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L
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o
wv
04
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=3
<
l
wa
o
K
®d
N
&d
=
w

1L A&

AR 7= T3 A ohFet A
BI)7150] /AN, thFe] FEE AlF
st7] $1gk a8 t=Edolo] o] of
FHIL 3. 53], 2rtEE, BE3 PC, 2vf
E9A] 59 78 AA71717} thE3h= A
71&9] dubHel Ha t=Zg o7t AlEst
9 715 el date] fdstaL, A& 7 doem 2l
ZkE 71574 d2Edole] Favt =
Aleltt, ol2j& 7lsA t=ZE
7tk A f71E A=A
717 A T}o] & = (organic light emitting
diode, OLED)E &-83F tyxZ-gol7} &
& W31 v}k OLED:= &5 (anode)?t 45
(cathode) F A= Alolol] Xkl U=

71EZ0l AF(hole)} AR electron)7} F

N
_0|L
S
o)
fr
o

v}
o
o
3
ko
o\

=)o) A2 3 (recombination) o] 23] A% o
71AHexciton) 2 {13l Y-S H3s= FRHEA
o] gk Foltt. OLED| AHg-H= 714
ol gt /A4, AEAS 7= t2E
o] AJzto] 7hsakaL, il Vien|E o ull-¢- gF
2o g P JPEa FHYE HaE
glo] Azto] 7ksdk S 7RI ol HA
FAAA BT 7)0l da] &&= .
Anthracenes 83 9 f7|ESSE F
e H%e] OLED (117} 1965 Hag o]

2, FEAGE 23 AYEEE M)

=

of

-4

>

¢

7] 93 A3}44(charge transport) A2 2
o A} T2 [2-5], 9 FUAFE & (external
quantum efficiency, EQE)& 3/3A17]7] 213t
THFE F71EE A [6-1219] A7t st
Al Y=L ek, {71 LAl dAket A

o] Al ol F/dE o712 T " o



El

— Tr‘plut
75%

@€

_ e T”plcl
sn‘lglet
55% 75%
- "
- ISC e,
5 v \
R;C\
AD

1211 » (a) S2(fluorescence) & @ 1ZH{phosphorescence) 2| 2
Z HIFLE, (b) XA Z = BEHEX|HZ thermally

activated delayed fluorescence)2| &4 H|7{L|Z.

P78 AHstel e wasslel det o
& (fluorescence) (6,71, $1°8(phosphorescence)
8,91, A]2183(delayed fluorescence) [10-12]
S2AR FEEY (3™ D). EF2A T R
WA OLEDe| &84 333 A= daket 4
o] A oaf 1:39] HE&E IdE 4
S (singlet ¥} A5 (uipley) 7124 5, A
T3 A7IARES ol AREE - lo] 7]
A} A4 & &-(exciton production efficiency) 9]

25% 1 @S 7ML glek. Q1 Ak &

71E3 A s 2 olglw(n), WPy, 7
F(Cw), T FEHL 2 o]Fo|A F7FE
35 (organometallic complex)2 4+58}
712kl ofsf Bl WAFT OIWH, AF A
of 3 YA E FEEY T4 3
I} (heavy-atom effect) [13]¢]] &]dF =¥ -A %=
’d% 2-8-(spin-orbital coupling) [14]0] 31 =
of AFFoIN HFF2 AslA} AL
o|(intersystem crossing, ISC) & 4 glo] dF
g e BE oIAE BT wRel AR
g g ok 2Euv =2 of7|RF A (exciton
density)Sh % B} AThH 02 71 vho| =z
Z(us) °]’32] W3 =4 (transient decay time)
o ot of7|2} AEE e oJ3f EQEZ}F H4
3] Zrashe EAIES 7HAR ok [15-17). A
AFFL B Zo| AT AVIAE AR
sto] Wg-S 3k Aol ARE, FBHE o

