3 100 210 3.37 100 20 -
3.19 10 o021 QO : d-quartz @ : sillimanite
2.93 10 121 b) Fo.o sample (No. 512, 1100°C, 30 kb, 5 hrs)
2.88 70 001 2.8 25 288 70{}% 289 50 o
102
2.69 80 220 2.69 51 2.67 80 {305 2.69 50 3
254 90 111 2.54 60 253 90 112 2.55 83 &
242 70 130 242 17 2.42 60 130
2.40 10 310
2.37 10 310 ©
2.3 10 021 2.0 30 {32
2.29 80 201 2.29 24 2.28 60 202 2.28 17
220 9 121 220 75 2.20 100 122 2.20 100 131 " . | | 0 i
25 %) & 0 20 30 40 50 ¢0
2.12 8 230 2.12 29 55
2.11 40 320 210 7 2.0 60 230 2.11 42 O ksailis
SIS 01 ¢) Fuo sample (No. 503, 1500°C, 40kb, 5hrs)
1.980 20 231
1.965 20 221
1.959 20
1.916 20 040
1.891 50 400 1.885 9
1.868 .50 400 1.87 40 040
1.857 10 140
1.81 70 311

1.836 10 410 1.837 12
1.829 60 312 1.83 33 140
1.815 20 410

ZHLsnWT, AFA bV )=+ A MOBEBRREN

L, MEBRORMERASSOREILE » TOLTED B B e B o) BN, SO i

KRIFFETHS L BE L. L THEHEDORMEAR

‘%%ﬁ& () ﬁ) BRIV ay/by—co/by Eﬁﬁ‘:i’lﬂ%
L.7%,
ZDDALATA PV Y=FA bORIEBIRELLTHE
B (4.2.3.D THRIMRMEMTECE - TRE L. "M‘M/
XpErERO—f % M-6 TR T.
H-6 a)~c) X F,.. REOBEESRED XHREFX
©h5. a) Tix d=>5.38 A (hkl=110), 3.42 (120),

| | | | | |

o 0 20 30 40 50 80
® 26
° ® e) Fi., sample (No. 618, 1750°C, 40kb, 2 hrs)
-] @
®
1 - L L l L 1 1 1 I )
0 20 30 40 50 60 10 20 30 40 50 60
20 20
O :a-quartz @ : mullite @ : d-alumina
a) Fo.o sample (No. 532, 1500°C, 10 kb, 5 hrs) f) Fys sample (No. 713, 1700°C, 30kb, 5 hrs)




21 THE EEd»

| | | | | J
70 20 30 40 50 €0

20
g) Fi.5 sample (No. 734, 1800°C, 50 kb, 2 hrs)

20
O :silica @ : mullite
h) F;. sample (No. 801, 1300°C, 1 atm., 10 hrs)

20
O :topaz @ : a-ALO;
i) Fp.q sample (No. 817, 1820°C, 20kb, 5hrs)

L I | I I |
10 20 30 40 50 60

20
i) Fa,o sample (No. 836, 1800°C, 60kb, 5hrs)

Fig. 6. X-ray powder diffraction patterns
of synthesized samples (Cu K,).

3.39(210, Eraf), 2.69(220), 2.54(111), 2.20(121),
1.841(311), DEHTRSTED bNBZ b AT 4 bR
ERLTWe. & 72 d=4.26(100), 3.34(101) B L V*
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1.817(112) IZEHTM S fFET 2 Z L b, a-FHENIE
CERLTWREZ Ldbdote. ZOMOSoETER
BRDOLIEP-72. b) Tk d=5.35A(hkl=110),
3.41(120), 3.36(210, &), 2.53(112), 2.20(131)
BREDEIHRPEETBZ LD, YU vF4 FIER
L, d=4.26A, 1.817 A [zl EHFGASELEL, 3.34
A DEHF#RS ) =541 b ORHRL BE-TVW5 L
B, e-FEBDTHICERLTVE LY THB.
RIS BEIELIz7ed THH H P,

) BAAYFA+ E&A ALO,SiO,) o [H
MLz AL —B + 5. d=4.30 A(hkl=011), 3.77
(020), 3.35(200), 3.18(021, 111), 2.70(211), 2.52
(012), 1.98(140) 7z ¥ o EHfifiix # A ¥4 rDdZh
LILEERETE LD THS.

