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element, such material having a silicon-containing four membered ring
structure, and an organic electroluminescent element using the same. The
material for an organic electroluminescent element comprises a compound
represented by formula (1), and is used in a phosphorescent dopant-contain -
ing light-emitting layer and the like of an organic electroluminescent ele-
ment. In the formula, X denotes nitrogen or phosphorus, L denotes an aro-
matic hydrocarbon group or aromatic heterocyclic group having a valency of
n+1, and at least one is an aromatic heterocyclic group. A; to Ag each denote
an alkyl group, a cycloalkyl group, an alkenyl group, an alkynyl group, an
aromatic hydrocarbon group, an aromatic heterocyclic group or an amino
group, and n is an integer between 0 and 3.
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|
G
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LE. @, LEMESIE. LEATEEMICH LAEBESIIHIRT %,
[0089] =H&fI 1
EEWO-4) DERK

\

H i
I, KP
Br N NH, trans-1, 2-Cyclohezanediamine
1, 4-Dioxane

(A—-1)
B
O N N M, 4 cl—Sicl nBuLl/hex N/QN s.
<Yj’ - xy!ene 5x N
) U"
(A—1) (1—4)

[0090] ZBERFJHSKTF. 2-73I/-6-70FTEY IV 20.0 g(0.12 mol), HIL/NY
—J138.7 g(0.23 mol), = 9{LsA4.4 g(0.0023 mol), Y ABE=H") Y L190.
5g(0.92 mol), 1,4-T 7 F+>1000 ml AN AL LIz, & Atrans-1,2-2
H2O~NFH I T I021.0 g(0.184 mol), EHIA. 120 ‘CT6 BFREHE# L
o PLWTRISEREERETAHAAL., BHIRE 25 L%, BFEELRTSR
Lize BOoNEREZNZL7OXNIZ 74 —ICTHEREL, PEKA-1
%16.0 g(0.062 mol, UNZF51%)157=,

[0091] ZHFFEST. hREKA—1 14,0 g(0.054 mol), m-F L 140 mlA& N
ZE# L, 0CETAAL, I A1.57M n-BuLi/hex 75.6 mL(0.12 mol) %
ETF LA, ZO%, Y70V 7zzZ)yS5Y 13.7 g(0.054 mol) %@ TR L
. 140 CTAHEER L. RISAREEREF THA L, B LA SEKE
K100 ml, -/ 0O00X% >800ml&N A, NDOIEFEAKERIONIEZMA = B
BEZZBEK (2 X 100 ml) THREHEL., TODR, BoNEHRE % BKEE
TRV LTEBRLLRIC, MBI XY L% BB, BRELZBEZRE
Lize BONEREZNZL7OXNIZ74—ICTHEREL, BEHRERDIE
&Y (1-4) %2.2 g(0.003 mol, INZEI%)B7,
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[0092]

[0093]

[0094]

APCI-TOFMS, m/z 879 [M+H]*. 'H-NMRGAIZERER CHIERE : THF-d8) &[] 2(C
=Y,

EHEG 2

EE&¥(3-3) DERK

0\© Pd (CHCOO), 0
—_———2
/[ j CF3CO0H Q O
0N
0N

(A—2)
Raney Nick! 0
Hydrazine Monohydrate
0N BN
(A—-2) (A—-3)

v -
=

@

(3—-3)

(A-3)

BERFHEAST. 4-—hOY 7z Z/)LT—5FIL50 g(0.23 mol), BFf/XS Y
9 [562.5 g(0.28 mol), M) 7L OEFER1000 ml% f1 2 70°C TARSREIHIE L
feo RISBREERITHAL, W LN SZEEKE00 nl, 0O xs
V500mlEINA Tz, BEHEAZEEK (2 X 100 nl) THEL., TDE, B5
N-EWEEZBRKRBET /XY UV ALATERLLEIC. MBI IRV TLES
AL, AEZREBRELE, BONEREZHAZL7OYMNIZT74—ICT
BELL, KA —2%26.2 g(0.12 mol, UXE53%) B,

