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(57) Abstract: Disclosed is an organic EL de-
vice that can maintain an excellent lumines-
cence efficiency for a long period of time,
particularly a top emission organic EL device.
The organic EL device is characterized in that
the organic EL device comprises a substrate
and an organic EL element provided on the
substrate, the organic EL element comprises a

lower electrode, an organic EL layer, an upper
electrode, and a protective layer, the protec-
tive layer is an SiON:H film, and, regarding
peak area ratios in a stretching mode deter-
mined by infrared absorption spectrum mea-
surement, the absorption area ratio of N-H
bond to Si-N bond in the SiON:H film is
more than 0.05 and not more than 0.07, and

the absorption area ratio of Si-H bond to Si-N
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GnEH: REMIChrE-TELE
RAENEEMRIFITHENTEDE

24 21722 BELTNARX, HICkyTI=Zy

20 SIUBABEL T RERET

HCEEEMET H, AEBDAHE

ELT/N\ARIE, HiRE, EREIC

o ERSNIEME LRFELEESH,

AHE LR T, THEE, E%ELE\L%%@ﬁ;Uﬁ%E#&@U\ﬁ%Em\SiQN:HE

THY., FHARIARY MLAIEBIZCE>TROONDZARLYFUOITE—FOE—YV TN, Si O

N:HE¢®S.—N&%I%¢6 —Hﬁé@%ﬂﬁ%mmo.osxux%<o.o7qu%
Y, M2, Si—NEEgIcxdT 5SS HiZEDRINEFRLEIZ0. 15UTTHIETHHET D,



WO 2010/023987 A1 I 0000 )00 U0 A0 A O

M OAFRERE: — ER#AERE (RHF 21 50)




WO 2010/023987 PCT/JP2009/057073

[0001]

[0002]

[0003]

Bl =

REDEH | ARELTN\ARBLUVZTOHESE
B 5

AERAIL, TARTLIARICEWTHRAGBEBELTNARXBLUVZED
BEAEICET S, LYFHMICE, ABRENALDKIDEAZRLEL, &
HMIChH->TEN-REANELERTARELTNNARABLUVEDOHESE
[ZRAd 5.
BrBiR

BE, TARATUVAARICEVWT, BRARDARELRFERAV-AH
ELTNSA ROWENBAICITHONTIND, BEE L T/81 XK, SLHENL
BESLURANEEERT L LNHFIATNS, GELES, BEET

WEREENRRTEZOINOTH S, BT, TILFHIT—RE. HITTIL
NT—RINFRRLGEHEHCEEELERE L TN XADERIEN, T14R
TLADBEMAPFICEVTHFEIATLS,
BRELTNARENS—TART LA ELTERIELTHLETOEELR
BlE, BVEHEZERILLICMAT, EBERMZEORINGERER
FHRTHETHD. L Lghn, SEREALFRE L T/ N1 RITEK, —
HARDEEEC & U R (BR—IBEERE AELIIETISENIRA
ZHELTWS,
CORIAFEOETREDRKRHLGLDE, F—VARY FORRETHS
o [B—URARy b EIE BARMBAEEKRT 5, COF—U ARy ME
 BFHROBRELIKFEY ., BERS L UVREPRICARE LRFDHE
BREOMMOBEILEITRENET IS LITELT, RETHEEZ DN
TWd, §—V XKy FOERIE. BEFIETLEHA, REPICLETTS
o WIT, F—U XKy FOEERIF., (1) RFOEAEONBREICEET S
BREFLEKSICEYMESH, (2) BEBHIZREYME LTHEET HE
RELFKDPICEESN, BLUY (3) TR RABEIZAVSNHEBRICK



WO 2010/023987 2 PCT/JP2009/057073

[0004]

[0005]

[0006]

[0007]

BLTWAKAHOIWIHERICETEKATDEAIZEEINS, £EZXD
NTWb, TOEENM KT SE. F—VRARY bBBRELT/NAIADH
FEEKIZEA > T,

PEE., ARE LRTODERBADKIDEAZFLTSGFELLT, €&
B, AZABRERAVTABELRTZHILETHHE. HHNE, ARELE
FEik L-ZERAICEZRRZEE T 2AENTOATETWS, LMLE
N, BENDBREVWSEARE L T/N\/ AOHHEENT -HIZ, FIEE
FRAWTIC, BIETHLETIRMMNEE SN TS,

HIERADBERE LT, Bilkr (4R, BlLBIETARGENMANLGNRTLS
o LOLEAS, TNOMHOEBERICEITEIREBADT A —DEMGHIT
51=I2, HEEORELFEZLLEL ELRAED S S REBRELITIZH
FTEDELHD, D=, ARELTNARIZHLTHEEEXRITOLAT
RSN TE-RRAEEERATET., +HLHEREZET LS LEADEE
MERTELGNEWSERENH L.

ZHICHLT, HBA2005—2856 59520 % (EFerxmi1) ([THEWL
T, ABELTNAA XTEATREAGHIEAZBES LT, 757 XICVDEIC
KO THRENBDTARBFLIVEBLTAREIRA LT HIENMRESATY
Ho XA ITIE, XBAEFHIAEZIIELE->THRESINS, BREMHS
=T ARZDRIHT DT ARIEE LT RDHEMN0. 6LLE2. OLUT
THIHIEITEHT, COENMEN-FHUERZTRT IEMAATEINTLS,
S THE AT TR
¥ SRR
Bkl - 452005 —2856 5 95k
READHE
REAMNERLES LT LHRE

WE, FOTAITIMN) I RABBEODERE LT NI AOROEERLSE
B5H, TRFTHEXZELRAA vy FUIEBEER L-ERDORREIZH

&I&I



WO 2010/023987 3 PCT/JP2009/057073

[0008]

[0009]

[0010]

