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Synthesis of silicon oxynitride glasses by nitridation

[IzC &)

FREALW 7T A IHEMAETE, (LS ITH AT 2
EVPENTT T AL LTHLNRTWS, LHL
LS, BEALXrAEN T ADORRE 2 584k
FAFIZI0 CRETHMELTLE)C L
o, BRECTHREILIAETI A RERT S
CEEFELY, YV -FVETERTLIED
RALNTELD, RROEKEZEATLIL
PELWZ L ENSEBELT 1 FZRT T R
DWTORIIIHRIICHEES T VITbIT
Wi, TOXHRREOT, BREWT T X
OVEBUCER 2D, 27 2 —F ¥ TOEIE
RERT[], SCBEOBIZT VEZT AR
AR CTOB o LEIGE Hv5 2 & TR
ST T ARSI EEEDTE

T 305-0044
2 A 1-1
TEL  029-860-4601

1) AKX 1029485429060 | || Iy

E-mail : SEGAW A Hiroyo@nims.go.jp

2

9

Hiroyo SEGAWA

Electroceramics group, National Institute for Materials Science

7z [24]5

—2i%, BBATAETIAOHMETHY,
BEEACIVIVAITTIARERTH IO R
BB X OB E A T 5o % H
BLTWA, b9 —2iF, ThITEHEIE
AW T & 72 SIAION 8642 58 215
72 SIAION %279 A # KR TH 5. SIAION #
D N CNE i v VN | R AW &Y /) R
Iy 7 AHKEKTHY, BUMEELET L0
BE LTHHIRTWS, RO A F vicid
fd BREXOEC BPHVLRE Z LHFEL,
Eu® EEOBRAMBEIC X - TREEENEL
TAHIETHALREABEZRTILBMONT
W5 [5le LALARDS, BEWRLET T A
OVTIEINETIEEALEMELIATEL T,
EWRL T T AMBCTREA BB ABEET B30

BRI 52 ERTEL Ay K797 Y

T4 R T VA 7 BTN AT 2 BT~ T
BB b, ARETCIRINLOZEEOBE{LY
A FRA T AR T 5 TRE & AT B

2023/4/24 A 16:43:£



S

—‘ #5 R 1395808_SARMEMWOIMN. indd 3

e e o ersAmmonolysis temperature (°C) | (1|

(B8t 1EH S X [2, 4])

T ADHRTERS & W EME & BE RN
BYAHYUATT A, BEAMENTHO L
YART x VAV AORM R Y, FHERPERE
KBWCEELRZHE R LTV, EETIR
L—H—REOBRAMtR Sk wr ) h F T
AEBZ DB FON T ZADORREIRD 5
NCTHED, BVNEEEZFOBE T I AH
HEHEINRTWS, LELEYS, YUHTTA
DBRFEO—HMErBRICEEMR BELr 1%

SR SHONII T 5 R IR EE & 7 2 B {LEER (2

B H72 3 1800 C UL CHRT 270, RS
IHERPRETH D, AMETREESHE
EMOMEDH LTI VB UIAFVEE
BErXNVEHAEDRELAFVEEEY ALY
U NEELT A ETEEBEOR VLY
RO aSIHON)- T AEBERAL
JEEHZ Methyltrimethoxysilane: Tetramethyl
orthosilicate = 0.5: 05 (Vi) Z vy, Hiks
BREAICLY, FVEERL, ERLY
W% 80 C, 20 MPa @ CO, BERFREZIRIZ L - T
CH&AY Y Ax7usr e Lk, Bohi
I7 14 )% NH, (300 mL/min) H 750-1400 C
T 12 KA L, @bl
FBRIBONLY VB RICIE RS 2
Dol DOV I BRIER S Tz, B
ZBLBETEONT Y T VORESHRE

