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T LT & TV 5 [4],

=Si-N-Si=  F7- 1Z(=Si-)sN (1.1)
Si

I
ZOREEET A TIEN N 3250 SiXyWEK (XX 0 £21EN) ZfEETH5IEE2FLT
Wb, Bt H 7 Ao O & N CTEH L, (LDOEEZ AR T DRIGMIRO X HIcE£S
nsl[10],

3(=Si-0-Si=) + 2N3 — 2((=Si-)sN + 302 (1.2)

Tbb, 320D 0% 250 NMNEMRT D, 2MiTHsd O 3MTHD NICEMRIND
LT, MAEOEE HBAKETICH G0 KL, U7 A MExmEICT 2,

ZOWRERT T ARy NU— 7Rk E LT, BET T ALE U AT A AR
DEA T T A L g LT, RN BT 5, 2070, T E TITERA Rl ofis
b7 7 APNERE S 4L, RSN TE 72, &MICER 2B O =0T Si02-Ale03 X SiOs-
Al2O3Y20s DL H 7%, TAI=0h (AD) Ay VoA (Y) 280 V5 —FTT R
WCEREZEBANLTHTATHAS D, ZOMBEOMBENNT 7 AIRENBREEET I v 7
AMEFCH D, BILT A% (SisNy) €7 I v 7 ZAORSFHEICHBELTH T AL LTHHA
Sh, BFENR SN TE[11-14], KROH T 2 TEETO® T 2 v 7 ADMRRICHEE %
B2 2720, BREAC T 7 ADBRPEDIX, BlbTrAF LT I v 7 AOMLITEDOSE
2N DZ ERMFFI Nz, Blbr A BEIEREEETHLTED, BET LI =D A
(Al20s) CER{LA v FU DL (Y203) 72 EOREREAIZINZ TR THOI D, LL,
IS OBIEI RS A FORERLICE VIR L @b A F# (Si02) & &bz,
MiEDET A FEWMV AT 7 AL T 5[11-14], 207 Si, ALY e d
A T T A2 O TEL OFEMTONTEY . K 11 R 12 [ITRENTZTT A
INHOMRICE DL D TH D, Y-Si-AI-O-N H T AT DI AR TIE, hEh
DRI DWW TERGH BOBENNIES TH T AR, KPE, MUMEE, PSR R
L. BMERSRITEAD 95 2 E 03D O BT 5 [15],

ETAFEET Iy AORHE LTHEESNTEOG, BEMT T RTENT-T T
AMELE LTS ESERMBEDOT 7 AR I TE 72, #lziX, Na-Ca-Si-O-N Rfg=
16777 A3ZF DIAET Z 2D Na0-CaO-Si02 2 H T AN Y — X LK T A L FETI,
BHTARLVNAHT T AR LIS NAMED N T AT 5, Bachar[16] 512 DFRDH 5
ACBHRZREBEAL TV LEREABEOHNIC > TEESE y I— A SN H EL, 2.2
Wt DEREZEALTBRIZIIE v I —AEENLHEH LY U 7R 30%FEMmETHZ L%
WL TWd, Na-B-Si-O-N 57 ZADRMEL I D/ T T ZAIR T A BET 7 ATHY |
MHEE - AL FRIRAPEICEN TV S 72D, BE PR ESLKEHOME T 7 2L LTHWLRT



W5, Jankowski H[1TNIZDROMEAM T T A FRLTEBY . FOH T A EITHR Y
A TRYE T T A8 560 °CFEJE TH - 7=DIZxf L. 2.13 wt%® N %38 A L7~ Na-B-Si-O-N 4 7
ATIX605°C EFETHETAZ EEHELTWVWD,

PLED LD\ x IR DR A T 7 ADKRRT S IVT WA, 2 OBRE T
AUE, BEMERYICIX, ERNEIC L > TERIES S 18], H O UDIERL L =k 77 7 A2
EHRPE LT SisNa X AIN, BN R EOEFMEMEZMA Ty F L L, E@URMED S
DIFIZAI, Ne HAFHK T TS 2 5ETH L, ZOHETHRED T 7 A 2 FRT
HEOFEMNE LT, Loechman IZLL T L5 & HTW5H[19],

(1) R EHEDT-DICEERPLETH Y, 1750 °C £ TREL HIT D 2 L B3NER
SEbdbb,

(2) T ADBALZET 2 7 DI PHRUTRM R LIS LRI IR 5720,

(3) FERUGIED B DIEMELOFIROHEPHAN R STV D,

(4) W ADEFRIFL 2 EMOTERRON TN D,

LLED X 912, BREALMAT T 2%, BAEMIA T A L0 bEMETEV I WEAH D, L
L. I0HDRICEET S 2 & THRNEIC X 2ERIZ 210 TRECTH D,

LLRns, ZNETIRBIETY I I H T RACEBREZEALET T A, Thbbig
B A AT AOERICRI L72BXIE E A Eev, 2k, BETr A #FH T AR
DOAEENDOMBETHDL LEZDBND, ZDHIZOWT, Loehman O 2R 72 k51[20]
WZEADSW TR 5, #RIAZRINTIRE TH 25 1500-1700 °C 2B\ T, BRZE/LWRIE A
BI)FHOEERRRBIC B 200 8 D T EREIFIC K - THRZR D, 7272 LERZREEHELAN
Bilk S-SR, Bl I D 2IE 0L & CIRANR I EE TV TRetER S 5, &
2T Si-ON REEL, FH D & LT, EEARX T AT X AT —24H L Td
W DOFIRI 2222 8% % 2 5, Loehman ( 1900 K (1672 °C) A ¥ARMEE & L Tk a2 R
LTW5,

SisNu(s) — 3Si(1) + 2Na(g) AG;(1900 K) = 1.016X 108 J (1.3)
Si1) + Oz(g) — Si02(1) AG¢(1900 K) = —5.704 X 108 J (1.4)
Si(1) + 1/202(g) — SiO(g) AG¢(1900 K) = —2.520X 108 J (1.5)

(1.3)X L (1.5)=iz Hess EHIZEAT 25 & (1.e)AXNEL, (1.3 E 1.7 51317
A ELN5,



SisNa(s) + 3/202(g) — 3Si0(g) + 2Na(g)  AG;(1900 K) = —6.545X 108 J (1.6)
SisNa(s) + 302(g) — 3Si02(D) + 2Na2(g)  AG;(1900 K) = —1.609 X 108 J (1.7)

72, 1.3), 1.4, QB)REMAGHED Z L TRANRHELND,
SisNa(s) + 3Si02(1) — 6SiO(g) + 2Na(g)  AG(1900 K) = 3.005 X 108 J (1.8)

1OXBLVAUNKOADXF T AT NAX—=RNRE N LT, FOFEKHPICDBEORESE
N DHHEIT SisNg ERE LS L THMRE L., Ne W R & LTS AMHEAMARN & &R
LTW%, (1.8=UL, 1900 K TITPHAERIZALTWDERY . SisNg & SiO2 B L TH
ZEAELDZEIFIFEAERNT LERL TSR, SiI0 BLV N2 OHE (Psio, Pve)
DIEHHELL FCThHIE, AR DDIMRIGNE Z 5 riethEn® 5, FEBS,. Loehman X
Si02-SisN4 DIRE AR % 2 atm @ N2 F5FHS T T 1850— 1900 °CIZHIE L 7= & Z A, JnEk
HIZ SisNy & SiO2 WEV iR 5 7= DI AR HICZIANFEET 5 2 & 23S L5 (201
F 72 Kohn 5%, (bR U ERD 5 O1FIC AN a-Si02 & a-SisNs DIEEY (2.27- 23.67
mol% SisN4) %, N Z i L2245 1800-1850 °C TIRALT 5 Z & T 2.9-24 at%DEH %
GUBREN T AT T ADEREIT>T2, Ll K 1-81TRT L 9I2, 4.8 at%ll E T
REJED a-SisNa DFER R S 4L, ZIE TREAREER LG HNT, FERREGY F
O SisNys B H BN Z 5 L7 a-SisNy O NN L7 L L7z[21), 2 b o@E T
SRR BED T= DI, RO I T AMERFIETH LR 7 v A TIXMENT A £ T 7
ADOVERNRETHD Z EEZRL TN D,
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23], Tl LT, v Var7iaxs K (Si(OR)s, OR: 7baki k) ZHn=v
VB HT7ADET NVER 1-4 12577,

Y s RS HS5R
7L 812 i
> > =
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SN mksm oo o
S Si "\“\ -OR > \_\\_\ Si o S o
Ro“\\ HO/‘ \\\-\ “e"‘ Y o fo)
OR TT—OH o &
o Si 0

1-4 T IEOET L

NI IAE TR T T A B ER T D5 A 1213, NHs RFAKH . B ELL EoiR e
TMEAT 5 Z L TEEITH[24], T72bb, BIELZERICESBMX DN DHZ L
DMETHD, LIEB->T, BRDOLI 7, HT ARy MU —71Z%F L THRMIE IS
DI AT OMERFITHE Z 21 FAY I L ORERZEICINA T, 7TrE=7 L ZHE 7
REOM TR > 2B OKIEEBETILERND D, ZNHDKISITONTIE, KO
EolzrisnTns(25],

Wil VTSR T NHs #3 AT 5 &, NHs 1357 VEEICREESND, ZOWER
auA vl 26109k E TV T [27]1 ﬁ%méi9L\OH%&®mﬁﬁ6%\w4
AL LTOWRENEZHND, REE EIF5E, NHs XL FORISIZHES T IVER &
BIST %,

=Si-OH + NH; — =Si-NH, + H,0 (1.9
=Si-OR + NH; — =Si-NH, + ROH (1.10)
=Si-0-Si= + NH;3 - =Si-NH, + =Si-OH (1.11)

(1.9 XD, Mulfinger[4]i2 X » T, EEfRME Y 7 A@hiR O MK 233 25 72128
ZEINTWS, £7- Morrow 5[28lick->T%. 650 °C T® NHs &V I OKG %A
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THEDIZ, ZOREBPEEEINTWS, QLI0OROKSITANT /) v T TRIHZ L
DHHENTEY, —RICERTVaxy RETI 2 EEORIG BIZIE, VTFLAXY
ThFTREZHE ) —ATIVEDORIE) TRIDZENMLNTVWD, (L1IDKOLIE,
NHs O BEHAL RS 1L, VA ABEOWFE LR X > TR Z %, SiOz 2B\ TiE, K
MBAKENDD, U7 — by NT—7 BEMAOTAHEZIT L2 ETELH TR S
It Th b EHZz D25, 27],

SHITIREL BT & BEREOEITICME Y RO L 5 RESBENRE 2 HiLD,

=Si-NH, + =Si-NH,— =Si-NH-Si= + NH; (1.12)
=Si-NH-Si= + =Si-NH,— (= Si—)3;N + NH; (1.13)

Brinker 5 I[25113%=(L L7/ V%2 @R CRE(LT 28I, BEEHFENBL T L2 A
HL, ZAU3EERSI2rE 9 (1.12), L13)RD L I RO ESIBBROMETH AL LEZ TS,

EEIZ, Brinker 5[25]1% Na:0-Ba0-Al203-B203-SiO2 fHA%D 3.4 nm OFMFLIEEE, 500
m?g OEEMEZ S 727V EER L, Zha NHs 2 lm¢fmm7m°cmmffm
B D% 900 °C THEET 5 Z LiIck D AMEIYH T AEER LT, ZOHFIEI
1.5-2.0 Wt%DEHZ GLEHA T, [IADRWAF A M T A RH T APMERAEETH
HIEEWELTND, ZOZLIERAUN T AZEMIECTERT 2 ERBEELETCT VNS
LD N TNAENREA T T ZAOERICARTHD Z L 2R LT D, MERT A
FH T ADOEWER & LT, Brow H[29]1%, JEX#) 100 nm O L 7= ~HEOMAEZH T 5
SiO2 % Y -7 AL TIERIL . 2w NHs FFKFP T L7z, Zhick v, 1300 °C
T35 mol%b DERAEFLMENT A FEHN T AEEH TN D,

FMAG8301F Si i CHs 28 1 HEEKEALTCWDIAF AL hFU v T
CH3Si(0CeHs)s 2 & 7 Vil 256 L. 24z NHs RIHR CRWEES 5 2 & T Si-O-N &
TAT 7 ANR—%fER LT, 7 b7 PV h%T 2T Si(OC2Hs)4 2> HAERLL 727 VTl
REICLOT AT AFICASL NIX 0.5 wthlh FTHHDIZ, RiE TIL 6 wtwfeEIZET 5
ZEEHRELTWD, 0O CH3 OB ANIZLHEREAEOHEIMEL, LFD X S 2RI
LoTHHENTWD, MBI L Y 1.149)D K 512 CHs A BLEE L. Si-H 23
%, DK, (1.15)XD X 512 Si-H & NHs UG L, Si-NHe 2T 5, S HICHEL
THIGZEHED 5 L(1.12), L1)XDO XL I ICHEGKISKIEARZ Y, ®HIX 3 5D Si &
A L7k BE(Nitride) TH T AHIZ AL & FHEL TV S,
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=Si-CH; —» =Si-H + (C+H),) (1.14)
=Si-H + NH; - =Si-NH, + H, (1.15)

QADRDOFUSIIRY IR T v OB Z 5 2 LGS TRV [31], (1.15)
XOBIEIE NHs & SiHa 25 SisNg &2 AR 2O G Td 5 [13],

PLED X Hic, YT NEEFIRT D 2 & CREMHT 7 AOERNATRETH D, L
LR, -7 LTI - BEREREICEINL D o O ER EE L < | RRlE & bl L T2
FKOBANENDIRN,

