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Study on Preparation of New Mullite (3A1:0:+2Si0;) Ceramics
(Report 1. Effect of MgO and Y,0: Additives on Sintering of Sol-Gel Derived Mullite Powder)
Hachiro Hashimoto, Isamu Fukuura, Tsuneo Nishida and Toshihiro Hirose

Mullite(3A1,0, - 2Si0;) has been recognized as a promising high temperature structural components due to its excellent
high temperature strength and creep resistance, good chemical and thermal stabilitv and low thermal expansion.

To achieve high mechanical properties for mullite ceramics, a precisely controlled starting raw materials powder is needed.
For this reason, the fine and uniform mullite powder prepared by hydration of alkoxides mixture and calcining the gel and
milling are recommended.

So, we selected the Chichibu MP-40 prepared by the sol-gel method as a starting powder and studied of its sinterabilities
and the effects of Mg0 and Y,0; addition as sintering aids on sintered body.

As the results, the addition of small amounts of Mg0 and Y,0, were very effective for densification of mullite ceramics.
1. #E

554 M(3AL0; - 2S5i0,)i3ReA 1850°C. AR /iIBHROEER T, BUIRIFEUY 45 X 1) T/ CER G THERITIAS . KD
HBHER o BLUF RO XY PE RS S LTRIAXINTE/ D, LU, BERD A S0 MIRIRES (7Y V8
D OBEEXNTU V7T (Ti0, N0, Fely758) AZBRITEATE D B L D5 ZMEFATU /D, £DFRD
AR L QI o Tce LNLAENS, SR » THA SABIEI BRI ESBED L 5 1 MIATHICEREN S LI
10, ZOERDEHAEHOND LS I o7 FHR L5 MBI ALD, &b bEN/-HRME, 7)) iR E b5, JE
B SiC ITVGHd 5 & EAVRANTINA 29, F/o, HFBRIT ALD, Lo, BESMGN., BXUV Y o /iSEBHRN
x50 0, Z0D7HE { OPFEEIC L > THIROBEMEME LT, FRRB 1 C/ 30— VR EOBFHADICAI EIT
EHEINBLDITIE -7,

LA LIEAS, LT MIEESEEOBITSH b ABEEE 95% L1 EOBIRISBEREEVES IT13%9 1650°CLL LD RHE TR H]
NI THURS BLEDH Do £ Ty & DR VRE TRESHEAAERT 272iid. DY T 17 0o XOHRE A
3. DWBOTIMIEINZ 5 HENEZ Shb, 471 70 41 XOFRRILFEOTREESE S ORIEH BT, Btk (7
NaF NIVKHEEILE) PTRBEREICE DB AEREN TS,

€5 3y o AOAEEDA E. B XUBEDTDORIME UTIZEIC N0, Cal, 2r0, X HIT Y,0, 1S &R/ T ITTHRIR(AIE ENF
X fEbhE P, FHT. TNOSOBE LS A bET 1y 7 RTINS 5 LROBISHRIEB SN D, [smail & Vi3 M D
BINCE DL LT FBUADEE & ) HIEL REET 95%LL DRSO S, TOMEI 1000°CHEEE TIZA £ 524 I 51T
EEDOEZATIHMETT 2 E8E LT %, 25 Pid Y0, OBIICE D 1600~1700°CTREE LIc AT A MEEkEED BHE TOBHENK
EIHRNBH B EME LT Do AU Y0 AT A MTRFFT S Sil LRIELTA v bUT LYY — MEERL. Zat
L5 MHAOKRICHARATER L. BARSRSAUTOOME LIRS 5. ZOBERTLT - MIFERICHEL. T SOHTOMH
WA DRATE LT 5, FEREITFAA DHLATIHEITIE S SRS & » THE U 2 REBHHE s, HRRAFEl L TED & DI