12
=1
X
® 10 —
[ 1)
g o §
s g
- z
c 7 2
8 a
= 6

5

4

3

800 1000 1200 1400

Bt Ll SRMRE 2 SERORR
\ :
— N
I U

e

NEW GLASS Vol. 38 No. 139 2023
PEEBEELRT. EREHERITEILIEE 1000C
ThE{MLEL, 1200 CHUETRIZIZ—EL %
D, MATILT massB ICEE Lz NEIFEE
1% 1200 T UL LT ESEASR &4, 1400 CT
18 g/cm® & 7 o 7o LR AIRRE 2 5/l § 5 72
WD FTIR WEZ o7& 25, EiLHioLT T
N TiE S-CIRBYICH BT 5 ¥ — 7 238l &
h, 750 CULEOZ B TIIEE L. —HT,
ZALB DY ¥ TN TIE SN EE ST 5 5
72 ¥ — 7 Bz, 1000TC U EoLTiRiE
FEOEHEEDICE—ZHRENAFIIHML
1200 CUA L TIRIZ—E L koo TDOEALIR,
X 112mR L 2fbiREICH T 2 8B RIREDEL
EEML TS, 2O LIZBLIck > THEA
L7-BENSINRBEZER LS EERRL
TWwh,

DTA ZH\WTH I AEBBIRE (Tg) %l
L7ze BiRETOELLEY YT Vd DTA #
WER2I2RT, TgdBEbiREOLA L LD
12, YU AH T ZAD Tg (%1200C) & 200C
Pk BEEMA~T 7 M L7z, 1300C & 1400 C
DELTIE TgiZFLALELLTELT, Tg
OB T HEMIEREHREOELE
BEULTWS, SO EHhS Tgh LR IZEL
CEETLHDOEEZ BN,

1400°C

DTA signal

", 1300°C
X=0 e,

1050°C in air . 1200°C
1000°C
900°C

600 800 1000 1200 1400 1600 1800
Temperature (°C)

M2 SLREORLLIMEBMTAENTADDTA
il

N sz

2023/4/24 A IG:B:L



NEW GLASS Vol. 38 No. 139 2023

—%, ThSDH TN TR0 LS
FbRTELT, BUKRL RO, &
BLD =0, WFIRIC N, BB, 80 MPa, 1600
COLEMTHET I X~ Bk (SPS) #:%17-
Too BF % 113 mass% &, EE 04 mm D&
WRHTAL DI EDHERENe ZOFT
ADEEIZ 227 g/ecm® THY, SVIHTFAD
HE (22 g/em’) LB L THVWEEZR LI

 [EMnmRty 1 %75 AMEROI0, THEO
TELVT 7 AT BHEK (Aerosil 300, HAT
TUYN) e ERL R 85N
% 13x.7mass% EUBEBILTr A EMEKETHNT
T AR & RATz. N, BE4A, 80 MPa,
1400 CTSPS #:% 7ot 2 AREHTH -
b0, BEAERED B TREILIHE
7L, 1600 C T3 B RIS M by 1 £77
5 AN LRI, SOH T At 136tass% D&
HEEEL, DEIBEIZ2T o/cm®FTERL
2o BONTH T AWML EFFMLI-E 25,
PRSI TId Y~ 7313 1486 GPa, Y v 1 —
AWEA149 GPa kR L, YU BT T ADH
L5~2 fFEomlE R L, BfmERIZONT
bREBCHESR SR, 268 W/ (mK) &%

D, VI FTTGADR 2L o720 PLELD
BBILr A FZT I ADBEOEAROR L L
OREIIFERLD, BELEATLHILIZLST
RIS, BBV Y TS ADK 2 1
BEENTT AOERITEETH 5 2 & 2
LI oz,

[Eu K—7 Si-Al-O-N # 5 X [3,4]1]

MILMRNEAT T AL, ThFETEILr (%
RBRERLL, BRAF L LTB by R
EYARRELETS ANy F 2 BFEFHASD
THERT L HBEICL > THERENTEL[6], &
ho OB T EuiREDOZEALIZ X o THNEK
EREERANCY 7 M A2 EHESATY
5o L LEDDS, S84 RIIRRTHHL
TLE ) ORERMBOMERIEH LW &I
mz, BEEFMTIC L VEFR R Lk

LA
4

-‘ H5R139808_HRMEMOI M. indd 4 $

Normalized absorption (a.u.)