1-2-3 Y IL-FVEIZ K D37 BT ADIERL

VN NAETARV I B E2 S 556, WAV AR S TRV EB LRI T v
RMENAET D, ZHXT NV OMILTEME IDNM# 72O TH D, 1-5 (27 v &g
s EoEoREREOET NVKETRT, ML LTZIENY OF v RIS ATILOZ
WiEA L, 2OoHICEK 1-55@D X H I T L a— LRk EOBEREENR TS, =
DI N A G ST T SR L, K 1-56 (D)DK 5 ICHIALFIZ A = A R &4
Ch, ZORA=AH ZADAE TEREE, 225, VO =R ENH L5720, 7V 2 /L
WZBl-8ED K5I BE DN AET D, ZOBME DN ZIVEKRORS L0 KE W
I, KmElzrs 7 v 7 E2E LD,

EEHHORE EAP T

__2ycosé

AP (1.16)

T

THRIND[82], Z 2 TridfifloL, yixFRmED., 0ikE 0 TH L, X(1.16) XY
WD 7 VOB L O Z v 7 LT 558584 LT, UTFREBEZLND,

(1 MABEEREL<TD

(2 KEENZNSL<TD

B T EBEEOmRLOAERELTD
@ TFLoEkEERIET %

ZORTREERNZ/NSLT2HEL LT, BERAGZEN S 2 [33], #BERRSME T Tk
AT 9 LRI E RO BN R T2V o REEA DB IR0 FADRGEB L0 T
v 7 DRAEZTRIT LI LR TE D,

BRIV DD — IR A # 1-1 (R [38], BRI E L LTE,
B (= )= A 2 ) —)) OBERFRELRIN LIGE (F— 27 b—715)
&L BRSUET B KO FHRE DM MEV Y CO2 DRI 2 W Tz fhi 3 %5 9715 (CO2
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) BN—ETd 5341,

F—r 7 L—7% (M 1-6) TIXEHEREDOREES A Ta SETPIELLE, B
ORBERFRRE (b R) ETHIR - FIET 5, ZORIRE—ED FTENE FIF5Z & TE
BENTRE LCBRESH (¢ R) HERNRETT 5,

COz fHiE (K 1-7) Tlix CO2 LA DIRA R CHIEESUIRIEZ R TN TTbh b,
HEESRECTH D b METIRELENE LR IE%, EHh—EDH L CO227r—1LT
WA MHBRE L, CO2 DN EE ¢ METET 2D, MK T LEREATd SETENE
TFaZ L CHENETT 5,

AL EHERD DZwvI

[> Q«--»«-

T )

(b) BN D .. HFLT
AZARARELD

(a) ETIL

15 IR Lok O 5y

K 1-1 BRI S0 D o B R S E(33]

B i AR (°C) R SUE S (MPa)
3 a5rE S 31.1 7.38
AH )=l 512.5 8.08
TH )=l 514.0 6.14
Vi 647.1 22.06
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T FNND XD REERIL, FCEBEERZEAT LI LI o T AELNDL I LN
WEEINTNA[36-38], &L, AT LRI X hF T U (MTMS) % HFJE RS LT
ANWBHZ LT, HETFTTOEBIZL > TT a L L AEOSAENED 2 LITH LTz
[37], Z O TILRICHREIEIEAIZ TN L T bR Z2HE L /v a/ER~L, 2h
EHIETFCHELC=Ta SV EERL WD, ZoFETHELNZZT v 7/ uidEn:
BEBAOREZ R L, —HlEHEIC B\ T 80% DR, AMERET D L TOBRETRED
EWVWORB AR LTS, I OMMIEEIX, AEEEEE RV ) I T e S LoGAe
W2 4 BEREMEORIE 2> a0 (=Si-0-Si=) #HEIC XV IEF IV DI L, Ak
EE A

(1) 1%\ Si-OH 2
@)ﬁ%%%@ﬁ%ﬁﬁ%%
() ABHEEDIKRSNOSAECDIEFICERKIRE Yy NT—7
(4) 3 ot 7 IV E#
VYR AEEFOT-DICAEL D LD TH D LB SNV 5[37, 391,

SNATIARIZ L DV U BTNV DERIGEIL S U B H T AORIEMA L LIZaF7En %<,
T7AN—RT A+ N AT R EDOEMET VAT T ANPGRS TS, FEa s ik
T VAHT AERERT 5846, 1050 °C T 2 FEE ORI L BRI 508, %
DB T 528D OH KXV 2 EEL L5, —HoT7r st iy
AALBED K E W= OFERE S E < . BEELIREIX 80 °C 12 EmV, Fzbiknymik E TRAL
DWW TWA 72D FLEm O OH FEAMNERHZHEE L9 < . 1850 °C FTHIEVL TH ¥
WHREITR SN2 L3 BT 5[40],

Zoxru Vi NHs HCTEIZ T HERICIE, MALENKE WD NHs T AD 7V
Wﬂ«@%ﬁ%ﬁ%_ﬁé_&@%ﬁém5o#&b%z?n&w%ﬁ7xmﬁW%&¢
HZ LT, W ECTEIL LT Y 7 ADERNHIFF T& %, Szaniawska ©[41]1%
SN OAETER LTS Vv & BER R A W TR S5 2 LI K 0 lhRmfED 430
m2/g O Si0: =7 S NVEER L, ThaEkd 52 & TMET A HFEN T A EFR LT
BO, M1-8ITR-T LT, 18300 °C TE(LT D Z & TERRE 24 wthE TORE(T A
BHTANTEOND Z L E2HRELTVD,

15



SO0 #5
, ;4
4 d
50 S ol c) retrided sarogel .
. B
a00- - 20
— nigl—— . Wy —
o = #
A60- -, 4 — - E
E . ., = =
3 300{ o2 m s 15 §
: T Ty . g
g 250 " e S 2
£ bl nitrided asrogsl Sy S =
I . R -
o :mi W E e e L
= + e
)
g 150 b e E
a |
1|}:|-| IV +B
B0 pd ?
ﬂ! —I'_'_'_.;l---- — i

500 a0 BOD a0 1000 1100 1200 1500 1400
Temparmiura ()

1-8 =7 uF A Z5H b) 7o =T R TIMEL A0 kERE L () 7o E=
THTOMB ST a XL OEHEEHE&ORGE[41]

IO ORERIL, WEROER T 0t RZHA_T, BT VN OBEBBEN T AT T
AuEtG DT ODHELERFTIETHLZEERLTEY, YI-FIEIC L > TER SN ZmW
2 ALUE OIS (T B T 5 R & ARl REAED, HEBAERVRE CoEMARET L2 L %
RLTWS, LINLEERDL, ZHE TOMIEBITE N TNV T OBRZEL T A W T A % (R
L7z & A E7e <, O NFRFFECIRITR & WV o T PR, By — RS
RV TRV o TR, BUMRE IR LW o T BRI 72 E ORERFEIZI S0/ o T
AN

1-3 AKHED B

LLED X5 705 L RO e 2 B £ 2. AR TIE CHs &G H VY W=7 m r Loz
BIC LV BREAEROBWVEERBET A FT T AT L7200 7 vt A &K
Do PIVIIRDBET A R T AZAER L, 2O - B8MMEEZH LN T 5, Z
NODOKRFHZ LY, YU AT T ALY BENTEER RS L O Z 6T 557 7 2ADH
F% AFET,
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VIR, ARSI 1-9 0 X 5 Ik Lz, FrelciiE 2 md,

#28 (=7l VERGWEBEY T T AOER] T, CHh E&EHY Y h=T7ry
NOEIC L DBREN T A AT ADERNZOW TR D, ABFFE CIRLEEREDO K E W
TR, AFNEEEGRT LI NVEENTHZ LT, BREGARDOEWV/ L7 RO
MBETAFETTABREITD, Flo, fifmRE LT, 7AI=0ULEMMAT SiOr
AlOs 7V DZEALIZ O T H T 5,

%3 E [EREIC LD ERREOHEIMG TIEE 2 BITBWT AL ZROT T AE
B LTz lnwT, BREGAEICHT H2EMIREDORELHHNT L2 LT, &R
GHEOHMZ Bied, e 2B RE TIHER LT 7 2 0REREAH BT R AR E,
JFNDHAGHN G, ZNZENORE TORISBEEIZ OV TR 5,

%4 % (BT T AR 2 AWTEBEBL T A FH 7 AOER L 2O T,
IMERERE I K DML T A BT AORifE#RitL, 2ROERZE0EV] CRUE ez
b A HH T ADOERE BT, B 3 ECTIERBEOREV LI IROBEELr A HEH T
ABRAIRIY LTS, LB AR T TH o220, MERKEO —>ThHMET 7 X~
BEfRE (SPS) ZHAWTHRUIE(LZMFTT 5, Fo. MR LIEBE(LT A W T XD IFHRE,
B, BVRREORIEEZ1TH 2L T, ThETIRHESN TR > RELr A
7T ADOMEMREZ ] 52T 5,

%5 & bl OE%OREYE] Tk, AMRORwREER <5 L L bic, BET A5
7T ADOWMERIEIC BT 2ESLEMET 5720 DRBEICOVWTEKRT D,

F1E #m

H2E IF7AFIILERAVBRELLMAS XOER

E3E EREICLLIERTHEEMEBTILORE

FAE MBI FATHRBEERWBBLTA RN ADEREE ZOWIETE
¥5F HMBLUSRORE

X 1-9 AL ORERL
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F2E =Tl NERWICREAM T T ADIER

2-1 #&

B 1ETHRZX I, BEILTA BN T A2/ERT D120, -7 VB - CTER
L=y U BNz, BiEhiagsfnsZ e cfiond=ryas e LTEbLTHZ N
FhThdrEZOND, 7o, =7 M CHs A2 FINT 5 Z & C, JEMESIICE -
THELD7 Ty 7 M, ELORENIIFRFTE 5,

ZITAETIE, ZhbE2EAAbE CHsEA/T U7 (Si02) =7 u s Lot
REtL, BEEAREORBV VI IROBEN T AFEN T AEREHNET D, =7 7L
OFEF & CHs DG A I L DEFBEAB LNV Y T T ARRA~DEBEERFT 5, £z,
Z OO TF & LT 8i02-AlOs =7 11 7 /L DZALIZHOWT b RET 5,

2-2 EE&

2-2-1 U A7 O/ER

AFNEEEL Y ) H2Tr s MIET 7 A M¥ Uo7 (TMOS, MiE/lST.  98.0%)
EAFNVERY AR T (MIMS, E#fby TEKRASH) o/FRLZ, 2o
X 2-1 177, MTMS & TMOS % 2 % 7 —/L (MeOH, B, 98.0%) (ZVAf# L.
Hle (BE LY, 0.1 mol/L) &Z&E/KZMZ, 50 °C T 3 DRIT AT 9 Z & TH» N
KGR E B Z o 7= (MTMS: TMOS: MeOH: H20: HCl =x: (1-x): 2.4: 1.3: 1 X105 x= 0,
0.3, 0.5, 0.8, mol ), ZAUZT E=TKEIKR (FOEHZKE, 10%) LZ&AREKEMZ (S 7
b3 ¥y R H20: NHs =18 2.7: 6 X10-9), fF 572 LA NEE 27T mm O PP &8 (w/L=
A, ==2—PP#UEHE No.5) (23 mL4yEL, 35°C THiE L T/ a7z, 5 HHlo=
— VU Tt W RIS 2 — (BHEF, 99.9%) T 1 AZEICEF 4 mIxcH L, B
7 %157,

T NEGEDTZDIZ, COz & W7o R SR L VIR L 2 i S 7o, Bk
BALEED 723 i~ L% 50 °C Ok ~7 % > (BHIL, 98.0%) 1 1 HigiESE7,
RSNV ERAKRTZ ) — L — 7 L—TICB L, 40 °C I[ZMELT-%%., 4 — K72
L —72 COs HAZBEALT 20 MPa £ THIE LT, BERSELZRIZT/ZDIC 1
°C/min T80°C FTHIEL., "W T7HHAU-%, IRELE%2 2 RilHE: L=, WEEohh
HO7=HIZ CO2 T A% 2 mL/min T L, FRAFTHAZ ) — AP ani<25ETZ
NEAIT-Tz, 0% 3ERINIT T 0.1 MPa £ TR IZMEL, REICIBEZ=RE TR
T=7 a5z, £z CO2 BERGIROMEEZFTMT 5720, @iH7 L% 80 °C T
96 Wi, KAFWR CHBESE T, Ftus/vaefe,
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(MTMS](TMFS)(MeOH)( H,0 )( Hel )

pe
JiL

]

i

-y

CO,iBERFRELIF F1R (KRE)

I I
’—(*/UhITEI’f}b] (Lunxtosn)
\ \
AR £33 =i
| | |

(suprisz ) ( mEtramisz )
(21 BEALS A FEH T ABLOY Y HHT AERD T 5 —F 1 —

2-2-2 Si0s-Al:Os 7 /L DR

FRaEfbr A AT AL TR DMk E LT, Bu 28N L7z SiO2-AlOs 7V EHRLL
(95 2 & T Eu iR Si-AlI-O-N # 7 A& {EfL L7z, SiO2AlO3 7 /ViET b 7= hF
vF v (TEOS) 7M=L MU= % R (AI(OC2Hs)s) MnOAERLL 72, Z o
K 2-2 [ZrF, TEOS #x= % /—)b (EtOH, BAH/(L:. 98.0%) (ZVAfiE L. REER

(HNOs3) &7&8/K%ZM% (TEOS: EtOH: H20: HNOs =1:1:1 : 0.0027, mol }t), =ii T
1R L2, 7= A MY b K (AI(OCzHs)3) ZESHML, 70 °C T 15 %
RV L7, S|IRICWHAI L%, g —e B0 A50KF (EuNO3s)s - 6H20) . He0,
EtOH, HNOs ®iE&Y (TEOS: Al(OC2Hs)s: C2Hs0H: H20: HNOs: Eu(NOs)s-6H20 =
99: 1: 150: 400: 1.1t 0.5) Z Y M2z, Ffb G CRIES V257, Hoiin¥s
G Si02-AlkOs =7 v SV EGLT-DIZ, U 7 u )L EEERIC CO2 kg Rz
EBIleol, £12. Si02-Al0s ¥+ 1 4 /LiE 80— 150 °C DR T 10 HE/ T Ttk &
BT, B, 2RI 500 °C T 12 BEFENEN L 7 VN DOBIK 21T > 7=,
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[TEOS][EKI)HXHNOSX H,0 )

ki
Al(OC;Hs)s
Eit

( Eu(NOs‘)g,- 6H,0 )(H,0 )( EtoH \ HNO, )