*ISHELER o+ o« KPR TS A E L F I

— 229 —



B TERFMRICE H285 1998

%0 ZOIHOBIED T RILF—HHBEN, BIELICC (2%, $70bb, GHENIRTHS, FEES Y2 20, O
IZ& D 1630° COBURTINIFLRFE DFEAROE SN Zr0, OHEMUIZ & DBEE,. BHOR EXRE SN S S8 L TL 5,

CORRICLT A MUV BOBIMPENZ 2 2 &12 & 0 ZO8EEM S X UBMARHEN 1 192 2 E0%ISNTUO S5, £OFM
YIDEITHEIZ & D BFIIDE L3 TN X 3D FRED B 5,

TITHAMIRTIE. LAF1 b5 1y 7 AOBEMEEE LA EEEMNE LT M0, BLU Y0, 22 0EhOMERED
THOBARREICE DB E L5 1 M OE—TSREAMFZEER L. OB, MBSO TRE AT - 720
2. BMELSA bESI YR

T MR IREDAEHT & D AR H 5 ZHDIFE A EFHE LI MUF BASUROBMIE L5 1 MBEXNE L5104
72e REMELS A FOEBIEE ZDOBSE T O€ I DUNTDRB,

2. 1 JI—-¥ik

SNV=T IR BABERD—D T, 415 ADAREE UTIIEANTE A bD T, 47 37 0L 44 XOWHERA b oM
GRUTE LT BRELS RIS NTO B0 MG U Ismail & P2k B/ L~ ILTid, ALD, #8E LT 7 —ALO, A\ =
& 0°COIRKPTHE LIS SRR LR —< 1 b (AL00H) 4T %, HWIC7 —ALOl BUSH LT 0. 06 T OB
M. 95°COEEET 3 Wit L. HBUADR—<A NIIVEES, Fic. YYMBELTITAS FILLY A ZHUSKY
IREMA BEERETHBABIE AT DTN ABIAL S ) VAT Uiz, ZONR—2A ML EL YR NELTA +D
{UFBEREARILITIE S £ 5 ITBA U %9 30 SRR U TS A5 A NESVVATEE LTz, ThE 120°CTKMRRE .
PH3 TTIUEL T SRR LT, COEAENEKAE 1400°CT | BARHREEL. B L TAS 1 MERIL TS,

O UTGREEIN/C LS4 MARIZ ALD/Si0p E/LEDY 1. 55 EALFBGRILITELI L. FREIHIZEA LSS T, T
FRAE 1 4pm, HERERIT 8g/cr’ TH Y. 1650°CT 2 BEHGDBERIC L D HEHREE 98%LL DTS T X B, D Hik
ITHBRBESITEI R M TRAEDOBEITE S LD FlELH 5,

2. 2 T7AaFy Nk

SERT IV IF L FOIVKG R L OB TE B EAFIRI LA bDT, ZOHEICLD £ I v 7 AERE AT B - TX
TRFD—D—DDAU RPN L  FEREN S, B VICLk D TLaFy FONUKSRZL D LT 1 MEEIN T B,
MOETNIFHRELTT VI ZT LA V7 ORFY REFO, SORUE VEHIC, Y UHEE LTAFILY Y r— r 3Ly
ARMRLLISRE U 7V EZTK— A 7 ) =)V THUKREATO LT A MNBMERB TS, & OFiBEE 1450°C TIREEL. tE
TV 3507/ & THIPEL 1650°C. 4 BERHSAR TRIRIREY 350MPa DEFRE S oL T 1 MEEYWELT:,

2. 3 U

HKUHIZ T = 54 MIERES DICFIH SN TE A ETRICHES THBOE ., REEDREROFIA AR TH S &5 F)
ROH%, EES PICLDHUBETLS A FOFRIRSONT S, EEFSIE. TILIFEELTTINI =T ALY FOREFD
FEC YYARELUTHN MrABA FLES B, (EPRREIRILICIES £ 5121 Y PO LTIV a—UIEE L. 60°CIR-
17 =T IKEBARICIR T UIVKHE U T E S LI VAR U TR E LT3, JoMtkE 1000°CTHREEL
1780°CTHER L TH SNSRI T4 5 A, SO S HE0H 5,