ZMUET. WDty TIZ v a VBB EDTNA ANELELE>TE
TWb, COBETIH, ARELEBEOLICERAEBLS KUHILENAEREESH
. BBELEZRTAOAEHLEEREEZE L THBANEKE SIS, LMLED
5, BN 1 OHILEE, HEEOTARZ— T4 RBEEEEL-OIZHR
KDBAEMES, by TIZI v avBENHILESL LTHAWSZENT
EALN,

AFEAO BN, BVWAIRAZEEBES S VEN-IFEEEEATOIREREE
WS EITE>T, REIICH-ARERZETIOIRARE LT/ R ZiRH
THIETHD, AFHADHNDEMIE, FIRD&SLGEREL T/A1 ADE
EFEERETEHLETH D,

AETRIRT B-ODFE

REFADAME L T/31 RIE, ERE, AIEEERLITHRENEGEHE L
RFLEEH, FILARE LRFE, THEE, ARELE. LHBEBE &K
UREEMNSLY ., BIRRERE. KREETCHELTIRETHY . Ko
WIRARY FILBIEIZE > TRODENDIRA LY FUITE—FOE—VERE
Lehs, BIRBKRESTBEBILTAREFRDS | —NESITHTEIN—HEE
DRIREFELLIE0. 05 &kYKRECO. O7TUTTHY., D, S i —N#s
BITHT S8 | —HEEDORINERLLIZ0. 15 UTTHEIZ LEHEMET
b READEHE LT/NARIF, REBHIERSIUTHEBEEML T
WAHBEZALTHELL, HAIWEERL, KEFADERE L T/AM RIE, &
EENLEEEBEEMLTHEY., BLIUTHEBAEREEML T IEE
ZALTHEN, T, REBZERT S 1 2FELTEUODEREDENE
NDOEAE, 20MP a&Y/INSWMEREEFTHZENEFLLY,

AFERAICEITAN—HIEE, Si —HiEE., BLUS i —NEFEESORINE
BiE, (a) BEEHELTIMRELTA REDOFNARIRIARY FLEEIE
FTHIFE., (b) BoONEFRARRARY MLOLR—RS(4 VERET S
HEZTHIFE. (c) AIEEN—H#EE., S i —HEEE., BLUS i —N#E
EORRESVRAEHREZRVTE—I DT 5T, B&U (d) oEtsh



WO 2010/023987 4 PCT/JP2009/057073

[0011]

[0012]

[0013]

E—VDEBEERDIIREICL>TROEIZENTESH, 2T, HIEN
—HIEEDWRINEEIE, 3250~3400cm 'IHEHETIE—I MK
Hon, BIEES | —HESORIEEIX, 2100~2200 cm 'IHEHE
TEHE—UMbROLN, BIEES | —NESORINEIEX, 830~870
cm NIFETDHIE—IhoRDEND,

AEHADEBE L TN ROEERZEIF, (1) EREERTIIEL
(2) THEE, ARELE. LHEBSLUVRERNLLLIBHRELKRT
EHHTHIETH> T, WERERE. 1 DFTEBOERENSGY
. BRI DFEREEROEBBED VG EEH1D(E, KREETCHEILT A
FETHY ., FNRRARY FILAIEIZE>TROLNEAMLYFUIE
— FOE—VEELN, MIRKFREZECHELTAREFRDS | —NEEIC
T BHN—HEESDORINEFELLIEIN — HEADRINERELLIZF0. 05& YK
£<0. O7UTFTTHY., ™D, S i —NEAIZHITSHS i —HEADRKIR
EMELIL0. 15UTTHAIIRELEZEA. I (2) [THEWT, HIFEEKE
EEOCBBLTAREL, T/ V730 FUEZT. N, OBLKUEBREEY
BAEHRIZMLT25MHzUEB6O0MH z I TOERIRENFHMT 51t
FHSHERREICE>TEREA, 22T, B/ VS5 VICHTEITUEZT
DRELIFO. BLETLUT, /5 VICHTAEIN,ODFRELLIE, 0&Y
HEREL, 0. 2KV ENSNTEEHEEET S,
FEADFR
FURADEDEWVEBELT A ATLA DRARENPEZFINTNSEED
KRICEWT, AFKRAL, BNI-BEEEETIREBZAVDZLITE
T, REBICOE->TEN-RADEZHTET S ENATEIAREL TN
ARERETEENTES, -, FEAORER ISV AELZRES
BT 56, AFEBAOERIE., BITryTIZ vy avBEBELTINAR
[CEWTEMTH S,

X oD i B A B B

(B AEKBADERELT/NA XD 1 D2DF%TIHWERTHS.



WO 2010/023987 5 PCT/JP2009/057073

[0014]

[0015]

[0016]

[R2]AFBADEHE L T/AA RDOBDOBIERIHAEARTH 5.
[E3]EEZIL 7 A RIEFDS i —N#EE. S| —HEEBLUN—HIEEDL
EFRETHHDIRARY FLETTRTH S,

[BA]BEZL 7 A RIEFDS i —N#EE. S| —HEEBLIUN—HIEEDL
ERET DO, E—UDBEHRLIZI RARY MLERTRTH S,
RAZERT 51-ODRRE

REFADAME LT/N1 RIE, ERE, AIEEERLICHERENEGEHE L
RFLEEH, BILARE LRFE, THEER, ARELE. LHBEBE &K
UREEMNSLY ., BIRRERE. KREETCHELTIRETHY . Ko
WIRARY FILBIEIZE > TRODENDIRA LY FUITE—FOE—VERE
Lehs, BIRBKRESTBEBILTAREFRDS | —NESITHTEIN—HEE
DRIREFELLIE0. 05 &kYKRECO. O7TUTTHY., D, S i —N#s
BITHT S8 | —HEEDORINERLLIZ0. 15 UTTHEIZ LEHEMET
%o

B ICAEADERELTNAAD120OH%RT, R1OEHE LT/
AR, Y TIZYLaVBERELTNAARATHY., £iR10&, HiR
100LIC, TEHEH2 1, ARELE22, LHEFE2 3B LVREE2
AMZDIBICHEBINEERELFTF20L28T, £, TERRNGE
BTIEHHH, EIR1ODAKE LRF2 0N BEEIh-AlIIZ, BEH#RT «
WE—BA0OABESNTVAHIEERIOZ, HEESOTHEEIATL
%o

B2 CKKBADERE LT NAADFDHETRT, M20HFZHENT, &
EE241%, ER10ETHEE2 1 LOMICHET S, R2DEAHELT
NARE RELIZ Y 3 VBARELTNAARATH D, 2120 TIE
ER1V0OLRERB24 LOMIC, FEERNERTHIBER I (LI —
FB40BLUTFHEHILE6 OFSSIZELHERLT.