\ ‘ \ \
EETIL ‘

CO,HBERFELIF RIIR(KKE)

(Sioz-Alzo;17|:|'f)b] (si0,-ALO%+O5 L )
[

st i
\
L[4 =1t

( Si-Al-O-NA5 2 )

92-2 Si-Al-O-N 4 F 2D fEfl7 o —F ¥ — h

2-2-3 ZEAfk

/oo U P VOBCEILT V) (AlOs) BOFLE Z2 -ERE (=
71 h—. TSW-520) # W\ T To7-, ZORAXEZK 2-3 1277, (FRLZ VIS %
TN FT A= MZANVTERFRNICEAL, n—% U =R 7T Z2ZHNW TS —VE-0.1 MPa
FORIE L%, BEPICH NHs 2 (99.999%., BEFNE THASH) 28ALL, 7F—Y
JEAY 0 MPa (223 L%, NHs# A0 % 300 mL/min & U CHEgEAICH L, FiEE
J£ 1 °C/min T 750 °C ([CHE L7, FiE% 12 B2 2 L THL DRI AT T2,
22 V% T FEIEHE 1 °C/min TR L., IRICEL-1%. FNE N BRI ER L CRE
IO L, BENTAFENT A%, Si02-AleOs 7 VDO ZEVIT AT T ARIOIFEVE
AR Z TR (= h—, TSW-520) ZH\W, U B 7 LOZAGER &[RRI T - 7=,
7272 LABHEHE %2 2 °C/min & L, REHEE % 1000 °C, AR 2 12 FF & L7z,
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o FILS FEFELE
(55 Mm® x 1 m)

NH; &2 (300 mL/min)

FIonFT L2 FHR— bk
23 mmo

Ctemm

X 2-3 L DOZEALIZ AW B ORAIX

EZ T AFROFNT AFARICOWTHET 720, FA7u~ I 7 0 —%H
WTHER T A DR 21T > 720 BERRAFICIZ T L 2 F (ALOs) BLIF LS A1 2 75
WiF (=v# b—, TSW-520) Mo, FRNTAOHEIZIZT A7) v FiEE % A
Wie, X 2-4 ([ZEEEOMBLE T, BERIE OHERUI A AT o AR TR L. HL
DEPF T H ANy 7 (AAAK-1, GL H A = 24t) ICHER T A ZWE L, SELXY<
TeOVZRERAR & AN 7% D7 SEAEDSINEARRE L 7> TR Y . AIFFETIE 80 °C 1T
E LTz, BERRIFIZIEE 300 mL/min @ NHs 7 A2t L, =25 1400 °C F CHIEHE 2
°C/min THIET DML T, 200°C Z L ICH AZHE LT,

T AN TV LT BERRIF 0 & OPER T A DKL, H A7 v~ 7T 71— (GC-
2014AT, HRASHEBEEET) ZHWTHt Lic, A7 v~ N7T 7 4 — ORI
O2. N2, CHs. CO. COs, HALG¥HDHF 2 (Chromosorb103. {EF b T 2R S4)
& NHs, H:O A58 #» 7 2 (Themon 3000+KOH sunpak-A., b5 TS
) ©2o0Hh T L EBREERTE (TCD) 2. ¥+ VU7 HAIC He M-, B
AR O IEIL, 02(1.000%), N2(0.998%). CH4(1.060%). CO(1.040%). CO2(1.020%).
He(XF v R)) B 72 H1E#E ) A (Japan Fine Products). NHs ORIE T NHs #2EEAY 20, 50,
80, 100% & 72% NHs & Ne DA H A, H20 1% HaO(1.257%) & No(NT > Z) DA T A
EHWTKRIELTZ, B 7 ADIREITNT LS 80 °C, TCD ORI 120 °C & L7z,
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X 2-4 HAY LTV o TEEBEOHNE

2-2-4 F¥Afh

HLRE D 7NV OB EZ MR T 272012, AWV (1 cm 18) DA TZBWKO B
A BTN AIRE LT, MEONIEEIT, ThfhoEELER, EIZHEL
THH L,

TV OIS BT D720, il Lo v ol & & &R E ML (SEM : S-
4800, HINA T 7 7 m v —ARARH) MW TBIE Lz, B 2L, h—Ro 7
— 7 TREBICEE L, Y —IT v 7ERET D720 Pt ANy X w2{ToTctk, AN
B E O TBIE Lz, Zok, INEEEZ 10.0 kV, =3 v 3 Y&tz 10.0
pA & L7,

TN OHFREES L ORILRS L, BR T AWEEIZ IV HGE L, BIEORTLEE &
LC, L7247 V%% 30 mg &tV ELY . 120 °C T 2 R OEERR[ AT o714,
[HFE - LA EEE (BELSORP-mini, MicrotracBEL Corp.) % HWTEHRE T AWK
Mg SBRERE Lz, BERFORET 77 K & Lz, BNl BiaSER» D
Brunauer- Emmett-Teller (BET) k%M C BET teFmfas ., MALoAmk L OHALE
f& % Barret-Joyner-Halenda (BJH) % HWCREdT L7,

OB TNEE L THONTBENT A BT AOERGAREIT, BBFE - EFROITE
& (TC- 436AR. HA LECO #ii&tt) ZHWTHIE Lz, 2 2 Cld, ZEEITkhit L7t
Bt 3 mg ZAXH T HIMIHRY . = rIVARR Sy MBS L, ZEOITEEICEA
L. iU D L0 2R TMEEAE L, BBEL 72 No U2 2 M8 EmHas TER L
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7z. F72 Si02-AlOs 7V DEAVIZ KLV 55072 Si-Al-O-N 77 7 2 DM HTIZIZ, 30t X
B (XRF) o#r#siE (ZSX Primus IT | Rigaku) % v 7z,

REOMLFEEEREZFMT D720, 7— U = BRSSO EFT (FTIR,
PerkinElmer, Spectrum GX2000R) % W\ CTHRANKIL AR RV ORIEZEITH- T2,
TVEBEIOKBr & A/ I THAEL, Yo7 K KBr = 18 400 DEELTRA LT
H T NV—KBr iIREMEST-, gk 15 mg iV Y. SEFIRRERE (HEARE, 10¢)
ZMWTHEZET 14 MPa, 3 RIOMEE1TH> 2 & TKBr ~ Ly FafEllLz, Zo~L
v h& FTIR ZHWCTHIET 22 L2k 0 TNV OIRMRIRA T MV ZRIE LTz,
# 2-1 ICHESM 2R T,

# 2-1 FTIR ORESRME

B a5 370-7800 cm""
R el b 1.0 cm™

S fERE 4.00 cm
BEEH 5Mm
FHES N2
Spitter KBr

2-3 #ER

2-3-1 Foffo v

WO ) BNV ORI EEZK 2-5 [T, RRECHEISELv ) hdxta s
(x =0, ¥ 2-5(a)) ILERD 15 mm ([ZULHE L, EAEH TH -7, —F, BERRwELY
ATz =7 ae 7L (x=0) IEELRKN 28 mm EUFESLER D2 4
EHOERE R L, THTEREORO LA U —HEIC L2 D TH Y [42, 43], 1E
L7z 7 a RN ORE XV b/ NSRRI T ST D Z 2 2R LT
W5, £ 22 IZTFNVONSEEEZRT, YU AXFErS L (x=0) ONIEEN 1.1
glem3 THLDIZHK L, V=7 a7 (x=0) TiX0.28 glem? EIRBE R 71355
iz, CHs HA A L7 s U OBEAEREZIT 7256 6. x= 0 OF /L EFRBRIC,
B 23 mm BREOV U AT a S ARG biiz, 7272 UsEH O MTMS BE (x) 236
<BHIZo>NTHAELL, FFIZ x= 0.8 OFMIAL AREATH-7, 22TV I =T
77V OWiiZ, SEM 2 W TR LR ZE 2-6 10T, FEATHONAL x = 0-
0.5 DIV BT AT 20 nm FEE ORISR 7 TREER S TW A olcxt L, AL
7 x= 0.8 OF/VTIHHIAR & 22007 L ML WL DAL, Z DRI R & Ikt & FLIC
K 2DHHED, A AERARBEBIZLEZZ 6D,
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F72. Si02-AlOs 7V Dl . Wik OB R 2 2-7 1TR7, %O SiOe-
AlOs ¥ L TIIBBEDOEAR R OGN, ZHUIT VTR T HRFEICL HEAT
bolEZONTTD, BRLE (2-2-2 ZIR) Z{To7& 2 A, FAITHES L, B
STz, ZHUTIBNC L 0 EREEIRFEN COe WAL LTRESNTZEZOEEEZLND,
HT, =7 a SV EAFERATHY . WEHICBREN R SR, L7 BRITHER S vz,
F720H Si02-Al0s 7 /MTEBWT b, BRI E VD 2 & TIHEA D72 < RO R
ERTTaSNERDLENTER,

(@) ¥£O%L  (b)x=00 (c)x=03 (d)x=05 (e)x=0.8

1le

=N PN
[E ]
"!Eln RE4AA 4

10 mm

)

2-5 VU FNLVOREEER

2-6 U b7 oW SEM i
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#2-2 RRSAOHESEE, BET RERE L OHIFLAR
NSEE BET LbRME#& HMARE

) (g/om?) (cm?lg) (cm¥/g)
PANE S A=l Y 0 1.1 831 0.63
0 0.28 1030 2.31
. . 0.28 1040 2.38
)AT7ZATIIL
0.5 0.28 1060 2.55
0.8 0.26 596 0.75

SiO,-ALO;F A4 L

SiO,-ALO, T7 A4 L J%\j.

2-7 Si02-AleOs 7 /L Ol EN G E

BRI AWEEZRHNTHE LD U B ZF NV ORBESERE K 2-8 1IR3 d, Fkas
L OWBESEESL. ~ 4 7 0 ILOFEO WA 7T 2 4 7 1 o ant, —F4. ©
T a N ORESERRL. %< DX Y H(2-50 nm OMF)BTFET D2 L E2RT XA T
IV s 44l x = 08 O=T B 7 L ORBASRM b 2 1 7 IV IS S AL,
<A 7 B LA IO T T v ST SR TRE T Z BN RN L R T, 0.8
Ab BET % AV CHH L= BET R HM L MILAREE 2-2 17T, x = 0-0.5 D=
7 a0 FREEILR 1000 mg, ¥t A LOERRIL 800 mg Thor-, Zilh
OfEIX, BEOFREMS)THOLNMEEFRETHD, =7 s (x=0) &¥xkEuasL
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OB A T2 L, =7 e/ U4 G L KREREEZR L, £/, x=08D=
7 a gV ORREMIT, MOREHIL X THONIT/NS o T,

X 2-8 OWiAESEMRD BJH % W CTHIFLERS A O 21T > 72, T OfER %X
2-91" Y, FErSLTIE 10 nm L FOMILBFET 52— T, 10 nm LA EOMFLILIE
AR LN oT, ZHRICH LT v (x = 0-0.5)Tid 10-20 nm OHIFLATEZR T
T, XS LD EREBMADEFEL TWD I ENRboTz, =7 vl )V[Al L Chig
T5HE, x=0-05 D5 VT xHEMNT HICONTRERMAOEIGNIE 2 5 Z & 23530
olc, —hHTx=081RFLAERXVIDFIEPHER TE R0 o7, ZHIEX 2-5 D SEM
BE Vo7 L& L TRE 7 2 R L AL FER STV D Z v Ne W AN
THETE DMLY A X100 nm)E B T LE ST EBZZLND,

1800 T T T T T T
1600 .
ads des
1400 —— —o— Tt 0OH)L (x=0) J
< —— —— IF7OHL (x=0)
‘o I e —o- T7 O (x=0.3) |
™ 1200 —e— —o— IF7AH)L (x=0.5)
1000} IFO5L (x=08) |
c
S 800t ]
2
? 600 l
e
<
400 .
200 .
0
0 0.2 0.4 0.6 0.8 1
PP,

X 2-8 U 14 )L O SRR
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£

C

=250 F —~— X+ 04)L (x=0) |
o= —— I 7045 (x=0)

= —— I 70O45)L (x=0.3)

—— I70O45)L (x=0.5)
—— I T704%) (x=0.8)

T

2200

-

(@)

o
T
1

(@)
o
T
1

Defferental pore volume (
o
o

10 20 30 40 50
Pore diameter (nm)

o
o
[
[
[

2-:9 U BT NOMFLEESA (X 2-8 OWAEEIRMEN S BJH IEIZ LV HH)

FT'IR # W CHIE L= U A= 7 a7 Ld 600-1800 ecm™ (Z331) D ARFMBUL A~ |
NE 2-10 1ITRT, T UMEIRRRKBEO Y —27 THIME LT, WTno /LT
1080 cm! ffUTIC B — 27 Ofik E 800 cm! [ZE— 7 RN A b, ZOE—Z Xt Eh[=
Si-O-Si=]D IR G & ZAIcxtind 2[46], £7-, CHs A2 E5H 75 x= 0.3-08 D5
JLCIX 780 em & 1275 em I B — 27 BN B, TR EHUSI-CIZE A & [Si-CHHME ST
%47, 48], U HOWIIE x OEININIfE-> T 2o TWH Z &b, CHs Hofsa L
T2 A FVPMERICE T2 Z LD DT, CHs 2 &0 x= 0 O/ MZBWT
960 cm1 {2 H 5 E— 7 1X[Si-OHNC X 2WILCTH v [49], 72L& [Si-OHI M 7
ETHEEZRLTWS, ZOE—271F CHs %5 x = 0.3-0.8 DF L TlI/hE< o
TWAHZEnE, CHs HOBAICL > THATO[SI-OHIZEA LTWb Z &nEZ LN
Do
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Si-O-Sigkxt #h e

|

Si-O-SiZEf
Si-OH | Si-CZ gl

|

Si-CAeaig!"

|

Normalized absorbance (a.u.)