2. 4 BB
WRHOWEL, B A S RIS 2 DICBNIHET. (UMD E (DB ThH B S S RIS 5,
WES PICL D RBROMEETLT A MOKOHEINTO S, IWESI. 7L I HEELUTRERTIL I = bk, LY AEE

— 230 —



Mullite (3A1,0:+2Si0.) D&RKICBET 2HFE (£ 1. EEICKRIFTMg0, Y.0:0%E8)

LT 1B FIVERN IS EK. 25 ) —IUER#E L.

= DR J00COBGHRHIE LTI MG L kit
A1,0,/Si0, bt ¥1% 72/28
ORI K A8 5, ZOEEEK%E 1000°CTHREEL L SRR Mm 1.4
= - . . a1 /g 7
4 MEXH., BB 5, Z4U3. 1630°CTREE IEA
7 ¢ BRERE g/crd 315
&8 g FEEES 4000Pa 2R L7, it FoapEs MPa(1400°C) 350
. . - e e Ll NPa - m? 2.7
LI EOORESHEED LA D iz ahT1s
BT EBLL 71 F ORI BIGEE | 1% 107/°C(~400C) | 45
NS DR FAINTOEI BHTH I -k & AR W/m - K 5.2
. _ . - MR At(C) 300
D 5t/ﬁbu:®ﬁ0)1—\7'f ]‘ﬁ%ﬁéﬂ'cb ‘50 \—»n‘i\ m Q . cm >1014
V= FIVEAMDRR & BT BRI LRI S TE HER MHz 1.2
Z FTERED LONTEBIHEEL NS, Table. | Properties of high-purity mullite powder
Table. 1 12/ /V—4IVEEIC E D REEINI LT 1 MK, and mullite ceramics sintered at 1650°C
B L USRI LR P, for 1.5h

2. 5 LFAL bS5y A OEIIOHE

CRE TSV — IV, TILaF Y Rk ik, tihtk, HBEOIREL &ICL - TS RIL, A3
AEBATESYT. ALDy/Si0 MR E AL (ALD,/Si0=T1. 8/28. 24t %) 1AL TR Y 1~5 un OREIHARTH S,

B LS A MK TIE. AL, & Si0 OMALEFIET S - LZEETH D TOBEKROBBIASHEIC T 5, AL, BRHL
B (ALO,TAwt %L L) Ti. BEEKIZLT A b+ 35 V5 LOIFELT, HRTOM THEIIEMRERO O L D& Wt 1000C
PLETIE ALD, ERIU &L D IAE T4 50 SiO, @A (AL0,TL 8Wt96LLIT) DESERIZLT A M 4T XM S - TE D LD
RIS 1900°CHEETHIEDHT 1.5 54T & 5185, BEHHC B T O RBOBERIB 515, T, Sily BN b
O EERTHED T LT 2DIRFICH 5 ZMOEEIC LS bOT, BURINES BB TH T ZMHIESHEFIPL. 75 v 75D
MLICHIS 72D TH S,

LinL. BRI CREIILA S A MERHARAE O TH EOBHEERIT 1650°CUEER EETHB, €I T LHEVERETRH
WILBSER AR LT D, L5 4 POFBATH SRR £ BET 270D, DRO Ng0 P Y,05. Z0, 743 Zr0, +M0 /5
LN B IZ D & EDERITH S 2 EDGEINTIS 0, thTH Ng 13L.5 1 MSROBMARH ., BaAFHE &
ST 2 = S0 FOBEREE TS 2 EHSTE. Zr0, DU TR ORE R H B TORRICLT A b
AKOUWHEAED UL FED 5. Hg0 R Y0, EU o 7B I AN S & & T SICR ERITORAIWHE SN T2,