AFEHADEWR 1 0(F, thDOBRABOMRICAWLNDIBELAOES, (&2
(£, FRASNLIBEE. BELE) KMALIENTELEEOMHBERANT



WO 2010/023987 6 PCT/JP2009/057073

[0017]

[0018]

WMETHEMNTEDS, £, ER101E, BhI-TEREREEFETH &
AEELL, EIR1 0EHATIDITAVLNDIERAMBIE, HSX, $5
WME, RUF LT, RUAFILAZDYL—RGEEDTY)ILEIE, R

DIFLOTLIZL—RGEEDRYY TXTILEIE., R h—HRx— ~EhE
BFURYA S FEEBELGEORIEZET. fTROBEZRANSEE. HEiR
10&, RIEMTH>THAEETH>TH L, HAWIEFE, HITH1
[CRT by TIZTvLaVBEHELTNAADGE, ER10%, ¥o
. EITVIRBEDTIERAMBERVTERLTE &L, BB, B&U
EMELRARFOREEZRIFITELIAMLEETIFHLEMBMERAVTER
THIEMTED,

HEiR10k, ZORELIC, ERDORAYFUIRTF (TFTHE) &
VERAEEESHIZBATHEL, COERIE, SHOMIL-RNBER
TE5T7IVT14ITI M) ABBEARE L T/N\A RADERIZANTH S,

EIR1OLARELE22LDOMICKHET S THEE2 1, BLUBHKE
LIE2 2MER1 0 L ERAMAIMIET S LEEL2 1%, AKELE2 2
ADF X ) TEAS S USNEREEENEIRR & DEGDOWEELTHT 5, TEIEME2
1HELVEREB2 3(E, Thth, BB (EFLEAERE) F£-EEE (B
FEAEE OVWTIATH-o-THELL, =L, THEE2 15U LEE
B230WFhh—AEBETHY ., thAFEBTHS, £-. THEE2
1BLUVLEEHB2 3, WIThh—ANBHAEBTHSIEEEFHELT
. RAHEBTH > THERAEBTH>TE LWL, R1ISRKT by TITI v
AVBEBEICBVTIE, THEB2 1 ARFAEBTHLIENEFLL, £
WEW2 SNEHEBTHD, R2ITRTRMLAIZI v 3 VEEECEND
Tl LHEB2 INRHEBTHDIZEMNEFEL L., THEE2 1(15EH
EBTHD,

TEHEW2 1 F-ELHER2 3E LTHVWONARFE®BIE., SRHTE
DER (FILEZDL B, TEVITU BVTRTY, ZvirjL, V0L
BE) FrEEhoDEE. HHVWETEILTI7RAEE (NI P, Ni B,



WO 2010/023987 7 PCT/JP2009/057073

[0019]

[0020]

[0021]

CrP, $LLIECrBHEE) ZAVTHEET I ENTED, TRMIIH
LTSOBULNDRIEEBDIIENTZDEVWSIEANDL, HITHFFLL
ML, BEEEE0. AVWSIENTEDRERE. RE, F10EN=
VHIILERIAR, F1EOILED I L, BEUE 1 4KEOMH S EEH
SBRINBVLECEL1BOERLEDESR., HDHUIL, EE, F2KENT
TRVDLEEVAILLDLDLLEIENSBIREN DI DLELLEL1TEOE
BLOELEET,

THEHEE2 1 F£-ELEHEE2 3L LTHLWLONAEREBIL, SnO,,
In,04, I NnN—SnEEYW. I n—ZnBEY. ZnO, F-lEZzn—A
| BBt ENBEMEERIEMEAVTHERT I ENTES, EHER
T, BRELEB2200D0RALEZNBICMYHIT-ODORREGDIZEND
.iBR400~800 nmODEFEEANTS0%LLE, FELLIE85%LED
BREREFTDHIENLEELLY,

TEHEB2 1 B LULHET2 3%, ERMBAAXEZEEFE—LME
ARDZEEE, FREANYFZEEAVTHERT S ENTEDS, EEED
FE. 1. OX 10 4PallTOEAIZENT, 0. 1~10nm DR
REETHIRETIZENTES, —A, DCITRMAVRINYZEGE
DRINYBZEDZE, RNV I FTRELTArBEDREEAXEZRAL, O

1~2. OPafRREREAICEVWTHEZLITIZENTES, LEEE2

BERANYBETHHT 556, HABREHRORELLLIAHELE220
SILZEBLET B1-8, 2—4 v MEEIIEREIND TS AT EEARELE?2
2 ICEEBBH LAV EMNIFELLY,

EHMELE2 2%, THEE2 1L LHEE2 3LOMICHEL, ThE
NOBEBEEMLTNS, RABOIRELTETHS, AMELE2 2[4
OBCELRABEES, BEICHCTEASEE, EFLIAE. 76
EBELV /" FLEEFIABZEL., A ARELE2 2(F, TiE
DEHIGBEHEAETHIENTES,