1800 1600 1400 1200 1000 800 600
Wavenumber (cm'1)

2-10 U =7 a FILORMRIL A7 L
FRIE X 1090 em L AFUTIZ B 53105 [=S1-0-Si=] FExFiifig o v
— 7 OIREEIT LV HksA L

2-3-2 #EfbH o7

YU =T u vk NHs FAH, 750 °C TIEAVS 5 Z & TE{bZ21T- 72, ZBik#EO
B OABLZ ] 2-11 1277 T, CHa EEZ G E RV x=0 DT MZHONWTHIRT 2 &,
TV TITZELBR TS NN, =70 Es 7 v VB ASTZOHRTHY , I
WiTHeR Sz, ZoORRIZ, =7 a XV E2FIAT 2 2 212 X 0 ZeREokE 2 s+ 2
MRPEONDLZEERLTWD LI EbID, £ CHs AR L7227 i
WA, 77y 7 OREZIHIL TEIT DL LN TE L, ZNHDOREHZI DN T
NESBEZRETSHE. x=0.8, 0.5, 0.8 DEE, ZN L1 0.62, 0.50, 0.47 g/lem?® T >
Tzo ZEALHIOZT 0 L ONIEE (0.28 glemd, £ 2-2 M) LT 5 LUHEIZ L D
BEEEOIMMAR SN2, x BEINT 212 o0 ThTNIHED Lz, b DR,
CHs BDIRMMN B LD 7 NOIKERS L O 7 v 7 OFRAZMHITL2ERTH D L5 %
Hivd, R LT3R O EME R AR Z I CE 2o 7272, x = 0.3, 0.5, 0.8 DI LIC
DWNWCTDORZEEDONSEELZRET DL, ZNE40.62, 0.50, 0.47 g/em3 Th o7z,
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(@ Ftes  (b)x=0 (c)x=0.3 (d)x=0.5 (e)x=0.8

500

X 2-11 750°C TZIb L=V A7 a X /Lo EE

s « BEOWEBICL > THIE L, 750 °C TEAL LIEMEIL T A FEH T ADEHRS
AR 2-121277, CHs 2 EER W x=0D7 VICHOWTRD &, =T a L niE#HE
GHREIX VI bEL o, =T AV ERIAT S Z LIC K HERBEEMO
Braix, Al 2N L7277 28BN TH A b7z, Si02-Al03 7 /L% 1000 °C TZEALL T
#57= Si-Al-O-N # 7 22>\ T XRF ZHWTHH LIzfE B2+ 2-3 (=7, FtrsL
ZECLTEBORREHARIT 0.9 at% ThHh o722, =7 v S /LT 19.8 at%E THINL 7=,
ZOEWL, FLDEEBREOBEVNCLDI LD THLEELOND, EEE. AT
FKEEAE Y (1030 m2/g) VAT as % 750 °C THRT 5 2 L TRFZEEIT 2
mass% A A TEY, ZOEFEEICHRE SN HRIED 430 m2g O Y B 5%
800 °C TZEALLZBEDOfE[41]1 LV b E L 2o TS, it\mh%%%MLk%’ =
FIRE L x OHEINE-> THEINL, x=0.5 D=7 17 Lz 2 LZBICIT 4.7 mass% D
REGUBARSLEN 7 ANGELNT, DI &I, Mh%@%M#77/7®mﬁt
TR, BRRBEOHEMILGHELGTHIEERLTND,

29



o
o

el
o

B
o

w
o

I7O5)L

N
o

Nitrogen content (mass%)

RN
o

FtOo&s)L

0 0.2 0.4 0.6 0.8
Composition of source material, x
2-12 750 °C TEALLTIEMENT A RT T ADREEH &

# 2-3 1000 °C TZ{k L7= Si-Al-O-N #' 7 2 OfER%
XRF 717 1E (at%)

TV DIESE

Si Al Eu O N
Ftasi 324 0.39 0.19 66.0 0.9
Tragsiv 314 0.22 0.40 48.2 19.8

FT-IR # W CRIE L2 ZAbE O o TN ORI A7 V%K 2-13 127+ T, 21k
AT 7V ERRIZWT O > 7 TH[=Si-0-Si=] o FriifEicxti 2% 1080 cm'?
DE—7 DR E | [ES1-0-Si=]0ZEMIZxHET 5 800 cm D B — 7 A Hiu[46], Zi
HOE—7 ORIT CHs RE®IZEDLLTRBBLZ % L7, E{kancis T CHs &%
GHT LV CRLNEISI-CIOERENICKIET 5 780 cmt & 1275 cm1 D E— 7%, §°
TOFNVTR LN 7Ro72, 960 em™ IZIXH721C Si-N OE—7 BAELN, BEREHE
MENY T AZERINBIERL 72 o7z, THHDZ LD 750 °C DZELIZIBW TS L
@O CH3 I3 MEEL . NHs & ZADIET 5 Z & T Si-N fEaZ2 B L T\ 5D Z & DR
niz,
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Si-O-Sigk xt FRdiiE

Si-?-SiEﬁl

Normalized absorbance(a.u.)

1800 16I00 1460 1260 1060 860 600
Wavenumber(cm’1)
2-13 ZLHBOV > TN ORNRII AR kL
SRIE I 1090 em M AHTIC A 642 [=81-0-Si1=] FEx B o &
— 712 & 0 B

2-3-3 ZEALKFD A R 5347

A< N7 57 4 —%HWTIFRNT ZADGHTRERZIZOWT, NHs & No OJRELE
{bEK 2-14@)I2, 2 %FE TORBEHOZEIER 2-14bITTRT, 25 ORERIE 1400 °C
£ T 2 °C/min THIE LIZBEOPET A Z 5T LR THY . v I h=T7r s (x = 0.5)
DEMIZLDIFNTAOEbZ I LTz, B 2-14@) XD, v U B FBFE LR WGEID
I%. 1000 °CfHirE C NHaREDOZEL A R 547, 1200 °C LA =TIk NHs OJfA & N2 D
EMAR SN, 2t NHs OB RIZE D2 D THD EF 2 b 5[50-52], Lol
WH, JFOWREZ 1400 °C ITHRE LEHA THHER T A5 NHs Mt & vz, B
B2 6 NHs D4y i iat4 2 &, 400 °C 28z 5 & 99% D NHs 2355+ 5 (53], =
DIRFEBOENL, HARELFNOIRENMIC L 2B LB OND, TROLARE
BROSMIZEB W TIE, 1400 °C £ TOEIBTYH NHs /oy T35l R HICEET D RN H 5
ZEERLTWD, YU AT RSV EFERNICKE LESEICIE. RERED 900-
1100 °C B L7-BsIc, 30k LA & g LT 5202 NHsRE OV 2R Sz,
—J57T 1200 °C YA LR TIZ NHs OREDHE R LOSGAE LD bEmnwZ & i3bno
72, B 2-14(b) X 0 (KR EEIE DAL T, 600 °C {130 T NHs JEENE T L, FXIIC Ne
BEENBIN L7, 24T NHs o7 a ZF Ul S-7-o, B b Ne BN EF-L
TeEEZTND, TDk 600-800 °C T CHy AR SNz, Zhidx=7 e X g
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WD CHs ENBEEL 7= D THY . 600 °C £ CTYAE 7= NHs & DU K - Tl
LizEBxbN5,

(a)
100 T T T T T 40
“““““ o.
3 —e— with gel | 35
80 L -o - w/o gel
130
E 60} 188
c —
2 120 5
o c
(:.’j 40 B i 15 8
I (]
= =z
110
20+
15
= - -0~
0 : : : : o
400 600 800 1000 1200 1400
Temperature (°C)
(b)
4.0 97.0
35 196.5
3.0 4196.0
9 <
<25 1955 &
c c
[} 0]
€20 195.0 €
[} ]
&} o
®15 1945
O P
1.0 194.0
0.5 193.5

200 500 600 700 800 900 100903
Temperature (°C)
2-14 JiiE 300 mL/min T NHs Zift L, 2 °C/min T 1400 °C % THi
L72BE0 FHRERRIC BT 2 @WFN AT Ad D NHs & N 7 ADOREZEE &
O(b) KRR (0-2 %) OEfb, 727 LERIIS U D ZANHLGE,
FRUTERE 2 LA EFR L TEY, (b)I21E 1000 °C £ TOE(LE R LT,
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2-4 EE
2-4-1 CHsX:%h#

VIEOBFNCE Y, CHs 2B ALY =7 r s g NHs B, 750 °C T4k
THZ LWL, BEEDZ T v 7 2 LTV 2RO A FH T AMERITX
7o £77. BATSH CHs REBEGBEIMT A LN CTHEZERFEITWM L, 22T
1% CHs FEEAD R RIZHONWTELET D,

EFT. 7T v 7 OMEINRICONTHELET H, 124 TRLEXLIIC, BHIEOHIEL Y
VYT a S CHs 28 AT 5 2 & CENTZEBMIREA R T2 E0Nmoin T,
Z ORI

(1) f&v> Si-OH
(2) AHEILR O R FEFE HAEM
B) BEEEOKREINLALD R E Yy U —7
(4) 3 WoTERE T VB
DR EFF>Z L2 LV E ST\ 5[387, 391,

KREBROEA, CHs EZEA LY ) I T af g 750 °C TETHZ LIk,
EARED 7 v 7 Z Wi LAV AROBREAC T A BT T AOFERITRII L Tnd, —F
T FTIR OfER LY 750 °C OZE(LT CHs FEIFHKL L TEY . TAZHOFER LY 600-
800 °C T CHu WA ENT-, ZNDHDOFERIL, CHs 2L D27 T v 7 OHID RN
CHs OB bR L TND I EEZRL TS, ZOZENnS, EROMHIcBIT 5(3)
IEBREDKENOA LD R Ry NU—I 087 T v 7 OWMFINEOERNTH D &% 2
TW5D, YII-TIISIZEBWT CHs 1T [Si-O-SiloZE 2 ET 5, ZDb oy
B URESIC L AAEEENME T L, CHs OB\ 7 L L0 & K& 228 & Al REIC
T2, ZOFNVORCERGEEEIL CHs EEABEEL7-% CTH., [Si04]% > NV —7 OEAEK
TETESTWLAMEEMERH D . E(LRFOBAEOMGEI ZHHT 5 B 265,

RIZ, CHs FEDOHAIC X 2 EEHEOHEICHOWTHRET 5, CHs 2 a6+ 571

ENHs D inid, LT X o iIcfEIn v 5[30],

=Si-CH; — =Si-H + (C+H,) (1.14)
=Si-H + NH;3 — =Si-NH, + H, (1.15)

ARERUIZB N TE, FRT AP OFER LY . 600-800 °C (2B T CHa HADHH &
iz, ZOFEBRHFEENS, (1.14), LIHROISITERITETLTHBY, kO L5 7%
S &7 Tnd LBEZ BN,

33



=Si-CH; +NH;3 — =Si-NH,+ CH, 2.1)

ZOXIRESINTED . USINT 25 CHs EESHINT HIC LIz > TEREGA &S
LiztEZ2BND, —FHT, CHsZEAL TRV x =0 OF MOV THLZT asrn
ZRMATL2 2 TERGAEDHEML TS, Ziux, ZAVHRICFEET S Si-OH 5 NHs
LG LTclelZeEZ2 b5, FIIR OFfRLY ., CHs £Z2RIML7z=7 v /L TlEi
Hivieholz Si-OH B X 52U CHs A S £V 7 /L (x=0) TEALAT
WHZENDL, ZOEMBISHREZADBND, ZOZ LITHOVWTIIRETELET 5,

2-4-2 =7 L EHNLEE
REBRCIIHERELIREL ., fIABRKE R T o XV E2RATHZ LT, ke s
NEDBERZGHENHINML, L7 ORREESZ ERbhoT-,

FPTERGHEDOBEWIOWTELRT S, CHs U4 071 NHs OSIZDWT,
BEFEDRFZE L W RO RS IRE SN TV D[4, 25, 27, 28],

=Si-OH + NH; — =Si-NH, + H,0 (1.9
=Si-OR + NH; — =Si-NH, + ROH (1.10)
=Si-0-Si= + NH;3 - =Si-NH, + =Si-OH (1.11)

INOHDORIEHELT TS &V EERAFEZIIARFENSITH/LIN TN RN, Z D)
FT'IR OfEHR X0, CHs 25 WA IZITZ LT Si-OH NE < fFEEL TV, 7
PH, 750 °CIZBWT=Si-OH X EM ST G L TWnbH EE X LD,

Flo, ¥ SN EEL LIRSV Leolzxt L, =7 /L TClik CHs %
GEERVBATHL NV BRER S T2, ZOZ LoV T, MAROEW S ELT
Do I NV T NAEOBERGRFRIZ I HRHEO EJFRIL, EREEEEO KR B A
WO, BKFEES CTA U DRI ALK EO I AFAIC iofébéﬁﬁ?%ék
Ezon T[54, AERICEBWTIE, CHs a8 £ 2Bk Lz 1.9z
12X % HaO DIEEDIEIMNIC \&t®;9&mmﬁm#&ﬁ¢6&%z%M6

=Si-OH + HO-Si= — =Si-0-Si= + H,0 (2.2)
TRbLARERICE T DREMRRFCRAET 2 BHEOERFRIL, (1.9, 2XDEITIZL -
T HO T ADBET DB T MR ET DIENIC L DD THL EZELXbND, ZOKAE