3. SRR
3. 1 L1 MIKOZER

AR B M L 51 MOHASRI DI OO DTIREME L5 1 MR ERE L, AR LUICEMEL S 1 M
i L — LT & D RSES B A v MYNP-40" . WEATETHY IGIA™, BoMEEIC & b Bt S /IR KN- 1027
BBHHREIC L VSN AR AV MUAN-T2S TH S,

S ODBEDOREES . L URTRAIE L. (RESSICHR &1 2R THR RO E M EBRI LT, €
DRER. NPA0 1IRAED D - & /NS (., MBS B | LR b KX, Table. 2 ICZN S AHDLT A FOBRKES
SO AT, Table. 21085 & 12 NP-40 IZBHBAGHES LB L T bR TOMBHE TS . BN T2,

O DERN SEAZRITIIBSE A MUDWP-40"EANE S LE LTS

— 231 —



B TERFERRGLE HwS 1998

Table. 2 THEREHIBEL T 1 b DTS L UBMHAARE

D (2 (€)) 4
B MP 40 KM-102 AM-T2S IGIA
EENEE (um) I. 11 1. 32 1.69 8.76
Heins (/o) 7. 60 1.23 6. 08 3.29
Bk S IV—4 )V BRI BB V-4 Ik
ALQ, IR 7 —AL0, TIVIZD LIS | TV I o L TILIF L
Sil % agA 7N UR Ta—ALRKYUAH TABRIFIV IFIL Y r—h
BE (g/ar) 3.15 3.09 312 3.15
SR
1300°C 350 370 390 370
1400°C 350 220 370 290
8t (Mpam'/?) 2.70 2.13 2.40
3. 2 FEso#E

KBTI AT A MIBHIT, @ERICEN. bo EBBHRINTOS VL — 4L & ek hre. AL,0,/Si0, E/LEE
1. 55 THABE99. 85%, THIHIEE 1. 2 um DK (B A~ ML NP-40) 20z, IO NgD. 36 L TF Y,0, 12 22 hiiitEe
W< 722 L (Mg(NOp, = 60, 3451 F 2 ) ZMRAHEEL S 99.0%] 5 LURBRL » MU ™ML [Y(NOp); - 6H,0. Bt
AR TR, SHE 99. 9% ) £V V2,

TN BN Ng0 RERCMHET 0. 1~ W% LB LIS R U LRERIER . V,0, 3BT 1. 0~10. Owt%6427%
LAy MY LIEEE KSR UTNP-40 1SR E L. IRSZAHCE IR 110°CT 15 Bl s UIREMAREER LT,

C DIREHIAZ Mg BIIEUHT 400°C. Y,0, BFHIEEHT. 500°C T 2 BERMREEAAT. s Sk AR . 28 L CRMbA & L7z ZODIR
BEREEIIT G (RESYFNS, TCA-50H BiRAY) . BXODTA (EBHEWEREL, DIA-50) %M\ FHEERE 5°C/min TENEhE
w5 500°C, 800CETHMEL. EORRNSXRD (HABFEL JDX-8030) 1 THBREL BILNTTSE » T BDARERL. 1k
LTz 1. RBIRIZASK (v b —8L HDHE) HMUTHEREAT WAOHRERE Ui, BIIRAEL THIEL
T HFEEHHIPIEE ¢ 15mn DEHIZFNT 9. 8~196MPa DFES T THRELEATL Wa 5~5. 5mn DEX DL v hMRIC FHAEI Ui, % 7o
TOFRSENEZ 196~294MPa THKEERR) (W LEM. 5/5— 7L X YSRP4-10W) %4F7c,

BERISRALT A REARBMESIF (T S EWERI. BL<Y 7R, MAXI600°C) % U THILEEY 180°C/h T 1500, 1550,
1600°COBIREEE THIZAL 3 BHBHRIE L. 208, 48 Lic,