ZRFHEHKT. HEEKA—-225 g(0.12 mol), SRr—=v 4 J6.25 g, b
RSy —KM4¥50 g(0.16 mol), THF 150 mlaNA80CTHE®RLE, F
A, ERSTU—KHIM50 g(0.16 mol) ZA0X. 80°C TI3BFRIEIL L /=,
RBERZERETHAIL, BHEIEZ 2RI L% BEZREBE L. 1
ONEERBZAZL7OX KNI Z 74 —ICTHRE L., BPEMEKA—3 %14.39(0
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.078 mol, YNE65%)157.

[0095] ZERFESTT. HBEMEKA—3 11.5 g(0.063 mol), THF120 mlzhiAis
L7, 0CETAHAAL, FIAT1.63M n-BuLi/hex 85 ml(0.14 mol) BT L
oo TOH, P00V 7S 15,9 g(0.063 mol) %ETF L, 80 C
TIHEIR®E L, RIGAREZERE THEL, I8 LD S2NDIREEK AR
0OmlzMMATe, AEZBREEBEL. SonEEGRZRENLE, BOoNLEE
ENSLIVOXKNIST74—ICTHREL., BEHROEEM(3-3)%4.1 g(o.
006 mol, UXFE18%)157.
APCI-TOFMS, m/z 727 [M+H]*. H-NWRBIE#ER CHIEARLE : THF-d8) &#E 3 IC
Y

[0096] EHEfl 3
L& (1-25) DE

NH V=B
\Z BT v \N
N e i
C @ $y
Cl
(A—4)
1, NH
Nl)tN Pd (PPhy) NaZCOsaq \/N
©)\N ‘ >§<ﬂ\ﬂ Toluene, EtOH /K‘:’
(A 5)
N| N O + CI—— ] n-BuLi/hex N s|
“ Sx N
O C 8
0 N
(A—5)
(1—-25)

[0097] =Z=XZFEST. 1,3-¥s00-5-73I /M) 7T 17.5 g(0.11 mol), T
HF300mlAZIMAOCTEILLE, FIALIIBMODE{ELT T T R I L/
THFAKR100 ml g(0.11 mol) A< Y EBEBTFL, TOF F2B5MEEH L,



WO 2013/038929 37 PCT/JP2012/072272

[0098]

[0099]

[0100]

FDE, BHELAAS MLT V200ml & 2NDERKARINL & INA T, B
BAZKEK (2 X 100 ml) TH&EL. TR, BoNAREL FRKME~
TRYILTERLIBIC, MBY /X0 LE25 L, AEERBREBEL
Tco BONERBEZAZLIOTMNTIZ 74 —ICTHEE L, HEKA—-4 %1
1.9 g(0.058 mol, UN=52%)EB 7,

RERFEI T, FEEA—4 10.0 g(0.048 mol), 2-EF 35— hROYV
IR TZ 14,1 g(0.048 mol), TRFIFRX (MY TITZIKRRT 4 V)
XS 1[0] 5.5 9(0.0048 mol), hJLT>400 ml, T4 ./ —)L100 ml% 0
ZEHBLE, FIARKREF NS 420,35 g(0.192mol) A 7K400 ml THER L /=
REEF M) D LKAREMA, 100 CTh BEERLLE, RBAREERE
TAHAHIL, BEBEAZEEBK (2 X 100 ml) THEL., TOHR, SN
Bk~ /XU LTRIELLREIC, MBI/ x>V AL%55L0, &
BEREBRELE, BONEEREEZAZLIOTNTIZ 7 4 —ICTHRAEL.
hRE{RA—5%12.3 g(0.036 mol, UNZET6%)157,