CAHISEIDORE ST, fIABEZRELSTHZETIELI R ML TWA[B4], M
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29 LV, CHs A2 EERWWx= 0DV 7 VOMARIT, F'a2S 025 10 nm LLFO
HIFELTHNDEDIZH L, =7 14 /L TliE 10-20 nm 2D iR R & 2L AMFEE L T
WHZ b, REBRIZEWTHHIFLEORE T vn r v a2\ Z & ThkERED 7
v EMHILIEEEZEZ DD, ZOMRIT CHs 2 EHT LA THLAELD LEZ B,
28O CHa Bt L CThH 7 7 v 7 2B TR oD%, FAOFEMEIC A, HMIFALEDK
XEILFEHL WD EEZDLND,

2-5 &

W2 BT, CHs REAT Y h=T7u L e@Elbt 5L T, BREFEOE VLY
WOBELr A FAT7 AMEREZHNE L, =7 a7 Lol CHs ZEOEHIZL HERE
ABELONNVT BT ATEEA~OEBEE R Lz, BERAGCREZANGZ L THLNEZET
27 VTFEECHERESE St /L Ll L THRmIESMAES RE S, Zhx 750
°C TEILTHZ L TCERRBEOHMB A ONT, X /WIS X Sz
N, =TT ERGEGEICE AV BIRE R 5T, CHs AR LIc=T v AL 4%
EL7HAIE, BT avAFOr T v 7 2MEI L, SV IROBELT A FH T AD
VERUZAREN LTz, ERIWEIL CHs FEEDNHINT DI L > T L, CHs ZEOUIITE
REHBEOHEIMZIOIRDB D Z EBH LN ST, ZOZENDL, CHs EEHT I
7S NERIRT S 2 L1 OB A FH T AOERICHATH D 2 L asbh
D, x=050V V=T NE 750 °C TELLT- L X 4.7 masshDEHZE GiE e
T ADVERUT R LTz,
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H3E Z(REICIDZERBEMORE

3-1 #5

B2 ETORMCLY, CHs IWEHL Y W7 a XV EFHT 5 2 L7 ozl
TABHTAOIERICERTH L Z Emainiz, LxLen s 750 °C D& TITANIL
DIFEAE L TR T+ L E1T L TnARwy, BB boEITo 01213k 0 SR To
HANETH D, Mx T, BHREZR ESE5 2 L THLE NHs ORISZERMNE B4
I, EARLEBZLEAREON ENIESAS41],

FITARETH, I h=Ta Vo biREE2 EiF W 2 L TEEEAEDOHNE
FOEEOHKREZHNE Lz, FH2EOMELY, x=051CBVWTEHTY 77 D70,
4.7 massh DEZRZZ LV TR GE LI, T2 TCIOT VIO W TERE L Z{LS
B, BEGARLEBEOEIEZTET D,

3-2 EE

3-2-1 Y7 AERL

CHs kx Gt U hxTul g, 221 LRERICT NI AF LA LY U r— kK
(TMOS, HiiEL5, 98.0%) & AF /LRI X hF 7y (MTMS, Elifbs T¥EERAS
1) MmHERLZ, 7272 L, MTMS: TMOS =0.5:0.5 (x=0.5) & L7z,

BoNT=T Y BN OEABET 2-2-3 L [FEERICT VT (AleOs) RO LE 21 2 72
BRIF (=v B b—, TSW-520) Z#HW\T{To7z, 7272 L, REFREEZ 750— 1400 °C @
FTEDIRE T 12 BRERRRF L CEBILT 5 2 & TMEL T A FH T A5G-, ZOM, Fk&
I 1 °C/min & L7,

3-2-2 A

ZBORBIONIEEL, TNEFOEREEZ, BEIICESWTEB L, bERm
FEB LOMALEE AL, ERT AWEEIC LIV HEE Lz, RIEORMLE S LT, kL7
ABHA K 30 mg FHV HLY . 120 °C T 2 K OBEZEN K[ EZIT - 7o, R ER - MFLo70
HlEd®E (BELSORP-mini, MicrotracBEL Corp.) % F\UTCTZEHE N AW s SR8 % 3
LTz, PIEROIREIL 77 K & L7z, o7 RNE%ERE)S Brunauer- Emmett-
Teller (BET) {£% MW T BET thREfEL, MfLofmi L OMLAFE % Barret-Joyner-
Halenda (BJH) % HNTHENT L7,

BREHFREIT, BBFE - EROMEE (TC-436AR. HA LECO #Aath) % HWCHlE
L7c, T2CIE, ZEEICHLIERBZEE L, MY o (He) A THEVL TRl
SH, BEEL7. Ne WAZEBREERHEGE CTER L, (b LB oSk oA % i
BT H7-o, X BEYr (XRD) #E (SmartLab, Rigaku) #HW o2 1T7-72, 24k
BOREEZMIEL, HTARNVE—IZFHEL TE L, X FRIZIE CuKaffz A, A
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X ¥ ViHE % 4deg/min, A¥ ¥ AT v 7% 0.02deg & L7z,

MBI GIRIE A . 7 — U = BWSRA O R (FTIR) & H W 72 AR A~
7 MAVRE, BROERFERETHMSE (STEM) ([C#H#E L7-E =R VX — s
(Enfina, Gatan Inc) #HAW/-E = /X —HE5&5N%E (EELS) THMrL7-, FT-IR
23T 4000-600 cm! DFEIHIZ SV THIE L, FFIZ 1600-600 cmt OFEELTIIH 7 A
B ERNTT7 4 v T 4 7B IO — 7 itz T EIREICKT DIRE)E— FDZE
k&5 Lz,

5T, HoNH T AREL OB RE & LT, REBVHT (DTA : 2000SA, Bruker
Japan KK) IZX > T L7z, #UEHY 10 mg & AlOs /Sl &0 | SEEICR L CHl
E LT, ONTIEREZ AlOs & L, N2 72— (200 mL/min) F. F{E#E 10 °C/min T
f1-7=,

3-3 #ER

331 VYU I NOREEGHELEE

R DB RETCEIL LI VOl TV D SEM #iB A X 3-1 127, ik
FEIDEMEED EAIZEWVREOZHENME T L7200, T XTOIRETY 7 v 7
FFAEL R o7, BIREZ 1400 °C &7 5 &, BEHIREWIZ o7z, BIITK - T
MBIOERENNEL 2o TND T &b EEHIZEEIHE L. Bk Lz 2 & 23bhe
%, E£To. 3-1B)iz7rd SEM Eif/2 5, 1000 °C ZH 2 2iEE TOEILDOKZICH, 3
Bl AR D RIF DI EDPHEER S Uiz, 1200 °C £ TOZEL TR FORE SITRKEARZLE
e R Bn—0T, Z{LIRE%Z 1400 °C & L7ziB Tl KRirRELoOfE & Thic
RLIR 9 5 IR E R ALOBRB R oz, 20X 9 2etidEn, AIEROEREZ KT
SHLFRERS>TNDEBZEZBNLD,
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@ Appearances
@ Gel () 750°C ¢} 900°C (@ 1000°C

ﬁ a ) .l . |.

=

O 18
j L
® 1100°C m 1200°C @ 1300°C (m 1400°C
e | | | |

r Vi mRE
1@ IDI .

® SEM images
@ 1000°C ® 1200°C (© 1400°C

‘aiooh;:
3-1 CH:sEEGHZ LV (x=05)%HEpriRETELE (A) REOAELE (B) Wikt
HRIE A (SEM) 4

RN AW & O CTRIE LI Z( 7 ADRAEEEREZK 3-2@)ird, Zb
BOREHZBWTH, =7 r VLRI Y A 7 IVICaESN-[44], —FHTEMITLY
AR T LTEHY . FFIZ 900 °C FTCFEMEEL LA SEDHZ & TREENKE L
BT 25 Z LB boTz, 900-1100 °C T AEITRE < Zfb L2 >7223, 1200 °C
DOEALTITDOTDICEE RO TR A S, 1400 °C THERE KT L7z, WA %IRR
25 BIH 5% AW CHIFLER DA O 21T o 72, T ORERZK 3-20)1278d, ZLIEE
TLEOENWELET S L 750 °C /35 900 °C DO T 10 nm PLF O Fefr/ s S 2L 3
WA LTEY, —F7T 10-25 nm BE DK R E RMALITITRE REMB 2N LD
5, BILEEZ EH S TH 1100 °C £ TIFER RS- 7223, 1200 °C LLET
LS OMALDOUNAES R Sz,
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(a)

800

ol 750°C
900 °C
600} 1000°C
‘TO)
o 500 1200°C
3 1300 °C
5400 1400°C
S
5 300
[72]
e
<
200 }
100 }
0
(b)
140
y 750 °C
L I
120 / 900 °C
1000 °C
100 | f/
,V’N\f 1200 °C
80 |
1300 °C
1400 °C

ey [&2]
o o
T T

Differental pore volume (cm®“/g nm)
o]
o

0 10 20 30 40
Pore diameter (nm)

3-2 BRI AWAEEIT &V E LB T T A5k () Wi & AR F & U D)
BJH 1512 & 0 204 L 7= ML S5 A
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IO ORBHIOWTEREGARE N IEELZEMREICHLTTry L, K 83 (1
AT, BREARETEMBED EF L & HITHRAITHML, $52 1000-1200 °C TRX <
BN, 1200 °C LA ETIEIBRELE T Lholz, BRRKOEHREGAHEIL 11.7 mass% ThH - 72,
B O X LT AR O ERICE S TN L7z, Z(LAIZ 0.28 glemd TH > 720 35
FEIZ, 900 °C THOZEAL#EIZ 0.8 glem3 £ THAML, 1100 °C £ TIRIE—EThH 7=, £k
IR 1200 °C LA ETIE S SICHfEREEOEMA A S, E0IRE & & b IZHEFRIZEM
L7, FHEHIIZ 1400 °C THLEET 2 & N SEET 1.8 glem3 2 LT, ZAUIERIEE
TT5%TdH Y, 1400 °C TOELLTHEZAETH DL Z ERbholz, 1 E TR LD
WU TN E KRG CRERE S5 & 1050 °C RS TRUE(L L., B 2.2 glems (23T
% [401%3, 1400 °C DZEALT b BZRRWEITIZE D o Tz,

- -
o N

co

N content (mass%)

800 1000 1200 1400
NitridingTemperature (°C)

3-3 CHsEGA Y h=T a7 n(x=0.5) OEIZL > THEIEBRETAZTT AD

ZLREICE T 2 ERGH R LU SEEOLL

3-3-2 ¥ 7L OFEERRE
ez v /r A W T AN S TWAEFILIZ, XRD #lER LY STEM #1221 k- TH
Sz, 900-1400 °C TZ b L7-# kD XRD % — %X 3-4 |3, WTFhoZE(bik
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FETHAEMEIC L D E— 7 IR EIN T, 1400 °C TEILE/To-HbIEMETHDLZ &
MR T&E 72, £7- STEM Z W THRE L=, 1200 °C TZ(k LB o BHEE 43 IO
MBS 2 2z 2B 3-5(a), MICRT, B 3-5M)ITR LzBE MR R Z —inb
1200 °C TEAL L 7z3EHIBUNMEOBIZIC B W T HEMmIL L T RN I E R TE 72,

1400°C
s 1300°C
g
2
£ 1100°C

900°C

10 20 30 40 50 60 70
CuKa26 (deg.)

X 3-4 900-1400 °C TZAL L7z#kD XRD /RZ —>

3-5 1200 °C TZ/{b L7723kt () 1R % STEM 4 & (b)&E -#RE T/ 7 —
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STEM % H\W\ 4T~ 72 EELS o#TOfER%EZ N-K=v Y, O- KTy, Si-LTy D%
FEIICHOWVWT 36 1277, B N-K v 2T MLEik[65-57] & Hilg4 % & |
REtOEFROFIRBIZEM A A, Tobb NSRETHDL Z LR bhoTe, O-K =
Y VICHIRIEOE—7 BR G, BROGE LRSI E kT 2L, 260130 h
THTADANT MTBIRE —F LTz, EHIT, Si-Lxy VAT MUE, TG S
TWOBEITAFZDO LD L LT[66], T72b5, A TBIMHI SNz Si-L =y PR
X7 M, BREATABETHRESN T D O LRI, YU BHT AL SisNg O
MR b D THD Z EBbhroT,

3 N 3| . OK s\, st §
> | z ‘ IRV
k7] | ‘® D !
& | 8 i 8l
< : £ 1 |

SizNy Sio, SI3N‘4

| | 'S0,
380 400 420 440 460520 540 560 580 100 150 200
Energy loss (eV) Energy loss (eV) Energy loss (eV)

3-6 1200 °C TZEAL L7=RAED@N-K. (b)0O-K . (c)Si-L kD EELS A7 kL
FEAKITEE O STEM-HAADF 8% 7% L. EELS 2~X2 M A B7-E T 70— 7 O E %
WO Ry PTRLTZ

DI, BROBEIZOWVTREMICKRATT 2720, FT-IR & W THRAMRILA Y kv
DREEIT -T2, TOFERER 37 (R T, 7272 LT72 U ISR KIRE D v — 7 THI
ftL7z, 1080 cm i b D E—7 Dk (B¥—2 1) & 1200 em I/ bbb v a vy
— (=7 II) X2 ZNI[=Si-0-Si=] D It BiifEiREI OO (TO)Is K UMEL 7(LO)
£ — F[58-60] (2K L. 960 cm (t"—2 III) 1X[=Si-OH] DI FrfibfE#EEI46, 59, 61]
X T %, BARED LRI THRENSH KL 945 cm1 O —2 (B—72 IV) 1%
[=Si-N-Si=]lofhffEiREI62-64llIc L2 b D TH D, T7bh, ELOETIZL > T Si-N 4
ENREINT-Z ENbnbd, £7- 800 cm! IZHLHAKICE—7 REA OGN TEY (B—7
V)., ZHUX[ESi-O-SisloZ A iIRE(59, 64lic L2 b D TH D, £72 1640 em 1 IZRHND
=713 H0 2k DD THYI[65], KBr ODWEKICED bDIELEEZ TS, A LIEE
23 750-1100 °C OFEFTIE 1530 em I/ E R E— 7 BRA LA TEY | 21k NH: O
KIS 565, 66], T72H, 1100 °C £ TOIREK TIE NHe OIRREIZH D EHE DT
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FELTNDEBZZ TS,