[21‘6 d) Bl(f e) X F:.o ﬁﬂﬂ%’%’i‘&ﬂ ’ d) T
1t d=4.11 A(hkl=110), 3.69(111), 3.19(120), 2.94
(112, FEksD, 2.36(023), 2.10(123) 7 ¥iz[EHTES
FETHI LMD, #HE (topaz) BAERLTVS. %
DMDOEHHR S BEED ENICREBET DT, HEIM—
DERFERLEZ bR, e BRI LT BEEDQE
BT KRB +55, d=3.49 A(hkl=140), 2.554
(104, EFaf, 2.088(113) ZEEQEHTHUI I N, E
AHEOKESVEIRAREDbh, &b «-ALO, L
BEbhs.

D,2) X Fi; REOEELEZER TH5. ) X e)
LRIRIZ @-ALO; DEHFRDZ R B bhic. £0fl
DIEHRBDBNENZ b, o-ALO; 8 ME—nikE
BEHETHY, BEMGHELEORENOELT, WHS
FETHX5TH5. 8 BIRTEEQEIRICER
T5Z L BHkZ.

b~ ik F., R0 Lo TH5. h) 3EE, 1300°
C TARLIHERTHD, b7/ =7 4 (AIF,) »
RRED 7D KEBR B0 7 = VO HEI 3R TR
L7edd, THIEARMBOEEE P ZL AL EP o/
Ao X BEHRKTHS. d=5.38 A(hkl=110),
3.42(120), 3.39(210), 2.54 (111), 2.20 (121), 1.841
GlD) iz EHFRBSFET BT L, e d=4.26(100),
3.34(101), 1.817(112) iZHEAETHZ L b, HbHIC
AT M oA/ T BAERK L. ZDOflic ¢-AlLO;,
AL(SiFy); 2 EDETHE BbIE b0 b HEET SR,
WFRbATA PBIV e-AEOEH L ERDDH
BV ElRZ LITH LAV, 1) Tik ¢-ALO,
BEEL, ThE Y bETROMBE RIS,
HE (topaz) DEHFMDBED bhic. ) BFHTHE
DEFRICRBT 55D TH 5.

4.2.3.2 FIMRAESHRR: LR 0k oy~

¥) Y =4 OREIEFIMEI I TEOFER Ik L
e
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F4F GEHRR) L5414 F (WA Lo XEREHTE
X BB CRETH > 7. MHEOLEITBOB
D 3.23~3.24, 3.16, [EHRIX «=1.638~1.659, =
1.642~1.660, 7=1.653~1.680, ¢=1.642, r=1.654
TIHEHEICLI L > TV, ZOHiChE L BITECH
HEHRT B LIIEETH - 2.

Roy & Francis®® ZA54 b v U=F4 FoHFlic
IR KITEE BRI L. 0%, Tarte™
LHAVTVS. AT A ME 1178, 915 3 X UF 845cm™
REDOEVRIASRZ M BFEEL, YIV<FH4 b

d) F.,, sample (No. 813)

H. SAITO et al. 22

1200, 960, 888, 820, 692, 581 35X TF 440 cm™ 244
WIRIL AR P ARTEETS. THhREIEIREOHEE
HAHAED 7D TH Y, BERIVHEAMECEZLL
T3, FEREED 7345 670~700 cm™ o ET
Tbh, 574 MEF—2D/MECIBDEVIRIRARZ b
NDBIFFEL, —FH ¥V ~=FA biZ 691 cm™ ZHVEL
WIRIR AR b vhid 5.

% 7= Wiegmann, Horte }» Siicker®™ (X A5 4 b &
VY =F 4 bOYBITH LT, XEEHTE L FRAESE
ST L OO B Z 1T - 7. EH D bRRICHE
GEPIOBANE L UTHRIMRS eI EZFIF L.

WEERE I BE B R eEER (IR &) 2EH
Lz, ¥¥EREAV T, BOOEERS Chofm i o6
Lic. Z0t%, 3k 5mg &Lh Vv 28K 150 mg
Bz, LEAHK, HMERKLZADL 160 kg/cm?* T
IERFE L 7.

4.2.4 BERSEE K7 —fz5T. BROX
FERAZAF—BEEEBORZAL Y LOPKEL,
Kk 50~100 » FBETH 7. 4.1.4 OFER LRI,

a)! Fy,, sample (No. 618)

b)/ F1.5s sample (No. 734)

¢)’ Fsq sample (No. 813)

Fig. 7. Microscopic photographs of synthesized samples.
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HBEEHFEPSVIERY, BEWNEL 3L 5 TdH »
7z. BRIZVB VBT, EREBLEERERL TR
ZrBRw o, BHERRO G 4.1.4 LERRIC
PREEFIITIL, KABEZELZLObBED b h
e