(1) B8/ HHiE /T2



WO 2010/023987 8 PCT/JP2009/057073

(2) EB/EFEAR RLE 1218

(3) Bl HAE BT EANE/IZIE

(4) BB/ EFLEAR  HAB BEFIART2E

(5) BB/ EfEXERE RAEE " BEFIARTZIE

(6) BB EFEIAREFEER LB EFIARE T2

(7) BB/ EfFEIAR EFABEERE HALB EFHER ETFIARE
=i

BE. £ (1) ~ (7) OBFBRITBVWT, BGESLUREE, ThT
NTHEE2 1 FLELBEE23O0VTIANTH D,

[0022] HAEBE. XHMOMBERVTHERETEIENTES, BENGHFRED
RAE/I-OOMEIE, -ERE RUVFT7I—ILRIEEH. RV A
SHYV—ILRIEENME LLERVYTFY Y —ILRILEND & 5 HHAIEH
i, bR (8—EFAOFIHR/YF L) FILEZOLEER (Al g5) TR
REINDTILZZVLBEDLSBEEFL—MEAFVZOLILEY 4
, 47 —EXR (P7xZILEZ)L) ETJzZ)IL (DPVBi) DESBRF
DILRVEDRILEY . FEEDAFIT 1« VRILEY  BEFBRILEY
 BREALEY BEURLI« U U RILADBEEEED,

[0023] &HBHWEFER, RRAMEEMIZF—NU FEFMTEHIEITEHT, EA
DEREBOREHKTIRABERRTHLETED, ZDIHFE. KX ME
EMELTIE, PAFULTY—LORIEE®H. N, N' =2 ~UJJL—N
N =Tz IVETzZITFTEIY (TPD) . Al g, BEEFRTHE
NTED, —A, F—RUbELTE. RYLY (BEA) . 7726 (
HFR) . FFTV U FURILEY (FRE~KE) . LTLY (HB) | 4-
DVTF I AFLY—2— (p—PAFITE/AFIJIL) —6—AFIIL—4
H—EZ> (DCM, ) . BEFV2ITFILKRILIT«)UEEK (PtO
EP., ) GEEZERTHENTES,

[0024] IEREEEBIL. FUTU—ILTIUEBH/EE. ANV —ILEEE,
FEAFRHOTI—ILBIEBEERTHOMBERVTERTSIENTED



WO 2010/023987 9 PCT/JP2009/057073

o EALBIEBOIFELMME. TPD., 4, 47 —EXR [N— (1—F+TF
L) = N—2Jzx=J)72/] ET7x=)L (a—NPD) . MTDAPB (o
— m—, p—) . m—MTDATALEEEL., EAEARIL, 740
TR (CuPc) BEFXEELTAOLT=Y (Pc) . A5y
ALVRIEEYMLREDHMBERVTHERT S ENTES,

[0025] EBFEERE. Al g:DEIBTILTZVLER, PBDHLLLIETPO
BOLIBWAFYIOTI—ILFEER, TAZOKLS>% )T J—ILFEER,
FOTOUEER. xR/ XYY VE, BMB—2TD&LIBETFA T
IVHEERGEDOMBERAVWTHERT A ENTE S, BEFIAEE, Al
AsDESHBTILEDLER, EET7ILHVEEBLLIET7ILHY) LEE
BER—TLEFILIZOLOX/ )/ —ILBERGEOHMBERVTERT
5 EMNTES,

[0026] BIEDXSGRBAEBIIMAT, EERIRMIC, AHELE22 LZEE
LTHWASTHEE2 1 £ ELBEE2 3OLTANEDOMIC, v U7
FEAMEEISICTEDEODNY I 7BEEEERMICERTHIEET
25 (BAREY) . NV I7EIF. PILAVERE., 7ILHh)TEEESH LI
FENODER, FERFRIEER. HOAVEENLERO T VLML ED
EFEIAMMBERAVTERT S ENTE D,

[0027] &Eolc, ARELB220LKAEAIC. LHEB2 SOBRBRDT A—T%
BT B-0IZ. MgAghhEMNniRdTA—CENE (RRET) EHA
THIEEFELLY,

ERELE22ZBRTIREE. IESNIBMEEERTLIOICHAL
BREZETHCENEETH S, AERICENTIE, BB, EFRLEZEE.
EFHEBLLIUVUEFEIABRN 2~50nmDREEZHF L, EFEAREMN 2
~200nmDEREETEHENEELL, Fiz, FEERWGENNY T 7
Bk, BBEEERS L VOEHERALOBENS, 10 nmUTOEE:E
TEHEMNFHRLLY,

[0028] HHELE220KERE. NvI7EBLUFTA—UBNEE, &E (



WO 2010/023987 10 PCT/JP2009/057073

[0029]

[0030]

[0031]

BIMBEABEFE-EEFE—LMAEKE) LEDQHFBEMIBENTHLNT
WAREEDFERZAVWTHERT I ENTES,

REE2 413, NBREFREKDZETETEIETNOHLBILEBE
FUV/"EREFERELE2 2 DKIDEBAZHLET 5-ODETHL. R
EE241%, KREELCHEILTM4FR (SIiON: H) RTHS, REE2
AEBROBRENSERT H5E. EOBZSEEETLHLE, BMT D
JRIES | RDBEET HIEMNITFELLY,

REE241F. H1ICTTLIICLHET2 3O LICHEMLTHRITTEE
WL, R2(CRTEIICERT1OETEEE2 1 EDOMITHITTEH KL, &
BIHLT, LBMBEE23DLEELUVERT10ETHEE2 1 LOBDEA
2. REB24ZF%HTTHEL,

REE2 AZBAT OEBIRT, BREEHLETEH-HIC, NEVEHE
BEFTBHIEMNEFELL, ARBICEVLTIE, IEEEIEEEEOVTHT
HoTH, BRIEDOKEAN20MP a ITOMIMEEZFET S ENEFELL
o IEAE, 12ERIES i VINLITEBREEME L, EREREAITEDS |
DI/\NDRYDEILENSRDEIIEMNTE D,