B 3-7 TR LT AT MO ARG T 5720, B =727 I-VIZTHOWT 5 DD %
DARBRTT 4 v T 4 7T B 2 L TN L7246, 61-64], TOREREZR 3-8 RT,
T, TIC KL o THELNE-AE—7 O —J (& & B — 7 HE A2 2N E = LiRE %t
LTFry L, 202K 3-80), QITrd, =2 I BLRV OE— 7 ffE L
FIIRE S LB Ligho 72— T, [ESi-N-SisliciEX4 2 v —2 IV o v'— 7 [miglE 1000
°C i B EAGIRE D BT - TE LML, 1200 °C YL ETIEZEOZ b3 /S <72
STz, ZOZEAIER 8-3 (TR LIZEALEE ST 2 BEEHEEOBLIEET 5 Z L1 b
MmoTm,

Y]
“NH, v
H,0 /
_/J 1400 °C
\/ 1300 °C
—-—f'-*-J\\ 1200 °C
___._m.J\\ 1000 °C

AV N>
J\W 900 °C
NN

750 °C

Normalized absorbance (a.u.)

|

2000 1500 1000
Wavenumber (cm '1)

X1 3-7 CHsEGA YU W=7 aZ L a8iRE CEhd 52 & TERLEZREI ORI
WL AT hby 5 OO —27 (FNEFLILIILIV,V TRY) X7 4 w7 4 v JfiEkT
(KL HMR) OF=DITR LT,
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ZNZNA T 1190 ecm L, II: 1080 cmt, III: 960cm'?, IV: 940 em'?, V: 800 cm Z Hilx& L
TR C 5 DOA T AMBRIZT 4 b &R, WEMBERR, 710 v T 4 VTR E R
SRR, B ob), iEdi 1 I 11 IV, V O ZhEh e — 7 (iifE & v — 2 mik
7my kLT,

3-3-3 H T AHBIRSE

FEROBRELY, CHs EERFZTu Va2 BT 52 LT, BENTAFETTAEHD
LB LT, T TCHRONTMBENT AT T AOBMIFHE L LT, RERIHTZH
WTCH T AEKBIRE (Ty) ZiHiiL7-, 5o/ DTA hirzXK 8-9 (Zrd, hialEt &
LT, x=00x=7 a4 /LERKEH, 1050 °C THERE L=kt (U B AT A) 12290 T
MEEIT-T2, —XIZ, YU A HTT AT Ty TORAREOELD /NS W=®, DTA
BFHTIE Ty T LA EHBITEno72067, 68, L LAEBRTHOLNMBELr AR
T AT ZRE B OEN R SNT-T-D, “hi Ty & LTEME L=, Ty (SRS
% DTA #h#RoZsdhix, EALREO ERIEN, ERANZS 7 P LTWDH LD IZRZ 5,
K12 900-1000 °C TIFABICEEMNC Y 7 P LTE Y, 1200 °C LI ET BRI
272, 1300-1400 °C TOZEALIZ L > THONTBEEL 7 A FH T ATIX Ty’ 1400 °C f+
HECTERLTEY, EINTWD VY BAT 2D Ty (= 1100-1200 °C) [69]1 L v 132
DTN E Wb hoTz,

1400°C

DTAsignal

1300°C

1200°C
1000°C

. . Lo, —900C
600 800 1000 1200 1400 1600 1800
Temperature (°C)

3-9 HE(VIRE TE(L L7230 DTA i
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34 BER

¥ 3-3 lTRT LIS, BUEELZ FRSEHZETERGAREAINSE, BEZH L
XD LRI LT, T ERD L. 900 °C £ TOELTIIEREGHEORINLE )
BELOEITIZDFNTH Y, 1000-1100 °C TIXEFREAH BN ABITHMN L 7=—F T,
BELOEITIZA DN o T, FLIRE %2 1200 °C YL EICHNS 5 L EHZEARIT—
EERY, —HFTEEORENRRLLNEZ, ZN5DEREEDOEE L OBE LD
SWTHFET 5720, FIRE TORILKISICOWTELE L, EEOEE DM L& B D
AH =R RZDNTHRET 5,

900 °C £ TOEMETIZ, 5 2 mTik~_7/= X 912, Si-CHs=° Si-OH B IsT % Z L1
LV EISHETL TS EEZBND,

=Si-OH + NH; — =Si-NH, + H,0 (1.9
=Si-CH; +NH;3 — =Si-NH,+ CH, (2.1

AREBRTIE CHs GG 7V EHN TV 72019k 0 H Q. 1DXDOSISHMENIZE & T
HEHZEZ TS, 72 FT-IIR £V 1100 °C £ TOMREKTIX NHe & b5 B —27 35
BRTWAZEMND, ZNODORIGICE > TAEUKE Si-NHe IZEARIGER Z SPRAFL
THI ENRBINT,

EREABOHEINN RS 72 1000-1100 °C TiE, (L.1DHKD X 9 72 Si-0-Si OfEA % 1)
DRIEHEE TS EEZTND,

=Si-0-Si= + NH;3 - =Si-NH, + =Si-OH (1.11)

PO FT-IR & H AN ORER LY. Q2.1DXORIE 900 °C UL FOIREE T2 T L
TWbHEEZOLND, —HFTCIOREKCIIEREAREITHIML, TADH L Y NHsRE
D325 Z ERbho TS, ZOZEnn Ve NHsAIE LTS Z ST LT
HDH, TORERTIET Y BTNV E RGP CRER L1256, BB LR EITT2 2 e 03mb
NTWD, LLARRL, KERTIIEEOHIMIR N>, 231D &
KRG YD PUSPEITLTRY . FARENPEMSND Z L TH T REBIREN L5
THZETHREBZAEL WD EE 26D, £/, FT'IR XY Si-NHz OFF/EN R
ENTEY, ZOFKELAIDROETEZELTND EEZTND,

EROTABNEL D BELOEITH A B 1200 °C LLETOZE(L T,

=Si-NH, + =Si-NH,— =Si-NH-Si= + NH; (1.12)
=Si-NH, + =Si-OH—=Si-NH-Si= + H,0 (1.13)

46



=Si-NH-Si= + =Si-NH,— (= Si—)3;N + NH; (1.14)

DX BREOEDEBIICEE TWD EEX OND, FNTASHOKRIY, ZOIREKT
X NH:IREOK FARLONTEY . FLVOFBEEZEKRT 5 & FARGEET 2568130
I NHs JBENEL 2> TW0D, ZOZ L, (LIDKITA LD L 9 B LS DHE
EMET L, (1.12), L1DRICE LN D X225 Vb O NHs OEEN R & T &35
oD, £, TNETO—HOEACSISIET WIZ NHs 235 LTl Z 2 RENILTH
56, (L12XOKGEH FNVEE TEL DG TH D, WA SRR X OMALER S
OWPFEIZE Y, ZORETITHALDOIAER A DN Z Enh, (L12RDOKIEN 2 ki1
RLEEETOIHENICoTnDEEZEZLND, £, 29 LIEMEIC L DEROMEE
FOSHEE TWDIZH b bd, FAVTORFRRENMET LR o701%, (LG &
BSOS EHIZE L TN DD ThHhDHEBZTND, TAFHORR LY 1200 °C ULk
OEIRTEH NHs BD—EEGFA L TWDHZ NP LNERSTEY, ZOZ LT VEREmIC
NHs A8 L, S EETT RN H D L 2R LTV D,

F72. 1400 °C TEALLIEGEITIT KRR R EOFREAENE X TEB Y, 1300 °C LLIF &
XA SRR DB L O ST PBIE STz, ZOREEIT DTA 12X - CHlE Szt
BrOH T ZAGEBIREIGADRER CTH Y . Liohd> T RRL R E CIRFIEENEZ Y,
BERE DN HEIT LT B 2 b 5D,

3-5 i

ARETIT CHs BREA=T a0 F M oW TEMBE S FR SH, EREFEOHEM &85
{bOHETE BRE Lz, FEARMREROKGT v XA &Mt Lz, EikELY LH &
% Z LT, 900-1100 °C TEREGAEBM L, 1200 °C LLETITH 12 mass%DEFED
O Uiz, BB kiE 1200 °C LLETH#EIT L, BEN 1.8 glems L 727, H T AL
BIEEIZ Y AT 2 X0 4 200 °C LLEE VY, 1400 °C (1L CTH - 72, KB LIRERL CTIX
B2 DIIERELTEY, 900-1100 °C TiE, Si-0-Si fié & NHs OUGIZ & 2 ZE bt
TIC K DEFEEGAREOENM, 1200 °C LLETIE, 74060 NHs OB HER S, 7v
KD Si-NHe R L OIEOEATIC L 2, BELRE 2 b,
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WA WESITRAVEREEF AW EIL A BT ADERLE

Z DR
4-1 &R
INETOBRFILEY CHs RZEA LY =7 u s vie v, EiEs RS
52 LT 10 mass%aBR DEREEAN LI/ VT OBREL 7 A FH T ZADOVERLICHERT) L
oo LML D, ZHVETO NHs RHAH TORISEERIZ L D28 LIEA 0 THY |
o MR AT 2 TR, BIMEREHI O 7= D1 iE, BT A FBT T A DOEAL B R
T LLEND D,
f*0>${£0) DT, MELERER & 5, ERMERERFIEOREZX 4-1 1257770l Z
DR TAMZETIZ, —HhFmOME &L Z@BINENC L - TRERE 21T 0 7 7 X~ Bk
#t (Spark Plasma Sintering: SPS) %% 3%&4{R L7,

— A REBERE

— Rk TR

MIEBERE [ ZAMEFRKELHES (HIP)
—HEEESRSE K

— MET S X (SPS)
B4 4-1  E7RNEREREOFEE[T0]

WE 7T A~ hEft (Spark Plasma Sintering: SPS) 1, 77 77 A hlO X 4 2B L
N EF AN TFRIZER R AT L. F v o N—NT—8lINE L2272 S E/ L 2 BEA
179 2 & TR BEINEVT 206 FIETH 5 [70], ZEEMER OB Z K 4-2 1277,
SPS [IANERERE & BREIS SBRBERE O W T OFFE AT ANTZEIFTH Y, BEICL>TH
AR NUTFBLOREBOAREZNES 5 Z L oEEEN/ NS EEMEL - @EBH

(@H 50 —100 °C/min) 73 A[HETdH 5 R & F#o[70, 71] ¥£72 SPS WL Z LT,
SisNa D X 9 2R EERERS MM B D BERE 23 P REIZ 72 556 . IBFEIZ X D BEfsPEm R R Fn 6
TWDHZ LD, KEDORRE T A %77720)'@6,\;. J@“LT bAHTHDLEEBEZ LIS,
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EiE - MEAE

X 4-2 KBS T A~ EREEROEAX

ZZTARETIE, MET 7 A~BER 2 MO TREE CERREO®WIREL T A FEH T A
HET D RHE L, YU BT NVOEMIC I VIER LIeBET A BN T A%
BtE UTRERE 21TV, BELOBEIZ21T 9. S BICRBNTRE T A A T 2D N4
PE. BEBARRIE, BAWUREDRIEZIT O 2 & T, ZTNETICHE SN TV R > iREL 7
A BN T ADMEHREZ AT D,

4-2 RER

4-2-1 YU =T a SNk AW BRE LT A F T ARG K O {ERL
THETICRIILTE. S U BT oS ANSIER L -FRZE(br A EH 5 2 DR
ORFEET A, x =050V Y BT sk 2-2-1 LD HETER L, 2-2-3 &
FRRICZE=AL Lo, 7272 LEABIREE X 1300 °C & L7-, o= akblt 2 mie. ok (63-125
pm) U, OB TDRREALT A FH T AR ERFT,

4-2-2 TENT 7 ALY D ERANTBRE T A FH T A JFEHY RO /ERL

BECORFHI ST | ZEOENLTZFRRLETH 7203, & 3 BE TITHRFTL T
Xl VT e S ERWE Y I NVIESEICERT 5 Z EAREETH -T2, TR
DT ENLT 7 ALY IR (Aerosil 300, HAT =wu VNS ZFEELE LTHWAS,
Z OMRITKEIAK S FEET2IC Ko TERLS L, 1 IRKBL 7 OSEERIERS 7 nm L /&<
eSS 270-330 m2/g L HESRIRE Wiz T7T o Ao E LTI cE . £
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RIZEALOHETI R 72 SN TNDZ EnDEA L,

TENT 7 ALY IHE (Aerosil 300) 1, VU BIFLE ZH 2 728K (TSW-52,
= h—) TEHLE, R 1 g 27 I FT8-OF— MY, FLENICHRE LT,
2-2-3 L [RARRD FFIE TN A NHs 7 A Cliwg/z L721%. H A¥iE 300 mL/min THt L. FHi&E
BE 5 °C/min T 1000 °C £ CTHIR L7-%. 12 Bfi{RFF L7, 5 °C/min CT=IE £ CTHIE L
7oth. Ne HACTEBRLCEMLIZMREZRY H Lz, LEX VB OnBEr 45N T
2R E . BERE AT O REEE LTV,

4-2-3 &7 7 A~ Fifk (SPS)

VAT R TANOER UTBEL T A £ 7 AFERE 0.2 gl &0 AR 15
mm OEBED =R BUZHEEL, BEO LT =R O F Tz TEy v T v
TEIToT, R UBRIONEEZIT, XU F OB EZED 701, EX 0.2 mm O
BN AE v b L, SRR AT 20, bR URITREMMECTRATR,
D%, WET 7 A~ hEfidEE (F LER TS 1284y L, 80 MPa T—#if
DOMEEAT> T2, JENIBEEHM DK T T2 E T Bl o7, BHKREERN A ICESR
L7, IEVEBHAA L=, F-IE3E X 100 °C/min & L, 1600 °C T 2 R Lz, 247
MORE%., FOBREKE CRE L THA L, BEX, B f mA—2—THlIEL,
ZOREOEN EIREOBRGRETESE L, SO IS X% 10 mmX10 mm, JEX 0.4
mm ([ZY)Y L, Fim A S mareE L,