RRFET T, FEMAEA-5 11.5 g(0.034mol), THF 100 mlZz Nz HE#
L7z OCETAEIL. &I A~1.63M n-BuLi/hex 46 mL(0.075mol) %5&F L 7=
o ZDE, o000V 7Y S5Y 8.6 g(0.034 mol)EE T L. 80 CT3
HEE®E L, RINERZERZITHIL. B LA SNDIEREKIAERK00
mlzMNx7, BEZREBEL. GonBERZRENLE, BoNLEE%E
AZLI9AYNTZ 74 —ICTHEREL, BBMERDILEY(1-25)%4.2 g(0.0
04 mol, UNZFE17%)F7=,

APCI-TOFMS, m/z 1037 [M+H]*
el 4
L& (2-15) DE
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n-BuLi/hex

LANUN m@m Ty
o

[0101] ZBERFJESKTF. 2-73I/-3-7x=)F/" > 150 g(0.068 mol), THF
120 mlz i A$BH L7, 0CHTHAIL. I AT1.63M n-BuLi/hex 92 ml(0. 1
bmol)AETFLAE, Z0%, YoOoaY 7S5y 17.2 g(0.068 mol)
ZH@FL, 80 CTIHEEH LA, RISEREZZRITHRANL., IBEHLAN
S2NDIREE KRR L Z A 7= AEZBREBEL. BFONLEKRZIERL
Tco BONEERBEZAZLIOTMNIZ 74 —ICTHREL., HEMKRD{LE
#) (2-15) %3.8 g(0.005 mol, YNHE14%)1E7=,

APCI-TOFMS, m/z 801 [M+H]*

[0102] =EJEHI5S

EEM1-19) DER

(2—-15)

NH B (OH),

2
Pd (PPh;} , Na,C0;aq
Toluene, Et0H
c/v\cn

//LQ?N n-BuLi/hex
=

+ooo=siel s
THF

(A-6)
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[0103]

[0104]

[0105]

BERFEST. 2-73/4,6-00EY) 3T 20,0 g(0.12 mol), 7
ZAROVEE24.79(0.27 mol), T RZFR (KT T ZIVRR T4 V) INZ
<5 A[0] 3.1 g(0.0027 mol), MJLT 400 ml, T4 /—)L100 ml%&1xiE
L, FIAREF MY L85.9 g(0.81 mol) % 7K400 ml TARE L 7= iREE
F MY LKABREMA, 100 CT3 BFEE#RLLE, RRBAREERE TS
MUk, AHEAZEEK (2 X 100 nl) THEL., TDE., Bon-EHE
EEKRBSY SR I ATERELLEIC, MY /RO UA%2F L., B
EREBELE, BO5NEEKEAZHTL7OX NI S 74 —ICTHEAEL, &
BfRA —6%22.3 g(0.09 mol, INZHKT75%)57=,

BRFHETT. PEKA—-6 15.2 g(0.06mol), THF100 mlZ N AFEH
L7ze OCETAEL. FIA1.63M n-BuLi/hex 92 mlL(0. 15mol) #5ETF L /=
o ZDE, o000V 7Y S5Y 8.6 g(0.034 mol)EE T L. 80 CT3
HEE®E L, RINERZERZITHIL. B LA SNDIEREKIAERK00
mlzMNx7, BEZREBEL. GonBERZRENLE, BoNLEE%E
AZLI9AYNTZT74—ICTHEREL, BBMERDIELEY(1-19)%3.2 g(0.0
04 mol, IXEI13%)1F7%,

APCI-TOFMS, m/z 855 [M+H]*
EHafl 6
L&mGE-11) DEK
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[0106]

[0107]

NH, Ho Mo,
:% Pd, (dba) ; rac-BINAP, Cs L0y A
Toluene Q O
(A—17)
! Cul, K,PO, [:;::]
& O !
N

trans-1, 2 Cyclohexaned|am|ne
Dioxane Q O

Pd/C, Hsgas . ; N,
&8 O

(A-8) (A—9)

T t&%
(5 Soiee

(A=9) (3—11)