5. & =

A7 AF—5 (4.1.2) L F— FNVERIGEEE 4.2.2)
RV AOBEBEAKERENTT 5 & K-8~
X-10 ok o5,

X-8 1x Foo 3ElD P-T fiRTH 5. MPLHALH,
BEDICERFMET TIX EE (topaz) X ARTE RN
sic. HEHT 500°C LLF Tk oA, FATART
(ALO;H.O) EAmEEHmELE LT BOLh. Thb
DEPZEFTHEIED b, FRENNE JHENHE
BThHo7c. 9 500°~700°C T #{ A (pyrophyllite,
Al1,0,+4 Si0,-H,0), @-ALO, 23&E&AEL LT b,
FreREOKS () OFENBLIUCERIE bKHE G

B0

- kyanite+vapor N

"“"‘pyr yIIIJ
/ o

+

:E; lvw(z)f —_-_ﬂ;Z--

! mullite+silica

Pressure (kb)
S =

)
=

U_|_|,7l||l||I||llllI’I|ll
500 1000 1500

Temperature (°C)
: @-quartz +diaspor +?
: pyrophyllite +corundum + vapor (?)
: kyanite+vapor
: sillimanite +silica+vapor
: mullite+silica phase+ vapor
: corundum+liquid +vapor
: liquid + vapor

Fig. 8.

BEOSNPR®

Stability region of Fy., sample.

1BAI(OH, F)y-6H:0
+
a-quarty
+

50 ?

30 mullite+silica phase

Pressure (kb)
g

O l\oao

2OEDDDDD o “/m
-8
= ’.l.l

L= S0 O O

? 7 wuo 1500 2000

Temperature (°C)
: 16 A1(OH, F)3-6 H,O +a-quartz+Al(OH);(?) +?
: topaz
: mullite+silica phase+vapor(?)
: corundum +liquid + vapor (?) +>)>topaz (?)
: liquid +vapor

Fig. 9.

ERcOm

Stability region of F;,, sample.
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@
=3
T

topaz

| =
£
p 4400
§ b \oo
@ [isaioHF)eHo ¥ topal
& arE-\000 0/ @a
~quarty Vi
-H.8 -t
AR 7 )E T mullite + silica~vapor( 7 ),
il TS S R R S ST Ll T e 20 S

Temperature (°C)
£ : 16 A1(OH, F);+6 H,0O +a-quartz +?
[] : topaz
@ : mullite+silica phase
@ : corundum +liquid + >>)>topaz (?)
M : liquid
Fig. 10. Stability region of F; , sample.
B AR BEETAEH Tho7. # 10kb 900°C,
20kb 1500°C LATF Tz A 54 b (8 AL,O,+28i0,) &+
VA (@-FHE, FPIPTA P BITZIRMATA
b)) PRERETH o7, AXPDLLEFL TR LR
LIRS SHBNEFETHOTHS H . #1 10~25kb, 900
°C, 20~30kb, 1500°C Do fHik Tk Y <=F4 b
(AL0,+S8i0,) PHE—DFERTH - 7z. BT, o-A%
(F7e2L, TOEBTTIRBELL A-FERERLTY
BDTHSH) OHVCEFHRPED b, Thidmd
EERNDERE L EHSMDIDIZ, REHRROBRICA -
TP TH55. # 30kb 900°C, 35kb 1500°C LA L
TRAIA¥FA b (ALO,:SiO,) 23 M — OFERMETH
ofc. IA¥FA MIADEFERCVHLDL, T GBS
QKER) BEETAZLXb2S. # 35kb 1600°C
PLETIE 4% FA b ik ¢-ALO,+{&AE + K40 IC %
+53Lk5Th 5. # 20kb 1800°C, 50 kb 2000°C LAk
OFEE TR+ 5 BSAEKTHSH) Th-
fe. ZOX 5T EBRFFEA TIXEE (topaz) X AT
otz
-9 ix Fo, 3tkto P-T $iii TH5. o HE