3. 3 MEHLIUEE

AidRAHDRIEITIZ X BalE (XRD) RMOTHT- foo MIEICIE. Cuk a BCFINNGEEE 40kV. 455 30nA. X5 745 0. 02° .
T HIRAE] 1sec DRHTIT - co BIBBROAD SHEEISHREERD ST L. BN X EE S 2 BB UTHRGHIEVK
SHARKERNT, TIF AT R K 0 skedrz, BIARDIBNC £ 28U IBRDTIOTES / 2T, BURE A <
A7 04 =52 HOCTHRPEIIE LB Urc, BN 3 LU HE 3 E AT FHRREE (SEM) 20 TEE L7,
BT, HEETR. J SM—-6 10 0%/,

4. HREEE
4. 1 BEERREERRK

ISP EIRS U ARIEAT - o BEE D SRR IR AAT - 720 SRR LT BRI M A IE U e ERIDLS 1 L
NP0 5 KTX CH3\ CY1. CY3 DKM DRIERERA Fig 1~Fig 4 173

BUEHERE B LT > 70 2 LT L DIHTBEHID L5 1 N BUAD ELEERG S L 7= F5M TR DI = 17 T o

— 232 —



Mullite (3A1:0:°2810.) DARUCBI T 2TFT (2D 1. HEEEICKIETMgO, Y:0.0%8)

Fig.1 HREMELSA+OHES % (MP—40)

Fig.2 MgOO0.3wt% FEMLS A DIE S (CM3)
163 -

g % 160 amp 32
3 N 4m}
1 | Ll LS :
lo w LIt
6@ .. iflils =
ar
o--4-f [HH L L H 2 7
: : B ] FERERCIRIINIPRLE oY ISR A1 N I L e . ? %)
B e e
,,,,, —] - 4
2 H e : 2 LUl g
Q.1 1 - 18 ) 100 1% e.1 1 10 102 1002
Fig.3 Y,0,lwt%EM LSS rOMESHCYD) 184 V,0:3Wt%FEMLSA FORESR(CYS)
100 30 100 38

N N )]
L Ve ) REL MM =S

r‘ SA M SA ‘:g :g%;fﬂﬁg)
2 88l lad 14 % 24 ggf.- BE Lot [}l E'ﬁ y 24

...... v

1
s AT SE-LHS PO
RO SN N 18 & vvvvvv OO BN PP AN U I R A I ‘8

[ I

3
SO B 2

&
@l L] 12 40 bl 12
(%6) (%6)
& vl A P e 6 20 ,,,,,, &350 0 I /4 N O I 6 SR ] G SRR I 2 30 1 S 6
e—d/ 8 Bm“/ P
2.1 1 1@ 108 1000 8.1 1 10 108 10208
g 2 (um) 7] 2 (um)

4. 2 B LR EDHER

FIERTIE, BRIEEZR T O DBEUREAE - 7oht BRIEIC L B EIJFEAERSNID T £2TI 2Tl HIT
BRNTT 196MPa TPRAEI L. 294NPa TH/KEERRAY L 7-3kHI DU TN B,