1@

BRJFEST. 2-70F7=Y Y 21.3 g(0.124 mol), 2-7OE=hOR
v 25,0 g(0.124 mol), KRR (IRVVYFUFERY) JYNRFTIY
55,6 g(0.0062 mol), (£) —2,2 -ER (Y 7x=)NKRT714/) -1,1
-+ 7 F 8.5 g(0.0093 mol), kgt £80.8 g(0.248 mol), MILT YV
500 mlZzANZ 110 CTUAREIRH L, BEEZREBEL. BOohEE%
NTLIVAIRNT S 74 —ICTHEREL., PEEKA—T7 %20.0 g(0.094 mol,
INZET6%) 187,

LEFEST. BBEAKRA—7 15.0 g(0.071 mol), I— KRV 1 5.9¢g
(0.078 mol), I{LsA1.5 g(0.008 mol), Y AEE=H") I £66.2 g(0.31 mo
D, 1,4-2FFH 2500 nlZMAERLE, &I Atrans-1,2-2 7 O0~FH
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Y7 28,9 g(0.078 mol), AHNA. 120 'CT8 BEEH L. RINAR

ZERETHAL. EREZAR LR, BEZREEE L, BONLRE
BEATZL7OXNITZ 74 —ICTHREL., FEEKA—8 17.29(0.06 mol,
INEE 84%) 187,

[0108] Z=HEFZEST. HREKA—8 15.0 g(0.052 mol), THF200mlAE MM, =
BT L, Z2IA0% NS UD LRBRMELES gilX. 1775 LKy
THEFE>TARBNERST Lice T, KRAREZFTIELT2BEMEER L/,
NZTUY LikFR% 2B%, BEZREZEEL. PEAKA—911.39(0.044 mol

. UK 84%)18 7=,

[0109] =ZFRFHEST. FEEA—9 10.4 g(0.04 mol), THF100 mlZINAIRH
L7zo OCETHAIMML, &I A1.63M n-BuLi/hex 54 mL(0.0 88 mol) @ TF L
o TOH%, PovOOY 7)Y 5> 1001 g(0.04 mol)EETR L., 80 C
THOHEEH L, RRNBEREZERE TAHEL., B LAD S2NDIERKIER
100mlZMAT, BELZBEBEL. SONEEKREZR L, BoNEE
EANSLIVOXKNI S 74 —ICTHREL, HEHKRDOEEW(B-11)%1.9 g(0
002 mol, UNE10%)#F7=,

APCI-TOFMS, m/z 877 [M+H]*

[0110] =7

E&(1-8) DERK

" NH,
2 B(OH),
N s Pd (PPh,) 4 Na,C0saq | =
| P > P
N
ci N Toluene, EtOH O O
(A—10)
e © ) ©
N
= —Bul i ~Si
» + c—=si—cl n-Bul i/hex @—H @
oo g T TopP
=N
(A—10) O

(1-8)
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[0111]

[0112]

[0113]

BRFEST. 4-73/-2,6-¥700EYYY 20.0 g(0.12 mol), 7 x
ZNROVEE24.9 g(0.27 mol), FRhZFZX (M) T7zZIKRRT 1) R
ST 0] 3.1 g(0.0027 mol), MJLIT 400 ml, T4 /—JL100 nl%EHIA
B L, TIAREEFT MY 9 485.9 g(0.81 mol) &7K400 ml TEML /=%
B2 N LKBEREMA, 100 CTS BEEHRLE, RISAREERET
AR, AMEAREK (2 X 100 nl) THEL., T0D%, Bon-HA
BaKEE~Y x> ALTRELERIC, BB~ /x>0 L% 550, &
BEREBRELE, BONEEREEZAZLIOTNTIZ 7 4 —ICTHRAEL.
hfERA—10%26.3 g(0.11 mol, UNZK8I%)1F7=,

BRFHEXT. FEEA—-10 14,7 g(0.06mol), THF100 mlZMMAE
L7, 0CETAHAAL., FIAT1.63M n-BuLi/hex 92 ml(0.15mol) AF T L
o TOH%, P00V 7)Y 5 8.6 g(0.034 ml)AETRL., 80 C
TAHBEEH L, RRBEREZEREF TAHIL., B LAD S2NDIERKIAER
100mlZ AT, BEZRBEBEL. BSONERZREN L, BoNREE
EANSLIVOXKNIST74—ICTHREL., BEHROEEM(1-8)%2.1 g(o.
002 mol, YNZE8%)#E7,