TENT 7 A IR OVER U TR b7 A FEH T AFEEHRRIZ OV T b [ARRIZBE
fEEIToT, R LEHT DM AEEZ 0.5 g & L, WNE 10 mm O EGRE D —R A A2 FH -,
B0 D BEAEIREIZ L D LA R 2720, REFREZ 1400, 1500 F721% 1600 °C &
L7ze Fio, HEHAREIE LTEMELTWRWT BT 7 AV U DR RFEHEE 1200 °C
THERE L7, FARIRICH S 723k Ol & #2000 £ COMERK (I—FR~ v 7 « _—%
—. V77407 vy 7R ZROWTHIE Lk, HENY (Er— K7 2R 56—
208, V77 AT v RSt EAAYEC RS R 6um, V77 AT v Ik
K&t 2V CEEmME LT,

4-2-4 BEER L OERE A EO

HET T A~ Beft 2 O TRERS LICR L7 A BT RZHONWT, DIFEELETNEI
DEELER, BEIZMELTCHEE L, £72 He VAZACHABET (F¥at'y
7 11 1345, HEEUER) ZHWTHEELZHEL, ZoMEzEEEL Lz, FEEHB LW
BEAE 2 OB OMBITHOE X AR08 (XRF, ZSX Primus II, Rigaku) (ZX > CTHo#rL7-,
JFEHEN 0.2 g 2V LV ®12 mm OFUZANT 2 MPa OJE/) T—#NET 52 & T
Ny e L, ZHZREIARAZICEE L TRIE Lo, BEfEOREHIE L=, 0B
ARAZIEE L CTHE L, 3B~ A 7 1XEZ 10 mm & L7,

50



4-2-5 JEFHEPERTAM

JEF R EREAM & LT SRS - RTHR - ST ARAN OB 0D 0t =R A S5 Ak — wT o3 O O G

(SolidSpec-3700, HHBAERT) B L7 — U = Z# R4 (FT-IR) 4 %t B 5

(SpectrumGX 2000R, Perkin-Elmer, Inc.) Z#HWTHIE L7z, MESRMZETNENE
4-1, 42177,

F 41 b - AT W o iR ORIE S

I 7E &5 B 200-2000 nm
BEE—FK BB
ANy g 2.0 nm

A¥rURE—F i
ST TEYTF 1.0 nm
TJL—T4VT0% 870 nm

SR 310 nm

R RUE 830, 1650 nm

# 4-2 FTIR Z W 7odita == [E D53 S

TR 7 i 2000-7800 cm'!
gl 1.0 cm™t?
53 fiRHE 4.00 cm!
FEF I 5[]
FHR N2
s]f)(fii?;r KBr

4-2-6 HRRFVERT A

UM S LT, Yo S RAES L O v b — A SRR AT - 72,

WO > 7RI OV A A IV CRIE Lz, BIREO 720, SO W % SEi i
BEL T, UBHCHEE STy 77 —m oy FEE L OBE (b LB #ail s,
Ava A= Lo THONE B OEMNR e, B, 4387
B, FrIVRESINSEOERHEE (V=2x7) ZRHLE, S5 EEOR
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WS 2 VTR L W R T Y by, MIESRG, Yo VS REREH LTz, 7277 Lp : &
E (kg/m®), V,: EEOMIE (mfs), V, : BREOWE (mls) ThH2,

V[Z _ 2Vt2
Ve =V
Gp = th

V2 V2 -4V

E,=2x(1+v)G, =pX T

By — ARSI~ A 7 n ey —AMEE (MVK-VL, BA8RER) 20 THlEL
Too MEIREASHEMEL, TORMEIE Yy I —RAEFEFHIAALTE, W LIALMEIT
100 gf, AfTFHZ 15 sec & L7z, BRifR. HROMABMEZHE L, Z£OVFENE E >
H—AMSZRH Uz, E7o, BRZUFEIME TBlE L,

4-2-7 BHYREPEREAT

BN R ME O REA 2 I XL BOR MR E R EHeE  (LFA447, NETZSCH Japan KK.) %
vy, B BYRBCR R OBMRERZHE Lo, KEwma <o, b ERmas i —AR
AF VL —Ta—7 4 7 LTHIE LT, 5O ciRE B dh#RICA IR L AR IEZ 1TV,
Cowan E7 /L& MWL Raz B Lz, HAEREC,OFEICITREERL L LT
Pylex &\ 7o, BYRERKIILLFOX TR LT,

k=apCy

4-3 $ER

4-3-1 YU BT aF)VinbERL L TmEL 7y A HBH T A

VBT a SN EE L TRTEBEL T A £ T A AKR%E SPS 1EIZ L BEfRS L7553
IZDOWT, BERERFO SPS IR 2 INAERh R 2 B 4-83 127”73, SPS IREEAY 1200 °C I
B 5 LEA PG L, 1300 °C LLETRE SUUME L7z, £ D% 1550 °C bl LTk
RERIMEIT R O NAR o Te, RERIGHED R 572 1300-1550 °C DIREEIITE 3 ®iC
BWTHE LY 7 AEBEE (B 8-9) fHIDIRETHY | FT-IEEAE U CEEELH
EITLIZZ EMI N2 D, BaRE#., B0 B L7ZBICEREHIE S 5N 2 SicEinhTLE
o7z, BONTHEONI AR 4-4 (-7, 7272 LEEHIREMIERZIC 1 em AI2E10 H
L7zREETH Y . WIEZROREIE S 0.4 mm THho7-, B 44 1RT X2, U Hh=
T RFMIBNTE SPS # NS Z & THIAIEN T 7 ZARER G e, 7272 Lakkt
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BURBIKEIZEEBLTEY, W OPOERAPBE I, BRICOVWTHEKT v 24
WCHERT D &, I—RUBHHL TS Z Enbnotz, XRF AW TEREHELH
ELEEZ A, 11.3 masshDEZDER TX 72, SPSAIOFEITIE 11.7 masshDEFR %
GAELTW=Z 80D (X 33 M), SPS ICX2EEGHBOEIITIZEA LR LN
Hol-, MEONSBEZNELZEZAS 2.3 gem3 THY ., ik UV HT % (ES
(BT, Y —) OEE (2.2 glem3) LWL ThTMIEWMEZ R LT, 224
REEEZRELZLE A 24 Wi - KERL, YU BAT7A (1.5 Wim - K) LY@
WEZR L, UEXD U b7 a F el Uik r A %0 7 A% SPS ikIC &
DRERET D 2 & T 11.3 massh DER L EH T D RBENT A FH T XA DOVERIT )
Lz, 2 LELNEREOESIE 0.4 mm THho7=720, FFMRMMEOFREE IR T
TENT 7 AU IR SAER U BREALr A FH T RO T To T2,

4

3.5

3 F

2.5
2 -
1.5

UR#E (mm)

1+
0.5

0 |

-05 1 1 1 1 1
500 700 900 1100 1300 1500

mE (°C)

X 4-3 =7 b lERLU -8R A B T AR DO BERE R 3 1T 2 IHE fhiR
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4-4 Z L= T a S VB R OB TR T T A

4-3-2 TENT 7 AL B ENSIERL LB A EH T A

FP. BILLETEALT 7 AL U B RIZHOWT, XRF ZHWTHIE LAk ZF 4-3
W2 T, EUIZE - T 17.2 masshDER L A LIzl s A F T 7 ADJFEH KR035
LT ENDh otz BRI ARZ ., SPS IEIC L 0 FRE T35 2 & THROLBE
DA AER 4-5 1T, ZIMELZ T 720, REIE 5 mm RO I/ ETT o
Teo JREEE LTEARTIOTENLT 7 22 ) AR EHWIZ5EIT, 1200 °C TORERIC X
STERABRT T A (VI IHTR) LT, —H TR LEEEEZ AW gaici
1400 °C THEESHETL TR LT, MEREMICBW TS, 5 3 ETOMmE & FERICH
OEELE R Lz, BERSIRE 2 LR X2 2 1500 °C THERHEAEHL L, 1600 °C Tix
BT T ARBINE DN, 2D ORBIOMAR., FEZORBES, BLUOMIEKE
R ABIIRT, EREGAEILSPS ZHWEERIC LV L2, 9 massha A HE
FREZRDSZ LB Do T, INSEEITBERIRE O BRI BR L, 1600 °C ThE
fi Lot BB 2 B EF 2 HWTHIET 5 & 2.58 glem3 Th 0 | FHxHE I
100%IZEIE LTz, TRDOOMBEMT A FET T AOBEIZEEI L, 13.6 mass%hDEFR %
E LB TR 2B EA AL T T A DIERUC R L=,

(a) (b) (c) (d)
4-5 TENT 7 AV Y DR E MRS UCRER L7oRE TR
(@ VB HZ7A (1200 °C) MEEZE(LT A FEH 7 A (1400 °C)
(o) B==A b A H# A7 A (1500 °C) (d) Be={bsr A 47 A (1600 °C)
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# 4-3 XRF & HWWCHRIE U 72 ok & BERE 2 DAL & 25

#HLRY (mass% B Yo7 3
BekiL , (mass’) " X
Si @] N C (mm) (g/lcm?3)
JFEH R 444 | 36.7 17.2 1.7 — —
R A FHT A
1400 °C 455 43.2 10.1 1.3 2.52 212
[ E A = S
1500 °C 46.1 43.9 9.5 0.5 1.95 2.44
[ E A = S
1600 °C 46.9 38.3 13.6 1.2 1.96 2.59
ORI T A
1200 °C 45.2 53.1 0.0 1.7 1.95 2.16

4-3-3 JEFHRREREAR
BoNTREIORBENEEZ R T 720, B 46 ([ZRIIRIMEICE T 2 FBRR AT b
NS, MERLTZ3 U 4T A1E 800-1600 nm DIFRIKIZIUT 90%LL D%l %
ARLTEY, flROV Y AT A LRRETH -7, 1340 nm (27 5 5WILE OH Off
MWIRENC L2 b0 Th 574, HE 400-800 nm TILFEBROE FRA R LN, Zhix
HHWELDOEETH DL B2 oD, ERLUIEBEL T A RT T ATBW L, BEREIRE D
EFICHES T, BEREMDHBRBEN EF Uz, BERFIREZ 1600 °C & LHAITIE,
£ 800-1600 nm (ZFWTHIEED 80%ZHZE L7z, 800 nm LU F ORI TIXZEED
RFA RS, 350 nm fFUTIZERAMNIUmEA B Sz, T OENRIRIZ S Y I T A X
DHREEM~T 7 FLTEBY, HTAFUZBASNIZERZB AN FEy v 72/ hE< L
722 &R LTS,
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100

SYRHSR N
. 80 v ]
X . .
g =LA FEHT A (1600 °C)
g 00 1 BEEY1EHSR
g (1500 °C)
£ 40
c
©
Y
MEETAEHT R
_—_——‘_—-—/
(1400 °C)

0 1 L T 1
200 400 o600 800 1000 1200 1400 1600
Wavelength (nm)

4-6 TENT 7 AV IR EFEE UTERLIEBRE T A BT ALY 7
AT ZADENTIIMNBUT IS T 2 g A7 v

FTIR % AW CHIE LRI AR bV &R 47 07T, ERILI=S Y AT AT
I3 2950-4220 cm! DOBEJK/RWIL &, 4530 em! ([ZRIE— 27 8B 57, Zhix Si-OH
WA LTz HO OBEHOEEE— FIC K 2WILTH 5[74], 7220 ecmt O 4-6
IZHT 1340 nm IZ AL B & [A—TH VY . OH OfEIREN X595 [74],

BRZEAL T A AT ATB WD TUIBERSRE O LRS- THIERN LA L, 1600 °C THE
f5 L72BBHT B W CIE, X 4-6 [FIERIC 80% D MBIZRE LTz, £/, YU AT T RICE
T A BTN 2950-4220 em'! DHE R 72 INR 4530 cmt DI ' — 7 (TBEREIREE O F
FEII/NEL 720, 1600 °C CTHERE L= CIiX R o< 257, —F T 3360 cm'?
IR e — 27 ARG TEY . 24Uk N-H ORI KIS T 5,
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Transmittance (%)

7000 6000 5000 4000 3000 2000
Wavenumber (cm'1 )

— YU AHFR (1200°C) —— BELTIFEHSR (1600°C)

— BEETAFASTR (1500°C) —— =71 FHFR (1400°C)

X 4-7  FRIMBIL AT R

4-3-4 BRI

VERL L 72 BR 2L 7T T A OMSRFERTM & LT, BHER SV ARBRICL VAT v Uk,
MR, Y 7 ROWPE, ~A 7 vy —AMSRBRIZE Y By b — Al S OHIE Z(T
S, BNl ER 44 TR T, (ERLEZEV Y AN T ZAOMHEIEIHROV Y I H T A
(Viosil-SQ. El#b# TS, Y /5. 72,6 GPa, 'y h— Al X 9.18 GPa) &
FIEOMEEZRLTEY, BENBEYIITONTWASZ LEZRL TS, DT NDITIEVVEEZ
RLTEDIE, HHXTEER 98% ThH Y . MUNRRALNEFE L VOB EEZ NS, F
WUTBECT ARHT T ADRT Vo, WIS, v 7303 1400 °C TR L7 2 LUE
BB TCOI Y AT T ALY EWVMEZ R LT, bbb, EROBEANT L o THEIBFHED
M EL7E Wz D, BERREZ B S5 LMERCY v 7 3RiT ER Uiz, BERSIRE %
1600 °C & L7=iEHClIv o 75623 148.6 GPa lCEEL TRV, YU DA T ADK 25D
fEZR LTz, M 11 IR LA DT T ADY » FRELIE L THEVMEEZ R LTS Z
ENDIND, FT-E 48 1T LIARRBRE DO E v I — A EREZRT, 100 gf O LA
Bk, U BT ATEHEEELCY 7 v 7 OFERRLLITZA, 1600 °C THERS L
TPBREAL T AR T ATIXZ T v 7 ORENRALNR o7, EIEORHARE I HBHEH
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L7y h—ZA BV TH, ZEBLOWERIEED FRICE-TERALTEBY ., 1600
°COBEFREIZ L > TR LT TATIIT Y I H T AD 15EDOE v h— A E 2R LT,