i —p—

FHEFIAPIHBLCLE S 720, ERRT
SADERPHETHAL I EPHMOLN TS,
SN =N ERRCTER LS VET VES
TEESKPCERT A LI VBB T
ZPMERTERTXLZ L EFHLT, BbH
OMBELW 7T ADVER % RAA Tz ARFZETIX
IV -FLNEEZHWCEA T Y2665 5
SiO,ALO; R NV EERL, 7y E=THHAR
RCBERT 52 EI12E D EuF— 7 Si-Al-O-N

HT ADVER % 3 = BohI-H 9 AT
BHARAEL, 9 AHO AIRMEREHES

HREE Vo 2K 0BV Eu 0FEEIC &
DED) LBHEEERIZTPICOVTORF Z1T-
726 /73 7 T‘ﬂ’
FFIZ¥TTF Y (TEOS), TVWIZY
A sec- 7 FF T F (AI(OCHy),), WLy 1
¥y AAKMP % FERE L, SitAl:Eu = (100
-x):xy (x=00510510y=055) £%5%
I NVERARML. UV - FVRIBRICE
LNV HIREERAET 12 HI KRR L
Frusrvikfiz. (x,y) = (1, 05) , (10,5)
DFEFHL 50 CTTT ML S &1, CO, T HW
BEREGRIC L > T T F VB, FhE
ho#r ik, NH; ZE&AF (300 mL/min) T
12 B2t 2 T o720 F X VIR ELIEREL
1000 CTRHEEL ALIBEOR 25 B £ /FR

LELBLELD ELOURLILE BRI BN LR

N
\

A(1,0.5)_800°C

/A
o~ N N
W \ A(1,0.5)_900°C
fo : A(1,0.5)_1000°C

_|A(¢10,5)_8oo°c

A(10,5)_900°C

A(10,5)_1000°C

sl bea s biaaalaa

6950 6960 6970 6980 6990 7000

Energy (eV)
M3 BrxsRETEMLLZAKXYy) %Y T VDEU
Ly XANES 22 v

| (Qﬁd%

2023/4/24 A IS:H:L



—‘ HSR139808_SFRMEMOIMN. indd 5

L, =7 a2 )3 2L % 800, 900, 1000 C &
LEZEARORLARABLIER L, B,
%%htﬁ%btﬂy7ﬁf@tf#tnfw
7)‘61’}5%5[,7:1)0)’2 X (xy), =7aZLvhrs
ERL 723 0% A (x¥%) &L, WREEROBE
FHOWTUTCIRERT 5,
BonlHr I, 7UESTHERENIICE
N2 BIRE RS T2, BEREIZ T L
BRsRz, $72.X (k) omziEEg K%
DT b hdok. —HTA x%) dBERRE
DA ->TEZEAEVHEML, KT
20ht% FLE DEEBEH T & 72, XANES 5
2 XY SR B A+ Y O L
725, X (x05) Tk, x=0 BLU05 TR
2Mli & 3D EuAf F ¥ ARAEL TV,
x=1 L ETRTRTOEuA F V3 2fik %o
Twh o kARSI A (105) BXUA
(NQGXAMBXNabw%HBK%TOI
TRrAPLERLEY Y VTR ES 14
VICRBENLGBZANLF MOV — 27 3R
ENTEBY, FuZFpbf8l L% 7
WCHARTEuS/ F YOBRTEFHEATH NI &
B b, BEu™ 0¥ — 7 3BRIEED LRI
o TN BoTHBY, F Y TITVHOEFRD
BAROHEMIZME->TCEuDRETHELDDE
3 o5, MEETEEL:A (165 & A
u%)%wﬁﬁéaA(ﬁﬁ)mﬁﬁmﬁ@
HEDE L hoTHED, ALBEDEVH Eu A
T VDOBRTCITHETHI EERBEL TV,
Feur v oBoniy v TVOREBANR
2 PVERA R, X 106) 0% v 7L idE
LRI EZER L L 25, HEREAERT
HER 8B HPHEREINL20, A E SIS
FFTTEEART PVOWEZIT o720 TRT
DY TUhs B 4+ VIGERT 5 70—
FARREAIHBE NS, X (x05) OF 7w
WBW T ALRE x 0S¥IN3 5120 TR
SHELSHEIL, BABEROERE Y 7 MBI