Table. 3~Table. 4 IZHBUIREL TOBERDN SHEE, HIMEHEE, WHERATT, Fig 5. Fig 6 IBNIOGINER &S EEDR
BETRT, LT MEUADINIEEL 1600°C. 3RFEIDBERIC & - TH 2. 57g/cm’ THUHESEE 81% F T UOSERSIZEEIT LTS - 720
JAUSH LT Mg % 0. 3wt %68 L7 DT 1550°CT 3. 0lg/cm® &75 0. HIHEE 95. 01 % & 78 o 70 Fh2 Vo0, THE SwtO%HMIL
720 1500°CT 3. 13g/cr® I8 SUTHIEEE 97.01%E7i ot EBSOFIMIT S LS A bBURICHAT HAHIHEL R
TESHENEATT D0 5. LA Ly Y0y Z8RNTERIN U3 TR THR T 5 12 L0 SN B DIE T4 2MANR O h
7o E 12 Ng0 BAIRRAETIZ, BEEEDN X WL 1500°COBEE TIIIIR E & ICHIWEAI_LF L. It %50 DAt 3. 12¢/cn’
750 HIAHEEEE 98. 37% 4R L7z, 1550°C TSRS L7z bOTIZ 0. 5wt %Ll EDOBHIE T, 15T 3. 10g/cr® D—EEAR Lz 1600°C
DBEEATIL 0. Wt OB T, 13T 3. 13g/cr’ &7 o 7cht L wt%a L7z DT & /e EHTHVEN S I BEIHET
Utco =\ Y0, 285 U738 TIEL 1500°C T3, RIMBOHINCHE > THSWEIZ LS U, 10wt 9674500 L7306 Tid 3. 18g/cn’
ERFRAPTRADMEER U, 1550°C T, 2 (wt%LL EOFIBT 3 14g/cn’ D—ElAR Uico 1600°COBERTIZ 1wt %L L
DEHITIAE 3. 13¢/cn® D—EDNEAR LIch T OFSHEERT Y,0, DEINEOHIN & & HITETF L,

M0, 3 KT Y,0; DEIIE SARIUEROBHETIE, M OGIBHTC, BEO LA, FMEORINNCE S8 OEIIHERIZER LT
B, IR ENIFEEDHRE b X (LTS,

— 233 —



EHIERAUIRALE F285 1998

Table.3 1500°CHER D WE L. HEX K., GE

Table.4 1550°CHERI DB, R B K. IREEE

TARXTFE TERRE L 1 d TARATFRE TERRE GH*
AEE (ENEK| KEK (MNEX| K& nE L4 REX (AAEX] KEK [Snex| K& L 2 L33
(e/ca?) (X)| (&/en®) (X) (%) (X) (X) (g/cn?) (%) (s/en®) (%) (X) (X) (%)
010 2.18 ®.8 .13 67.15 7.9 8.85 .02 CHO10 .48 78.59 4 7711 12.08 10.09 30. 50
lo15 . 3.0 L 18! €§.07 .35 .09 .12 CHO15 2.43 82.35 .54 80.19 13.17 12.34 338.91
Cn030 2.55) 80. 56 2.50 78.80 1. 41 1145 s2.07 CNO30 3.01 95.01 3.00 $4.56 17.28 17.45 43.49
CH050 3. 00 8482 .95 93.04 17.38 15.91 457 OS50 .11 98. 08 3.08 $7.09 18.51 17.00 44.89
X100 312 98. 37 3.08 88.50 18. 42 18.15 .18 CN100 3.13 9. 48 3.04 95.83 18.35 15.96 43.97
cYa1 .75 38.31 71 85.02 14.85 14.00 37.38 cYor 3.06 95. 80 2.99 93.88 17.69 16.08| 43.15
cYoz cYo2 3.12 97.38 3.08 $5.58 8. 09 17.45 44.81
$7.50 95.63
CY03 3.13 87.01 3.07 $5.18 18.42 17.00 4478 Y03 3.15 97. 55 3.08 95.57 18. 48 17.27 45. 15
$7.20 95.34 97.88 95. 65
cYos 3.16 9. 714 3.08) 9457 13.48 16.30 44.38 CYos .14 96. 20 3.09 94.87 18.38 16.88 4.83
9. 34 93.90 95.73 .11
oY1 3.13 M. 78 3.10{ 92.40 18.61 16.70 44.83 CY10 3 93. 88 .08 91.80 18. 61 16. 11 W48
94.38 91.99 93.18 93.18
(1.3 ] 2.01 63. 41 1.97| 8.8 7.06 5.12 18. 05 wix 128 7.8 1. 84 $8.08 9. 97 1.28 i.SIJ

Fig.5 Effect of MgO content on the bulk density of mullite

Fig.6 Effect of Y,O; content on the bulk density of mullite
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