717 dF@ o7IAkE HA

[l
Y
o >
ofy
o2t
2

ZFH o] (reverse intersystem crossing, RISC)
£ 53l HolAIA gl &8st 7|2 A
J d el Jo. A
o] Wr2e upe} 54t AW (triplet-
triplet annihilation, TTA) [1012} &4 %| A3
& (thermally activated delayed fluorescence,
TADF) [11,12]12 &% 4 loH, FHITde=
YA AR F A5 7Rk & 3 A7)
et P ok, dEAAAGF &
A2l 73, 0.3 eV olste] AT} AT of
el ] w2 o4 A] Z}o](singlet-triplet state
energy, A Eqx)E 7H wl, dollUA]ol| o34
T e ARl A AF oA

N

110" W3 MMM

g

o
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8 ‘ Special Theme

AXH

et

E*M F7| Zixtet

AT A7|A= Fold F glon, ¥ 4
Esr 785 #I8iA 771 238 &7 €] highest
occupied molecular orbital (HOMO)2} lowest
unoccupied molecular orbital (LUMO)2| A
& FHaslstefof &t} 18], o] A3k W 4
A AAE
group) &} ZA} "7 (electron withdrawing
group)7t 2&H AL F7H-E7H(D-A) FH
2] A3} o|F(charge transfer, CT) 23] A A|7}

Haf A=A} 7l (electron donating

n conventional TADF molecule

— A”m’:jhi%}¥ﬁﬁﬂ

high-energy  low-energy HOMO-LUMO separation

HOMO LUMO by D-A connection
S, //
T1§ P
Sp
large Stokes shift 100 0 100 200 (nm)

@ - 33

HOMO-LUMO separation
by multiple resonance effect

S sharp
T \\r
So

\ __."

small Stokes shift 100 200 (nm)

opposite resonance effect

1212 (a) 2Ol F510[=(charge transfer)7[EHo] HabA
K|S thermally activated delayed fluorescence)
AXHe| HOMO-LUMO E2|Z2 st AXj A 2 =2
Stokes shiftof] 2 MR ZEA SiA, (b) CIS2ES
I} (multiple resonance effect) 7|EHo| Af2& HOMO-
LUMO 22| I8 AXH MA| L k2 Stokes shiftd]|

M2 A i £ [24].

FE olF I gloH, & Wil FEd T2
& fHeshe] AE Hghshe 24 A A
e Z-&3tal glot (1823, 22t A=F F70-
WHE 7o YR FAEd 722 A4

i)
ofd
b

Ao 7%, Wl Whx 7 ZF(full width at
half maximum, FWHM) 2 2 Q18I ML= |5}
o] FAEE 7HAAL 9o A AEEe] OLEDE
TS ol EES A ot

ol A S5 Hal A2 v
™ & I (multiple-resonance effect, MRE)Z
o dEAAARF 2AEC] RuEHL
AT} [24-37] (2" 2). hEdHEADL, 7|E
of Az -7 Atole] HE- 725 7
HOMO-LUMO®| e ¥= t27] A=}
777 Atole] HEH

& 7 (opposite resonance effec) S 7R A

o

lie]

727} §lo] vk

A} F7)-RR o] Aghs F3 HOMO-LUMO®]
THE Fieshke oA AAR R, 714 AdH
(ground state)2} ¢17] “dj (excited state)2] 2~
A T2 WS FHasd F s el
o} tEEHaz sue) W
whsg 9k o] xlo]9l Stokes shiftS =o0]al, 7]
Z9] anthracene, pyrene 52| 33 2753

ol TiS- Hhe WAREL A WYL T



2. U=y} 7hk gEA
2] 238 33-(MR-TADF) 2~A}]
AT 5

2.1 T 4A| THE3 Pt LY 224

20163, Hatakeyama 14 ATHS A=
+ FEl o] SR AFF 2AQ] DABNA-,
SHA| ol BTt [24] (L™
3(a)). o] 2AIEL hETHEAE o83 ¢
AR A G (MR-TADF) 2 2H B4 (B)
o} M) Yo Aty vty aHE e

DABNA-2E&

al

SR W] para $1710] W AFe] EF
WIS F5313. DABNA-1, DABNA-2E
Hkg A2 288 OLEDAE 459, 467 nm
9] AAHHS (electroluminescence, EL)3}4k
28 nm2] w9~ 2R vEx| W o] HSEl o,
A 28} 3] (Commision Internationale de T’
Eclairage, CIE) 22} (0,13, 0.09), (0.12, 0.13)
o] wj-¢- =gk FA g Hole OLEDE
Azbel=dl ek aint. kARt diiF o2