1 (m év mf‘:{@:“ 7.7‘\7 A ':P @\Al ﬁj\ifﬁ‘% 2_ éwa , Eu

DETEWRDREAMET L 5d B0 R LB

—p—

NEW GLASS Vol. 38 No. 139 2023

T T T ? T ¥ T

~ X(1,0.5 -
X005y "\ S0

\1 \

\ x(10,5)p948)
A\

\\
3\\ \ \ -

-Q&mmmﬂm

2\

B4 FeaZrvholfBLY Y TVORIANRY
Fv (288nm Fhi2)

1 L 1 " 1

PRSI EBIVCHFSAAY VI—=7HD
ZERIAIEH Y, Eu® A & VRO S 4585 <
Lol BETRAERPEER 7 L2b0
LEZ2 oML, T2, IhHOF VTV OfhE
% 300 nm 2BV 5 NEHERTREIL, x=05T
X47% TH o 7 Hx=1 - 0O RH T
80% L 2 ) EmAELBMBILH T I AL RSB
Yo sz, —H4, X (108 o v 7T
2, BREESEEEY 7 MLTED, Hicht
FTIZERTHBIEESHER SN, Euft
YOI TETFERRRICL ) ELE
By, BAEEEFEERS 7 MLAEE
AbNb, BEBEIIMPEL Z-TEHED,
BTFHRIZAMT 0% 2B L0 L, FHl
T2 38% LT Lo 4 7 VE HOWIE
FEEMICY 7 P LTWABIELHERINTS
D, FIVOBRIIZE ) BFHEOMET B &
CREBREOERTIRI - DIDLEZLN
%o
H5KdAb&)ﬁy7wm%%ZNﬁrw
FRLIz. H3IRT LIS TV
T B A% RS NTV AR X ()
Y7V ERBRIC Eu® ICRET 2 B A0 A E
MWENTZe BRBEZAIOBEOEVY YT
VOKEHEL RoTHY, M3 &0 Ed* oFl&
BEVLDIIREMEITL ko2 &2 EL
TWh, ThHEOH Y IV TEHTHYKREL
V=2 EEOY 7 MRS o l2d 0,

5

2023/4/24 A 161432£



-‘ H5R139808_SFRMEMOIMNI. indd 6

4

NEW GLASS Vol. 38 No. 139 2023

T T ¥ T

1000°C

Il A(10,5)

3t 800°C 1

s N

2 / "\ 900°C

g B ’ T

21 \\-900°C

= 25 800°C JA(1,0.£
TS 1000°C 1

400 500 600 700
Wavelength (nm) '

B5 Z7uZnpbEl LYY TIVORBEANRS
%

A (1,05) TRERBREDOLAICLDIZ->ThH
TRICRERY 7 SRR I L,

Cho X )BREBIEMENET T RICBWTEH
DBEAB LU EuBEOWEMICX > TEEER
HATRETH B Z LRSI N, T2, HEP
BETHFRII0% 2BRHTEPHERINTS
D, B2, X x05) O¥F T NTIX80% &8
ZAHZEFHLNI o, BVEREEZR
FTERELWENT T A DERIIEI L v R
e )%/%'1, (R4 - 5T )
ﬁ%ﬂ£%%®~ﬁui%ﬂ$%ﬁ%ﬁ%7n
Tz b BFRBEERE) BRI K
TRITCEERMILAE (JPMXP0112101001) D324
2l Cirbhiz,

—p—

[(&Ex#]

[1] N.A. Weéjcik, et al., J. Non-Cryst. Solids 522
(2019) 119585

[2] Y. Osawa, et al, J. Am. Ceram. Soc. 104 (2021)
4420-4432.

[3]1 S. Watanabe, et al, J. Non-Cryst. Solids 573
(2021).

[41 H. Segawa, et al., J. Sol-Gel Sci. Technol.
Technology 104 (2022) 503-511.

B, KgwmE, EARE, SHDHET
(2005) 1450-1452.

[6] H.T. Hintzen, et al, J. Mater. Sci. 39 (2004)
2237-2238

2023/4/24 B IG:B:L