BHRELENSOXDONBAOMEEBEICTHET 5156, RERE24(&
EWARABEBRERERTHIENLEE LY, EARMIZIE, BER400~8
OO0 nmMDEFHANTS 0%LLE, FFELLIE85WLULEDEBEEZFT ST
EMEFELWL, MAT, RERE241F, BhiHBEEEET I ENEFEN
b, AEREFMEF, S i —NERICHITHN-—HIEEDRIREIELE (LIF, N
—H/S i —NEELEMHTS) 0. 05LKYKECO. O7TUUTTHY
DD, S i —NESIINT DS i —HEADRINERLE T, Si—H
/S i —NEHELEFTS) 10, 15UTTHHS i ON: HEZRAWS
CEIZE-T, REE24DENHERES FUFVARAEBERNERS
nNHZEERWELT,

REB24Z1EHTHS i ON: HERIL, {LEKMEEEKE (CVD) EZH
WTHRKTHIENTED, 1. BRREAZHMT S TSI CVDE



WO 2010/023987 11 PCT/JP2009/057073

[0032]

[0033]

MNEFELL, Fl=, BHERON—H. S i —NEBELEEUS i —H/S i —
NERLEZERT 5012, SRRENORAKKZ25MHzUE40MH
zUATFICHRETHENEFELL, FYHFELLCIF. 27. 12MHzFf:
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0. 1~2W/ cm2,FHIEMNEHLELL, ER1O0FEE|RT1O0DEIC
FTTICHRASNTVWEIBADTA—CFE#ETLHIEVSIHRNS, 70CR
TOEREEIZEWT, SiN: HEOEBREZEITO CEMNIFELLY,
TZ5XICVDEIZESDS i N: HEDERIZEWT, E/Y50, 7V
EZT. N,OBLUNEEHRDEEMERMARELTHWS I EMNTE
b, BT, B/ VT2, TUEZT. NLOBKLUEBRDEAHRAEANSC
ENEFELL, TTT, SiON: HEOEWIARABEBEEEHT 518
. B/ VS VICHTHTUETORELE0. SUELTEHIENEE
Ly, £z, S i ON: HEOBNI-IFEEEZRRT H1-HIC. T/ 5V
[CXHTEHET7EZTORELLZ 1LUT, M2, E/ VI VICHTHN, 0D
ELFEOLYBHLKRECO. 2&YENSCTEHIENLEELL, MAT, £
JUSVICRT BT UEZTORELEO. SUETRUT, £/ 3 VICH
TEHEN,ONRELZFOLYEKRECO. 2&YBNELFTBHILITEDT,
"ToNdS i ON: HEDKADRMEZ20MP allFIZT S EMNTE
%, BIROFRELIE, N—H./S i —N@m#ELEHLUVUS i —H S i —NM@
BLHOERZH-TLTELEHEUTH S,
AFERICEITHIN—H./S i —NEBLEELUS i —H/S i —NEH#EL
DREEEZHAT D, BYIC, SiON: HED I RARY MLEFAIET S
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BAMBIEKREEDIENARY FILTHD, ST, NV I T 592 FIRIR
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N : HIEARR S TR OMEBIRRERD I RARY MLERIEL, TDE
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ARG MILEEDZENEFLLY,
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173, B3I, COMEIREHATHIHTHY ., AIELI-FFEFDIRX
ROFLI100, R—=R54V110BKUR—R54/ VFEHD [ RAR
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HIZ, R—=XASA4 VHEHED I RARY FL1 201w LT, E—=V 58
115, E—URBEE, FE—V%EK (1) TRDOLINDIHVRBEHG . TE
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[%1]

Gy = A, exp(-B, (x~C,)%) (1)

AP, A BBE—VORAEOBRETHY, C.EEE—V DRLEN
BREGDERH (BE: cm™") THY., x[TRETHY. B.IFEHTH D
s FLT, RIN"F|EZZAVWT, EE—VICHTEB . #RDB., THahb,
BEE—VDAIVABEEG, OME, R—XFA VFHEED I RARY ML 2
ONEAELDED _FEMIR/IMEE D LIICLT, BFE—VEREET D
o B4IZ, I3DAR—XSA4 VHEEBD I RARY ML1 200 E—9 2t
EIT o #RETRT,
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[CHEBXEZHTHIE—V%4S i —HEEBDAMLYFUIE—RERTE—Y
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BDAMLYFUIE—FERTE—VETH, B4ITHNT, #1200
cm IHBARERTHE—YIEIN—HERICHETH2LDTHIH, AFKH
DN—H. /S i —NEBELOFHEITIFFEALAEL,

REIC, E—VRBCLYBONRE—VDHVREHG . 2B L T,
N—HfEE., Si —HEERLUS i —NEEORINEARBERDH, FhiZk
STN—H/S i —NEBLELUS i —H./ S i —NEELLEFRET S,

HUEEHRBOE, =ERE, ATR; SUS, A IGREDERE; HHWIE
IRUFLT oo, RYAFILAZ Y L—REEDT Y JILEE, RUT
FLYUTLIZL—REDRY TRTILEEE, R H—Rr— r#E.
FIERY A 2 FBBO LS HHIBEZRAVNTHERT I ENTE S, #HiEEH
WBi5E, HLEERIOEAEETH> THLAEETH>TH &L, B,
H1IZRTES5SG by TI2 o a vBEECESVNTIE, #HIERER3 0FH
WELE2 20 0DRLENEBANRET HRRICH-E5DT, AFRFRE
BIEELEOBERALGHBEERVTHLEERSOEFMRTHIENEFELLY,