T 44 BEWANVABRLVEONTZART YUk, IR, Yo 7RBION~ A 72y
H—ARBR LGN Yy I — A X

SYhAHSR BEBETARASX
1200 °C 1400 °C 1500 °C 1600 °C
R7Y Lt 0.163 0.17 0.228 0.222
Rl 4 2
(GPa) 30.4 31.9 50.6 60.8
YU R
(GPa) 70.6 74.5 124.4 148.6
Evh—X
B 8.0 — 11.6 14.9
(GPa)

(a) ) (b) ‘

.\\‘ y

&

10 um 10 um

B 4-8 100 gf #f LIABZRERL DO B Y B — A EIR
(a) BRZILr A FRH SR (1600°C) (b)) YU HHFR
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4-3-5 EAAYRRME

L—H—203 v aZERAVTHRIE LB, BLHE, SMEEBERDELTE 45 R7,
TENT 7 AV RN SIERL LT3 ) BT ZADOBYRERATE O F %2, filko v
UHHT A (1.38 Wim K)., Viosil-SQ. FHUbF LHEMRASH) LT 2L, FA%ED
AR Lo, (FRL7eiE s A ROBILHERITHEMIEE O LA ICE-TEA L TERY,
1600 °C TOREFEIC L > TIHONTBEIL T A FEAT T ATV AT T ALY bEmnEYE
BERERT N T, =7 a PN LIER LTEBEN T A FHT T ATB N T,
VUBHTALY BOBIEECR A R Lo, B, ZOfiE VW CEHE S L2 BVsE =R
IZOWVWTHEWMEZRLTEY, 52 1600 °C TIERL L7-E(\L 7 A FH T A DBYRE
RV AATADK) 2 EOfEE R Uiz, 7272 LEBAOWTIE, LY EfERIEZ1T 9
(IR EEBE AT (Differential scanning calorimetry ; DSC) @ X 9 22Dl EIC
K DWPENLENS LILR,

K45 BWIRHEL UCHE L7 tbB, BUnBeR, BVYnEROE

SYhHSRA BELLTAFRHSR
1200 °C 1400 °C 1500 °C 1600 °C
i)

/(g - K)) 0.70 0.96 0.73 0.91
AL 0.81 0.57 0.87 1.2
(mm?2/s)

EMnER

(Wi(m K) 1.2 1.2 1.6 2.7
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4-4 ER
4-4-1 BELOZEBHIZONT

UEDOBFHZ LD, TEA T 7 AV DM RELIZI IV =T Vv eEbd52 & T
BoN-MmEEZ, WET T A~BERE AV THERET 52 & T 10 mass%ll b 0%EF%E
BATERRECT A BT T ADIERIZ R Lz, 22Tk a7 a vaiets LTH
WEBRD | BERERF OB EBNZ OV TEET D,

B 4-3 (277 L7 BERSRFOUUHERIAR LV | IHEIE 1200 °C BLETRAA L, 1300-1550 °C
TREVRICHEST L72#, 1550 °C LA ECIUHENRE T Le, £72K 8-9 LV, 1300 °C T%A1k
Lz V=7 a ol T AEBIEEIX, 1400 °C fHEIC Aoz, 2o Ehn, H
T AR T CRERE DN EIT L TV D Z b5,

4-5 BEREFELYMHE

VERL L 72V DOFREA T T ZANZOWTCEHMIE L, YU AT TR LR LTz E 2 A,
1600 °CTHERE L7 T ZADEFEIT2.59 glem3 s ) BT A (2.16 glem3) LV HEINL
TEY., YU 7RI, By b — A S35, BYmE RGO E R LZ 2
b, BELT A FT T ANITBMRER, BRI ENLTWD Z ERbnole, 22T
WIZENENOYENEROBEAIZ L > TH EL7-EBEZ2ZEET 5,

FT, BEO LRIZOWTHRNT 5, AFRTEIELLETELT 7 22U TR E
1600 °CCTHERST 5 2 & T, ZEH 413.6 mass% i ., HEN2.59 glem3DERZEL 7 A A
T ADMERUZER I L TR Y . EHROEAIZ K - THEITIEM L7,

(12D K D123 DDl L 20D ERNEW LI25G . BEDOH & (16) LERDET
& (14) kv, ReroEEiINE< D,

3(=8Si-0-Si=) + 2N3 — 2((=Si-)sN + 302 (1.2)

Lo, TROT U I HTT A (2.2 glem3, N, NP, Y — « 7 53—V ES4E) & SisNg
(3.2 glem3 SN-220, 31t 7HEASt) OBELET 5L, —MKITSIBND 03 @
EERTZENMLNTWD, T72bb, 7 AFICEASINZERITENMEEEZ /NS L
T 52 EnNbond, Mulfinger 5 DEFT /LA DIC LHiE, NIZiE3->0SiXeUE A XN
F72130) BFER L THETE 5728, SURAFOFRFTERISEBEIC 25 L EZ BILD,

=Si-N-Si= F7-1L(=Si)sN (1.1)
Si
I
AFEBRIZTBWTH 7 ZAHFD(=Si)sNOFEEIGIZTOWVWTIEHA L NS> TRV, 20
KO EETER LI TV BT TRALIDEEBER R LIZEEZDND,
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WIZ, Yo 7RO EFIZONWTIRANS, Yo7 RiT, ISHTHT LD LIC &2 %
LTEBY, TOMENPRKEVIEELER LICL W, RIS, MEZ R 2R ofE
HEBMEN D H[T5], BIRFOKE SINZ+ & Z-CHBEr 720 BN 7= 4 A o %t DY v 7 REIX,
Hifliie A AV RIRT oy VU@ E AW E, WK TRTZENTEX S,

U]

E =20 (4.1)
T

UGr) = — 2% (4.2)

4. D% A A o MERERITIEIRT 256, YU U REF G KB L e~ —T v 7
EEME RN TRATEZ DD,

IU(r)I

Ecrystal = 2M (4.3)

(4.2), (4.)XEL V| A AU MRS DY >V FEaystallIFER 71, Bt A A4 o HEEHEC R
BT 5H, iz, 4%/%%%ﬁﬂﬁﬁ®ﬁm\4%V®ﬁ0ﬁ?ﬁb%ﬁﬁhm1%ﬁ
ENd, ZOURIXINFETOREICEIY ., HTRZBNTHRY oL FHEIATY
575, 2FE VD, BREAZL DV IR EFHOMFIT, BEO LS L RBICNIE T E
DOIEEEBBICT 210 EE 25,
AREBRTIIEROBEANCLY, BYLBERO LA LR N, ZHEHT T AFO T 1/ >~
DAREHED LR/ LTl B2 6N 5, FEROBRERAZ Bk L72E7 /LTl

K=§CV/1 (4. 4)

ERTZENTEDIT6], & 2 CTrIFBMRER, CIIHE, viZEE (1 HD 7+ 7 v OEH
WE) L AMI T+ COFEBHEBITRTH D, T CHREIIY I REBETEI S ToED
YHBTHEZOND, DFV, BREOEANLLIBEED L% 70 ERHN ERSY
By MR BRI 2R LTINS

4-6 FEE

ARETIIHET 7 XA~PekE (SPS) #HWT, 1ER LI-BELT A £ T A& REMET D
ZEICRVBE R ET A R T AOERE B L., £ L7z 11.7 massh DEFR %
Giev Y =Tl v EHG, SPS IEIZLY 11.3 masshDEFZRE GLMREN T A EH T
ZADIERUCE I LTz, TENAT 7 A U I RZZEALTZ 17.2 masshDERZ EZTMA

61



ZHvy, SPSIEIZ LD 13.6 masshDEFR L HT/E S 2 mm O REEEL T A T T A
OVERUCER I LT, BONTBREIL T A FEN T AT, BFEOHEABRIZEIY, YV IHT
ALHI LT, YU/ REIMN 26, By M= ARSI 1.5 5, BYERITH 2 FoEs
IRTZEEMR L, THODOERIV Y BT T ALY EOEE U2 D 2
LB LT,
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FEHE MmBIOSBOEE

KIFGENE AN 7R DOBREC T A BT T AEAER L, SEREA A GNCT 52 2 HIYE
L7z, 8 1 BCOPREREXRICBTMENT A FENTT ADOFTFEIZONWTELEL, ZOWE
A ONCT HZ L OEEM IR,

W2 Em (m 7 e LERWEE T T ADER] ik, CHy KEBEY Y h=7 s
NEZBTHIET, EREHBEOBWASLVIROBEL T A £ T AMERE B E L,
=7 NAOMAE CHs EOEHIZ L DBFREANL LUV BT AR~ DB E it
L7z, BERGEREZHND ZETEONED T a SV ETHERSE - n S L ek
1 L CHREAOMALENRKE <, 2z 750 °C TELT 25 2 & TERIREOHMA A
b, 2o 7 a7V EflnD Z LIk 2ERBEOHEIMI. TLVI=ULaENil-
Si02-AlO3 7 MZEB W T H ZDOENMER TE /o, £ CHsAZ ML= a r V2=
fEL725AIE, B avAxhos 7y 72 MEI L, SV 2 IROBELTr A FH T AD
VERUZAREN LTz, ERIWEIL CHs FEEDNHINT DI L > T L, CHs ZEOUIITE
REHFBEOHEIMZIOIRDB D Z EBH LN ST, ZOZED, CHs EEHT I
7S NVERIRT S Z L3V OfRET A FT T ADERICERTH L Z L3 bh
277,

%3 E [EREIC LD ERREOHEMBEG TiE, 5 2 BIZBWT AL ZROT T X
ERUZ P L= S v 2T, CHs EA =T a7/ /MZ oW TEIRE S EH IS¢, &5
GHBROBMEBELLOETZHIE L, A4S CREROKIE T 0¥ 2 &R LTz,
ZLIRE A LR XE5 2 LT, 900-1100 °C TEHREGAHENIML, 1200 °C LI ETIEH
12 mass% D EEFHEDENIZKI) LT, #EGIE 1200 °C UL ETHAT L, HBED 1.8 g/lems &
pole, W7 AWBIREIL Y A H 7 ALV E 200 °C BLEEV, 1400 °C (i TH o 72,
FEZACIRE CIX R B RN AE T TE Y, 900-1100 °C TiX, Si-O-Siffa & NHs DK
JSIZ XD ZEALDOEATIC K D EFRSAEOEM, 1200 °C LLETIE, 7vh 60 NHs Ot
DHER S, T AKED Si-NHe [[ L OIS OHETIZ LD, 1B 2 b,

%4 E THET T A~ Bk AW EL T A FT 7 ADOER L 2 OMERHG] Tl
BT T A< ikE (SPS) ZHAWT, 1ERLAEBEI I A FEHN T AZREMT D LICL
BINREAT A BT AOEREZHfE Lz, £{bL72 11.7T masshDERE Giev U 1=
7RG, SPS EICE Y 11.3 masshDEFEE GLIREN T A FH T ADVERIZ L
Hitz, TEALTZ 7 AV BB REZ LT 17.2 masshDEZZ G R %A AV, SPS
EIZL D 13.6 masshDEHZELZ GRS 2 mm OB Rz /r A 07 A DOVERLC D)
L7, SN ENTART T AT, BFROGADRICEIO, IV BHT R EHEEL T,
YUTRITHK 2%, E o A ST 1.5 15, BMRERITN 2 (50l ERT 2 L AR
L. ZUHDOFEREYD VY BHT ALY @OEEBEHESCBEERHE 2 A T2 2 L 2L NI L
77
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UEXO DD FNEENT DL CEREBRIEICEA LIEBET A FRH T AN
S, SPS Z AW T-BEREC X 0 s 22 s 7 IR OVERUC AR L=, 185 ni-Bkaqlbr 1 %
AT AL, HERCBMRERIZBWNT, YU T ADOREEKRE L EAZ Z L ZHLMNC
L7,

AIFFEDORFT, BREALT A FEAT AN Y AT ALY bEWEWEZ M L5
RO —~ LT at Al EO@IRIS MBI 2B E R & LT oL O R & R
LTCWb, —FH T, BELT AFHTAOERDEHEMRDMERESCEAT 5 72D O E
bR, —DIFRABORIETH D, BIEE TICER 10 mm, JES 5 mm FREDA
VI DEREIC T A FH T AERGD Z LI L TWD A, Btz 24 7 ADYLIE
FEORES, HWMRHEICBIT 251000 TR E W o M EIOEEMEZ T 2 5 %
THERRREITOLDIFBELY bREL, B4Rl 2 T2 8RS 5, FEH
BIZRFLTH, #H & L TOA RIBROTEIISZ D22 IERKEKITEZE TH D, £,
RO T HIEDO—>TH D, VU B HT AL OH KD X 5 2 Nl O 1 E THEHS
PENET 22 ERMONTEY, BB AFEH T ACBNTH ZOREE /0 REE
TOMERH D, EFRMTAT TS, FPEERSECTIIEMETHL Z LBRDLNDLT
B, R OEIRIIRKE RETH D EBZ DN, SRILRHMREZEDDLENRD S,
INOOMEE 7 VT L, ISHANARE L e ERORIE SR A m XS 2 L A HIRE
TX, EEORBIIKRELEBMREZT IO THLEEXLND,
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