APCI-TOFMS, m/z 853 [M+H]*
=l 8
L& (2-19) DER
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[0114]

[0115]

SH

Cl
Na sodium benzylthiolate
h +
\(j N, N-Dimethyl-formamide
§
/
m— i~Cl M,. N s|
Sl N

(A—11)

(2-19)

ZRFHSKT. KFREF M) T L3.4 g(0.084mol), DMF 150mlAEINZ, 0
CTHEE L, 2IA RYILAINHTH 9.7 g(0.078 mol) # DMF 100
mMUTABI B AR EP>KYETL, 0CTIREERLE, 20%, K
U LRV ILFAL— 0.5 g(0.084 mol)EIMA, JRWT2-2/O0ORYY
= hkUJL11.6 g(0.084 mol)ZEDMF 100mUIRBIBAKRERETFL, =8
TIERIBHR L=, ZTDE, EEK00mIES 7 OO0X 4 200mlAEMA, Ak
BazmEBK (2 X 100 ml) THEL., TDHE, BonERE % BKNE~
TR ILTEIELERIC, MY IR LE5HL, AEZRESREL
Tco BONEERBEZHAZLIOXMNTIZ 74 —ICTHREL, DEKA—-11
%13.5 g(0.06 mol. UNEK71%)1E /-,

BRFHETT. PEEA-T1 9.2 g(0.041 mol), THF100 mlZMAIR
L&, OCETAEL., FIA1.63M n-BuLi/hex 55 ml(0.09 mol)=ETF L
o TOH%, OOV 7)Y 5 10.4 g(0.041 mol)AERL., 80 C
TIHEE#H L, RRBEREZERE TAHEIL., B LAD S2NDIERKIER
100mlZMAT, BELZBEBEL. SONEEKREZR L, BoNEE
EASLIVOXKNIST74—ICTHREL, HEHKRDEEH(2-19)%2.0 g(0

002 mol, YXNFK12%)" 7=,
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[0116]

[0117]

[0118]

[0119]

APCI-TOFMS, m/z 811 [M+H]*
E w19

FRE110 mDITON SR BB BA R I NS AERLEIC, &EELEZ
FEEKRICT, EEEA0XI10° PaTHEE L, £9. ITOLEICEATZS OV 7=
> (CuPC) %25 nmDEI IR L7z, JRIC, EABIEE & L T4, 4 -EX[N-(
1-F7FI)-N-2x=IU7I/]EZ7T=)L (NPB) %40 nmDEIICFEHR LT
o JRIC, EFLENEE LIS, RR MBE LTOEY (1-4) &, BARAER
—NRURELTDORIR 2-7x=Z)EYSY) 4 )T L (II1)  (Ir(ppy
)s) EEERRDZEEBERNS, HEEBL., 40 mOEIICHKNBEHK L, &
FEHDIr (ppy);DEEIF10.0 wt% TH o7, RIC, EFEEBELTHY
2 (8=—bkrkOF>F/YF N PIIZZUL (III) (Ala3) %20 nmDE
T L, BIC, EFEEBLIC. EFFIABELTIOviEYFo 4L (L
iF) 1.0 mDEIICHE L, &&IC. EFEABLIC, BBELTTIL
=L (A) %270 mDEIICHE L. BEELRFEERL L,

BONLEERE LRFICABERZZRLEREEZMMLEEI S, *
TDEIRRENFMEZET DI ENERBEIN, RTICBWT, BE, ER
ROFEEHEE, 10mA/cmTDEEZTY, BB, RFRELART ML OBKIEK
RIE530 nmTH Y., Ir(ppy) s HhSDREANELNTVBZ &AM,
Ehef10~16