BEBRTAILEZ—BA0IL, ARELE2 2ALDEADBHEEAET S
ODBTHS, AFERICETD BEBRTAILE—F] X, hF3—T1I)
A—BE, BEBRE. BLUNT— T ILI—EBELBERELDEBARDKRTR
THd. BERT(IILEF—EA401F, BTITTTKIITHIEERS 0DAA
[ZERTTH LWL, RI2IZRTLHICERT1O0ETEHEE2 1 EDEIIKIT
TH&W, BERTAIILE—[E401F. ZIICEFEFNLBRERETH-D
[CHRECERTIELHNEHRTHY ., KPEEFTI2ETNNHSE, LN
ST, BVITFRTESIC, HIEEROARICBER I ILI—B40ZHIT
bi56. LHEE2 SO LEICRERE2 4 F#HRITH T ENFELL, BHRIC
CBE2(CFRTESIC ERI1OETHEE2 1 LOMICBERT A ILEI—F
40%HTHHEE. BERTAIILI—E40 L THEEB2 1 & DRHITRER
24%FRTHIEMNFELLY,
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BLEEZ, 724 NUVYGTSTEREIZK>TNEI—=25 LT, REDO/N
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BEHREE. BEOREHOLZRIRL TREAREREZTL., BHDHK
REOXAZRET EBTHD, BEBEIF, PEELRABREEH. &
BICWWLTI MV RABIEEEEATH &L, BEABRIE, ARELE22H
SOXERINL., FMEOKEEREE (f-&xE, FBMEEH,. REBEBELEER
B DXEMIT S,
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>101, B—=422110, RIKO—FI2, R=L9yI9nR(F Ly k
11, R=29P Ly R2HBEQDO—FIURAHR; PT7VFBF; 1—
IFIL—2— [(4— (p—PAFIFE/TzZ)) —1, 3—TEPI=
W] —EYSZL—n—90L—Fk (EYDU1) BEDEYDURER
BEUFFHOURBREED, HDIWEFEL, RO L S HRAMEES
THREEN (EEEH. BN, BEEEH. 2BENGL) ZAVT
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) —7—LIFNALFER/ORYYY (V) B30) ., 2, 3, 5, 6—1H



WO 2010/023987 15 PCT/JP2009/057073

, AH—TrZERO=—8—RYTILAOAFILE/JDY (9, 9a, 1
—gh) V97U (V7Y 153) REDIUII)UREBR, YILRAV M
ITO—11, YILRUIMIA—116KBEDTITRILLZ FRBR; B&
U, R= 9y P4 IA—51HBEDIT) VBRZRFHMLBEEED., HDHL
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MR, NERERGE) FRVTELL,
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)T—, FEZNLICTREBARGEEDOMHEZANSGZENTES, =&
ZIE, MUY RBEEELT, RFL—FEYYa—2RY v —, EHEHEE
Bo)a—2RI—2RAWS I ENTED,

BEHMBEL, AEYaI—F, O—JLa—F, F¥ X b, ToyTa—+i
EDEME, HAIWERBFEEZRAVWTHERT A ENTE S, EHEOHN
BRZAVTEEREZERT 5HEICIE. IEQLROEHEORLER
BEUT MO REEEREELTCFRESYERRL., 4% T HEEAME
FAWTERBETIC L TEDL, HAHAWELFER, AEFEZERANT, BE#H
BEMRLTH &L, HEFEE, BREOHABRROEA TN EEDM
REMEIICEREL, ThoZREICMBAT I LITE>TERSINDS, BEIC
BLT, BABRLET M)V RBIBEDEEMZMBATALICRE LT, &&E
RELTALWTHEL, BIZ, EHEORLEBRORE (REFERELLUVS
FREFEKREGE) PRECRLBHBHRITIE, HEFZZAVDZEAEF
THb,

[0044] BEBREZSLEERIAILI—E40ZFAVLHE. BERBEOHES
ILZHLET H7-0IZ, BEBRTAIILI—E40LEKEESI &SI/ y IR~
avE (FER) ZEBRLTH LN, Ny IR—2 3 VEF, BEERE
W (SiO,, TiO, ZrO,, AIO,RE) | BEEELY (AN,
SiNGE) ZAVNVTHERT A ENTEE, Ny R—avElE, 75
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BLEDEBRANS, Ry IAR—L 3 VBRERORICIE,. BERIIILI—[E4
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OZREBETOIHAMIEEBRDEEEZ 1 OO CLUTETEHIEMNEFLLY,
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40%MHT BIHEE. BERTIILF—B40%ESLSICFHLE6 0%
WM HEMNEELL, FHILEG6OIX, ARELRF20%HHT 51
HOEEFHEICLT, ARE LRFHOMBRE L VERGEDHEORESE
LT DHICEVWTENTHD. FiEILE6 0k, HFELE#EEE. XBGA
FELiEsiE, BEELERIE. B EMEELGEERAVTRERAT A ENTE
%5, FHE{EE6 0L, RE>Ya—+k, A—/La—Fr, Fv¥ X b+, Tov T
— rREDEMEERAVNVTHAEAT EENTES,

EERBSO0IE. ER10EHLEERIOLZMYEHLEDHICALLN
SETHD, EEESOIE, -&AIE, UVELLRESEHR., UVEGREL
BRI EERVNTHRTAIENTES, BRELE2 2A0ROFE
IR T H7-. UVEGRELEEERIZRAVSZEANEELL, ALS
CEMTEHUVRHRABLEEESIE, TR BERERRLEEZED
o CCT, ARDEEFIE, EIR10EHIEEIRSIOLDEHMEEET 1=
DHDAR—HHFEEATHEEN, ANWSIENTEDIRAR—YRHFIE, 7
SRE—XGEEET, ER10FLEHLEEKRI OOVLTIHADREDRT
EDMEBICEERZZRL, ER10BLUHIEEIR30EZHYADLE,
FLTHEEREELEIEHIEITEHT, BEBSOEMRTHEMNTE
5, EEBSOIL, -EZE, IR 1 0B LUHIEERS ODEBZHEED
EMELRF20DHABHAGFELLHVEECHTIHIENEFELLY,