Fo.o REIOBALE > TESIREESERL A . B
LB S L 51z # 10 kb 600°C, 20kb 500°C LLFTC
BEEFERET, 16 Al(OH, F);+6 H,0, e-ARB X
U AI(OH),(?) »fEMFEE LTARL, fUCFEENRT
= CETBRAELE L. % 5kb 1000°C, 7kb 1400°C
UTTIZASA BV Y 1 (-FFE, I YV=A
FRBIVOZURIASA L) BESHETH), KL L
TARAPBELTWEL. ThRBLLHBELZEATYS
LEbNB.# 20kb 1500°C, 50 kb 1800°C PLTF Tix
E (topaz) BLEHTH-72. LIV EETEEER -
ALO,+ &4 +IRARIC HMRET D LD ThoTe. TOFEEK
AT b P EEEDOTH CEHTEIRED bhicds,
ZhiIRREHRR LicBaic, EALBEMIOFETE
RLUICEENRR- TRebDLE LB N S. # 20kb
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1800°C, 50 kb 2000°C Pl ECHEM+ &M TH o7c. F
BEHFATREERNERRBIT AL THS. IEE
TTEERERTERNI 2L, BEEELESNTHS
ZLHbis, 5000C TR 5kb L ETCIREECLERE
WLEZADNDD, ARIRED D\ CIZERIFHIER I
Eicdhd, HEPERIRERLP 1.

Fx.s aﬂo%fi Fx.o L Fz.o ﬁﬂ") b5 & ':Pﬁiﬁ
Hy7r P-T gz oD THEME L.

K-10 X F,, RE0HETH 5. ERkEEHE Foo R
BoFEeL AL THEOTIZ TR EKLE. K9 &
T 5L, ABPICHEEFRSEMNT 3o TH
E (topaz) DEEFHA LWHEICEBZ Libhrolc.
Bk L7z & dicH— FABIGEEEE Ve i & 138
15kb LT COARERLR Y DBERDHZTHS .
T DT OHHE TOREFRRDERRZIE - &Y Lic
LbOTRY. 2l BlF2—~FicAdE, Bk
H& «10% =Yo7 2RE Ve T, # 2200°C LLE
CEEZ EiFbhizvwZ L e, SKEEEZARTIHA
i, INBF 2 — T HIKOFEPLETH S0, BiRE
JE (2000°C, 40kb LA E) TiX, BIEN EFSHhT—
"o “Lb” RiEL Y, BRVPECTERVEETD
BT LR EEMNEE»D, ZOREDERGELRVHA
LATIRAR. EEE LT - —7 % L) ERICH X
bh3EBERELEEZERVCRTRERZLEZ VW TH A
5.
-9 & K-10 TR L7c AR GRBR) ZBIFICE
BLTHELN-H#HETHS. Clausius-Clapeyron D3
Z#i3E L7z Gibbs-Konovalow @ ¥k X Z# iV TFEL
7,

( dar ) _ v dH(T,P) @1
dT Jsc=s T3y Vi(T, P)
T T 4H TERE, V ixfER, v k=R, T

RREERT.

F,., Bl0E4iz, SiO, Z4ARBDIENIT BREF
%, AlF, ZHESZ LHRL, BOBOD FHERERE
PERATEDILOLRELK. EREETOKUIOE
RADERS A H ZEADHBLER L. AVl
fEi1x 3T Selected Values of Chemical Thermody-
namic Properties, Circular of the National Bureau
of Standards (1952)  Landolt-Bérnstein(1923)%" |z
X olfe.

21X 2000°K, 25 kb fHEOHEEDLEMME (4-1)
REHACTHETS L

(%>zooo°x, _— 1.0, x 10*(bar/deg.)
Thote. ERMEIE 1.2,x10%(bar/deg.) TH Y, Kik
RUBERBRZ BN,

Fio RBOZERASB EEHTVE0T, Fo &

FOREDOHELE > TORHHL 5. TRDLAD

H. SAITO et al. 24

4dH ZHT3RELEHCI2EESEZZON5. KD
4H 23+ 3 EHZE

%4
P["’(T)
J' P
‘La(r)

T P
ERDO L 51 LT skdiz. Bridgman®™ i3 25°C, 1000
bar £ Tn H,O 0lAEEZHE Lic. /- Kennedy®®
1 1000°C, 1400 bar % To lAEZ#ME L. Zhbd
DEZFALT, XYV EEREE THS L HO ol
BlEx vz, 2O
%4

ﬁ“[zgzﬂp#:s.«kwl/m‘e’

T
V2000°%, 2510y 213 . 7(cc/mole)
Exlc. 2EL V BKOENVERTHS.

REMA D ERAEM & A D BIIFEAEIEE 3R T Fao
REOFARICHCEDLRILTh 7. Foo & Fio R
BoFa, FEELERELZEEIVC—HKERL
72

LA LERIZACTEE, A5 REEDZYH,
% 7c Gibbs-Konovalow o0 #EEMH: 22V T &5z
RT3 LERDS.