RGO DRABDORR MIRE LT, b&W (1-4) [TRATLEY (3-
3) . (1-25), (2-15) . (1-19) . (3-11) . (1-8) . X (2-19) %A
WSS EREAIO ERMRICL TERE LRFZFER L, B2 DRFRK
ARY MLOBARERIFE30 nmTH Y., Ir(ppy) ;AL DREADFONATVE I
ERLD ST, BROENBHEERT IR,
EhEGIHT (LLER)

EREFIICHITIHRNABDHRRA MM E L TCBPEZ AW IEERESL9 &
E#RICLTEMELRFEZER L. RFRENAARYT MILOBRRRIEE35 n
mCTHY. Ir(ppy)shSDRANMEBONTVE ERAEI N, T TICR SN
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N I
[0120] [k1]
i RA MR R BIE ﬁ@é’%)‘cfmi
n=g (cd/m) ) (1m/W)
9 1—4 2950 8.3 112
10 3—3 3020 8.4 11.3
11 1-25 3220 8.0 12. 6
12 2—15 2780 8.1 10. 8
13 1—19 3140 8.1 12.2
14 3—11 2940 8.7 10. 6
15 1—38 3100 8.2 12. 2
16 2—19 2650 8.6 9.7
H1 CBP 2420 9.3 8.2
EXLOFAOTEMY

[0121] AFKBOEHRERREARFICBVWTHERING S 1 RNUEREEYIL.
COBBIC. PERERREEZBATEIZEICE>TAFERT VI vIL
. BEFENN. CEEREIRLF—OEEIRILE—EDONS Y ANREF
ERY, FEEALEFOBRBRELZESI N FHETHHZHOMOELLUMO
ENBET S LT BUVMEREHE RERERNS VY AEZET 5 &AH
HEERDBEEZILND,
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[E5KIR1]

[E5KIR2]

[E53KIR3]

[E5K1R4]

[E53KIR5]

46 PCT/JP2012/072272

EERDERE
—BX (1) TRINDAY A RNEBLANN SR T L EHY
LT B ERERFNRT A,

( Aﬁn\l_\ ‘?‘3
S
|

i-A,

(1)

#® (1) .,

XIEFZNhENMEI L TERXIE) &L,
LIZZENENMIILTn + 1 lIDKRE 6 ~ 2 4 DFERRILKRE
RIFRFH3~1 QDFEHEERBREERL. DA EHIDIEKRER
H3~19DFEHEERRETHY.

Ai~Agld, TRENMIL TRERB1~3 007 FILE, KK
B3I~30027O7IFIE RRE2~30D7LITZIVE, &
RE2~3 007 NLFoINE, REHG~50DEERRILKERE.
RFARB3~5 0 DB EBRBERBRENIIRFAH2~3007 I/ E%ER
L.

nidZFNZNHIILTO~3DEH%ZRT,

—B’X (1) IZBVT, 22DXHPVWThERR, XEwFhs )
VTHDERE T ICRBOBERERRNFRT A,

—BRX (1) IZBEVT, 22DXPAVWTINhEBRTHDEKRIEIC
EEHOAERERREARTFREMH,

—f& (1) IZBVT, 220LAVTNIRE n+ 1 DRFEE3 ~
19 DFBEHEERRBRETHIEREAIILRBOERERRARTEM
o

—BX (1) IKEVT, 22O LPA—DOEERERBRETHDHE
RIFA ICEBHDOARERENAEFHEMH,
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[E53K1R6]

[E53KIRT7]

[E53KIR8]

EMREIC, B, BARERVEBIREBINTRIARERFALR
FICBWT, BRET~50VWITNNIEHOBRERRNETFAM
MeBUEKREZE T2 2BHET2BARERARNR T

BEREBEARNRTAMBZSTEREN. EAB. EFEEE. E
LExEE. EFELEESSCEABILEENSQSENORIENZ DI
CEHE—DDETHHFEKRECICEEHDARERFNETF.

BEREBEARNRTFAMBZSTEREN, BARAR—1V 28
BEYORNEBTHE L ZRHHMETDHEKRRCICEEDOERBRAN
e
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[E41]

[E42]
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