M1BLUR2IZE, BE—DRABEFASIEHRE L T/NA XDHIZRL
2o LOVLGEAS, XEFAOEAME L T/N/ XE, HILTHESh 5EH
DEAFEBATE LN, &AL, THEBS LUV LBEEBOMA LER
DA LZA TREBNSHIEBHEL, THEBEERT IR NS4 THK
EBOEEAME LNEBEERT DR 4 TREBOEEAMEERE
SET, Whwd/yPTT ) RBBDAREL T/AA REBRLTH
&, TIT, FEDEBZS LV FLEXFERRTSIT 1 AT LA Ak
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[CEVTIE, THEBLHERT IR M4 TREBOEEAME LHETE
BT AR LS TREBOREAREZERIELEMNFELL. HD
WEFER, THERZEHOBLEBCHEIL. EROTLEEDETNETN
EERLEICHEEINTI-RAvFUOIRFEIRICHEEL, LHEEE—A&
HMOHXBEBELT, WhWET7I T4 T MY RBEIDFKE L T/34
AEBHLTEH LKL,

HE. NV II RO REBHFRETNA ALV T7I T4 )Y XER
BETNAZAOVWTIDIGEICENTEH, TEHEBEZERT 2EROBAE
BORBICHEBREEHRITLIENLELL, BEEL, BEERBIED (Sio,
. TiO, ZrO,, A1O,BE) | BBEMEZEEM (AIN,, SiIiN,GE
) L FREESTFMHEGEEAVWTERT S ENTES,

EoIT, MU LTHIHShHIERDORLEBEAT SERICE T, BEHE
DEEWIAIILEI—BZRANT, ZERTHNFRGERE L T/N\M XEBH
FTHCENTED, AL, FBE REBLIUVFRDEER T A ILE—[E
EFRNT, #E. RESIVEEOEIEREZERL. SEOEERE 11L&
THEREI MV ARICEINT B EICK>TINAT—TARATLAN
AIRERABE LTINS REHBRT B ENTES,

S it 451
<&EHF 1>

REEFZHWTIE, /252 (SiHy) . FYEZ7 (NH,) . &
BEZEHR (N,0) BLUZBRRDESHRIIH L TERKRENZEMMT 5 &
[C&->TSiON: HIRZMAE L., TOWFEETML -, AEEHIHENT
X, E/V5VDHEFX100scemél, PVEZ7DHER70s ¢
cm, ERDHEELX2000sceme&l, N,ODREXO0~100scc
mOEETEILEE-, CDEE, BEHRXADEAZ100Pat LT, &
f-. AiR¥27. 12MHzBFLUVEHNEEO. 5W/ cm2DERRENZE
AL, 50 COHABEERLIZS i N: HEZBE LK.

(1) Si. NBXUHDEEE
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WREERELTEZO. 5mmDS i Jxz—NEAWN, EE1um®DS
i ON : HIEZ]RE LT, §oht=S i N HEZEERMHFRHEES &
UoHI7+— FEAREEEHALT, Si N: HEFDS i, NBE&UH
DEFEERELIz, BREE 1 RITTT,

(2) N—-H/Si—NEELBELUS i —H/Si—NEHEL

WREERELTEZO. 5mmDS i Jxz—NEAWN, EE1um®DS
i ON : HIEZBH LTz, BoNf=S i ON: HEED I RARY MLE, &
BEI—) TEMFNASABERERAVTEELZ, S i vz—NERD/N
VOIS0 FRIRERET 66O, B—AY DS i Vx—nNEVIT7L
DAELTHL, SIiON: HE/SiJxz—/\HEEKES i Jz—nED
EARY FMLZRAIELTz, RNT, BIBD K IIIR—XTA VDIRE, N—
AT7AVHE, BLUVE—IV2BET>T, N—H#EE., Si —HEEE. &
KUS i —N#EEORINAEERD, N—H. /S i —NEELELUS i —
H/ /S i —NERILLZREL:, BREZE1RICETT,

(3) [hiEME

BEE100nmDANYILEZEDLIIC, RE3umDNS i ON: H
EEME LIz, @ohizH>TILE, 100 0BMICHz>T95°C, 50
%BRHDERERICHEL., DLV LEOEEEREZAELT, SiON
: HIRD R % 5R@ L 1=,

ALY LER, HMEFEATH S, LrLAMNs, T&LLTEEART
DKAENIVDIDLRRGET DE, KBIEHILYDLEERL, RIEHAD
EMNERICE S, REEHIZHNTIE, 500umx500 umDEEDE
BEREFTV., BESALFEICHLT BRI &V TAEH] 0 21E1k
#{T>T. SiN: HEZEBLTHALIDALRIGELI-KSEZEEFML -
o BEMEEIE, BEONASYXORLLLEWNT U TILRRERE LTz, EHRAIE
LDz EEBOERED/A—L>T—C%, SiON: HEDHEHED
BEiREL Lz, BREFE1RIIFT,

(4) TWEAEBE
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[0052]

[0053]

(2) THELES i Vz—NEDERE1T ym®DS i ON : HIRIZDWT

CARBTYTIVA—E—FRANT, BRR450 nmlIIB T HEOHEERE

RO, ARAEREDEEFEE Lz, GEAEL, KRPDEBEAEITHL
TlE. RKREDEREZEBLIVERICKETHEDEENKZNHTH D,
BEAS0ONmICBITAREDEEREE 4. OX 10 *LITETH EMNF
FLL, TNIT&>T, AIRRITHITEFREINBA9 5%LUELELDINDS
THd, HERBEL MELEEFHIATIZENT, 4. 0x10-*LT%E
B/,