K-8~10 22T, =ZnERERA. #lz2iF K-
10 {22 Tk, # 40kb, 2000°C DEMAET TV oz A
REtET 7 2L, K2 FEESE I—EHT TH
1700°C = THE*BET I, H5EEEELEL. 20
fER HIAM (D) BELHFEE TR, BHEPZLL
Jo. FERIZ LT 1900°C Iz BEZBET LD, =5
UF BRME—DRERETH o 7.

¥7c, # 10kb, 1800°C DELHETFT T v oich 3k E
7 AMEL, #2 RHERERE, F—EAT T 1700°C %
TREETIELER, L7414 ML a-FHER, 1500°C
TIREEPER Lz, RISEESEGET 30O CIERAEZ
LIZFRUERVR, ThbORMEHRIIZ YT b0 LE
z2bh3.

FUHETH 10kb 1400°C 4T T 5 BfEfREE L
7enb, RI—RET 1kb BT (2) £ THREL, 10 B
PRI L7zfER, [ KEABATA e a-RHEITHEL
Tieds, TLOBOEENFEE LK. i 1kb UTF
(2), 1400°C O&ET T 5 BERERE, # 10kb =T
F—EETTMELT 10 BEEEE L. ZoKE, &
E, L7414 MBIV e-FGEIBED LN, ThidHEE
PHATA bl -AR~DEBIT LRV, HiT
LATA ME e-REPC T AERTEE, BEOLE
TR E CUELEMZ L > TERTHLHYULERTLDIARD
HEEPHEEDL 272D THS 5.

Fio & Foo 38 (K-8,9) oF4EbREERIC L TR
L7 ERIT X-8,9 WRLIZEY THole.
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25 TWiE FHEH»

U EDRERNOEEDLEFRTIZY R bOLEZD
5

K-8 5L 2E X 5 e kEE-EE [ALSiO(OH),]
AR TE R o7c. RARERE, Pl X RREARE
Db DX EEEREPIC BEMN L L, ThRDL
AlLSiO,(F, ,OH, ) #NTRENDH, FFhTw
5. E7Eh v 7 A+ Brewer deposit FED DI
1.3 ENHRXEFLTVE. Z0X5ICKREERE
BERICEL OHFELZEEL, KB-EEIRELGAEV
£5TH5B.

#E (topaz) DfEMEMEEY K-11 iRd. Bl
X 5iz#E (topaz) X & VEERRIEH M BT 5. X
Fgeic X SiO, M kA s icEERICHEEL, €
O EMOBA AR OELH TS, Al JFTid44E
» O FFL 2o (F,OH) FLEV, # O FFiZ
1D Si k2D Al FFLiEAL, (F, OH)
2 @n Al JFFohEiciiT5.

VWi, {RizAEE-#&E [AlLSiO(OH),] iz2WwT#x
THB. YIHERSVWTEZIE SiO, @ADL 50
-Si-0-Si- 4 AN 5 b, 1ENRFHT AlOY BIV
Al(OH),* LiEATS. T7bDb

(-Si-0-8i-) + AlO*+ AI(OH),*

Fig. 11. The arrangement of atoms in the crystal
topaz. Large circles represent oxygen
atoms, doubled large circles fluorine at-
oms, small open circles aluminum atoms,
and small solid circles silicon atoms.
The two layers shown are to be super-
posed in the order a, b. Crosses mark
the projections of the corners of the unit
of structure on the plane of the paper.
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2 2{-Si-O-Al-OH}

BAERK [Mg:(Si,0,),(0OH);] iz 2T Kalousek %
Muttart® 3 14 %5 B (724 9 8@ (OH)™ ik 2 @R
Si0, WEFDZFNC, 6 EiXsMUCEBLTW5. §i#H
» OH #rtip O* 11 [/ LU SiO, miEfko O
LRE%ELL, o H 3 Si** o 1/4 oV Iz BIRL
TWw3 LR L.

Fifiz L TH E# aBEzE U, (-Al-(0-1/4
Si)} 2 {-Al-(O-H)} ic@# Lzt Exbh5. Faja-
ns OERIPD, HMERZEZSD L, HiEOER {-Al-
F} o2hiziE:. ok F- A4 o 3 ERRICA
STtz LV ESCL, ZORHERITNPEKR
AFUHFLEY B BT Sic OH- ¢ F- Li3%E
FHEETHHH, OH- OFBHERN I Y REVZD
2, A4 HEORECHF-HE (ALSIOF,) KA,
KEE-#HE [ALSIO,(OH),] X Y bAER LT D TH
55

BROE?bIX, BHELRERERICEAIIBIZLE
{BBDEHLNTHS 5.

ZOWEETI Kb BHL TR/ BRE—F s
£7T5.
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