(8) RI:H

BRBEERE LTER4AVF (10 2cm) DS i xz—NnEHL
fzo BRIRRTIZ, S i 7z—/\DRYZFAELTz. RNT, RE3 Um®DS |
ON: HIEEZER L., RE#&DS i Vz—/\ORY FAIE L. BEFEZED
SivI—NDORYDELENS, SiN: HEQEAZHEH LT, #R
EE1RITET,

[F&1]
F1F:NOTEREOHE

H LTI N0 FHE KR (ath) SI-H/Si-N | N-H/SI-N | 3:EE#E | Wish
F#S | (soom) | S N H 0 EHt AL EFREE (%) | (MPa)

1 0 33.0 | 37.4 | 29.8 | <01 0.15 0.08 96 7

2 5 32.7 | 36.5 | 29.3 1.4 0. 15 0.05 98 7

3 10 325 | 355 | 28.9 3.1 0.15 0. 05 98 §

4 15 32.2 | 34.6 | 28.1 5.1 0.15 0. 06 98 6

5 20 31.9 | 33.7 | 21.2 1.2 0. 14 0, 07 96 5

6 40 31.6 | 327 | 26.1 9.6 0.14 0, 08 94 4

7 70 31.4 | 3.8 | 2.7 | 120 0.13 0. 09 93 10

8 100 30.8 | 29.9 | 23.1 16.2 0. 11 0.09 92 11

SiH; & : 100scem, NHy it : TOscom, MSEMEEHEEE : 27. 120z

FEI1IRMD, S i HLUIHT AN, ODRELDETITHE>T, HILTS |
—H./S i —NERLENELTE—FH. N—H./S i —NEELIEIN,ORE
MEMB520s c cmDEEAT/INESLLGY, ZOERN,OREZELTE. N
—H./S i —NEBWLEIXRELLELII NN,

—7. BHEEICDOWTIK, N,OFRENS5~20s c cm®DfEE., THbd
S i HLIHNT BN, ODRELHAO. 05~0. 2DOFEHNY T ILH 98
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%Ll EDFLEEEEELLEH L. S i N: HEARBFLHEEHEET LI &
ZRlf. CHIE, S i ON: HEEFON—H./S i —NEELDRED E—
BMLTWS, N, OHREHRMIT S &ITKY, COERKIZHEITHS i ON:
HIERIZIYRAENDKEDENMETL, S i N: HEFON-—HEEDH
BENETEIMRNH S EERLTLNS,

[0054] F1=, BELI-EETIE. BEADHERDIEEZ20MP allTETHIEM
TE, BRBOBETNNGEW LR INT, BH. AFEHAFE. NHR
E%150sccm, N,OffiE%0sccmtddE, 100MP adfi
H%EHTSHS i N: HENBREIND L 2HEL, COEE, ER-T
HEE BHELE LBEBZESIREBL L TERALE-EHRE L T/N\/
RAEMEELI-ETA, RITDENSERMTENREES NI, Chid, ERIEE
DFERELEBICENT, RUATHIZ, KRPOKFITEYARE LENEIE
Lizt=b¢tEZ NS,

[0055] <EEH 2>

REEFIZHEWNTIE, PVEZTDREZEZ7O0s cocm, BRILERKE
Z10sccemlilBEL, BLUVHNMTS5E5RRENDEKHEZ40. 68
MHzF([E13. 56MHzERLZEZBRVDTHER 1 ERBRDOFIE
[T&Y., MBRERLIZS i N: HEEZRAE L, FoN1=S i N : HIRIC
LT, &R 1 ERFROFMEIT o=, BHREFE2RITRT,

[0056] [%2]

Bok: BREKBRLHORRBODE

HF| AE% SRR (ath) Si-H/Si-N [ N-H/Si-N | SERHMAR | MUER
&5 (MHz} | s i N H o EPALE (b | BAREL (%) | E@HELE (%) | (WPa)

3 27.12 | 32.56 | 355 [ 28.9 3.1 0.15 0.05 98 6

9 40.68 | 31.9 | 36.5 | 27.6 4.0 0. 14 0.04 a8 i0

10 13.56 | 27.4 | 38.3 [ 3.3 3.0 0.18 0.12 25 5

SiH iR - 100scom, NH,5%E : T0scom, N0 & : 10scem

E2RkMo, 40. 6 8MHzDBRARENEAWMERLEY L TIL
1E, 27. 12MHzOBRAREDEAVER LY TILT ERKIC
 ENREERTCEAHALNE G Sz, —A. 13. 56MHzDERE
BEAZRAVTHELEY YTV 21280TIE, BHROERHLUVKEZS
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NEBLENE BLITBRT HI|RENEESIN, Thid, RISERATS i H,$
FUNH;, N,OBRTRICHREINGNILICERTSEEZLND, D
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<EEfHl 1>
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ERELTI2A—PavhHSR (a—=v 581 737H5X, 50x%x5
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mDA gREHRSE-, BoN-AgRZIA NI VIS TEHIZE TN
R——_2F LT, 1BO. Smm®D2DONDA T4 TIREEBMNS B TEEE
R LT=,

RIZ, THEBZEBR L-ERZERMBAZBEENICHRELZ, TRV
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KB/ EFEER EFLIARDABI LR LIAME LEEMELIz, BF
EEEBIREE20 nmDA | g, THY, BABEEEIONnmDDPVB i
THY. EFLEEBIEE1OnmDa—NPDTHY., EFLEABIEREE
100nmMDCuPcTH--. ARELEORBEORIZIL, XEEDEZERE
NDAEFE1x10"4Pakl, 0. 1nm/ sOHBREETCEEEZHALT
o BIEHNT, BEZEFAVT, BES5nmOMg A gREBRLT, &4
—URERMEEEA LT,

RIZ, FA—DCRMBEHBRL-FEEARE, EXEEZHLIC LG LICHAA
N BEBICBBSETz, AZILTRIVERAVDIRNRYFZEIZE>T, BE
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DEERNEANZT100Pasl, BEEEREZEFITHIAT—VNDEEES
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