Z AEsSt S QAR £& A (RISC
decay rate constant, kiso) 2 13l -2 FHoj| 3
% (maximum luminance, L)} 3% =7}
w2 543 EQES| A T A e] A
HAe, 2% 7]2e] A3} ofF g 7|
o] LA AFF A oM = BS5T T §iT
Zhe WA A E wbg 54 S8 48449
F Ao 7S E dAIGE B Ao

A 22 32 ke A ST

E Ph. NPh;
QL0 QLT
sacacRheRene

DABNA-1 DABNA-2

sNe <We <We
g O
S Q0 )

2F-BN 3F-BN 4F-BN

= Wido-range color tuning e

e
ﬁ):;% D tﬁijﬂ_) ’cff%y"{}*é.aédg.}-

Hypsochromie Bathochroms
p-Ch-8 shit shife DACzE
(deep-bive) sA om] wnnl (yabiow)

AZA Fused
Skeleton

[e] o LD e Q@ ?/_\
SRSAS Q@'N‘@M

BN-DMAC BN-DPAC
“ “k
&, ® N PN AN
SN 23 o:
DN .O eN
O ‘@ (RIS)-OBN-4CN-BN

{RIS)-OBN-2CN-BN

T3> e BAY CIS RS T HEAX|ISMR-TADF)
AXH R [24-29].

Duan 25 G7ELS 2019 thaksl whaga)
T8-S 21k |22 MR-TADF 24 A A A
=t AAE A7 Aol sl LS [25]
(" 3(b)). 7]E) HEJW DABNA F5
Aol 3,6-di-tert-butylcarbazoleS =3k 2F-
BN, 3F-BN, 4F-BN& A A|5}aL, B2 n-7155771

o] A (r-conjugation)S BFAde S 2 oscillator

110" W3 MMM

g

=)
~
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MEEAX] o

RC}

E*M 7| T}t

strength (/9] 7} % 22 HOMO-LUMO ©j|
Uz gille] ZFol(4AE)E F=steh. Tt
5229 para 913 2] ©r2:(C)oll LUMOZ} ¥4
b= Aol 2jtste] Fdgk HA]ol =} &
lsko 24 LUMOS]
w20 S FE =4 IF AlE AAsE
Act. o] F=AES &-83he] Al=e OLED
2 20.9% o] & HYRIAR
(maximum EQE, EQE..)S 5k A4

of =4 e TSR 43S,

7he]1 fluorobenzeneS &

N

2L
e
X
%
s
!
&

S

Q.
1Y)

El

&
2
-
o
K
fo
£

R A O

y—Cb—BQ]- 2o @ekol carbazole¥} diphenyl
amine®| =9 ¥ Cz-B, TC2-BZ =3l H, =, 3¢
A o] MR-TADF 2212 A Ao H, o] 23]
£ 283} A% OLED 54 37t 23}, 4
] EQE..« 29.2%, A, =, 34 9] 461, 515, 571
nm EL 317337} 37| 28, 30, 44 nme] 22 61x]
HAEE Ikt o] A7 AHE ngo=

T =270 o -2 o wu= | =
THAE 7 U= IRl

AnEAQl A AFF LA tiH] MR-
TADF 27 @& EQE,..2 7fA3t7] 913 <
7= FBY =3 o), 20208 Duan 5 A
He detolsd 3 HaRE FAl F

& (hybridized multi-resonance and charge
transfer, HMCT)3}¢] MR-TADF A~z] ¢ 23
BEE FEATN7] A A AAES 1%t

].

Ol‘
;@
S}

271 (Z¥ 3(d)). o|= 93l MR-TADF

b
2
2
=)

A3 AAH aza-HEE 1 E =
Ed 9] 71& dss8EH 7]
733 EAF W défolsol
FAsEAT. w3k, AEA =4
o] Aa Y4e] HOMO &
Fo} Aol vltfA el 23k LUMO #-3E9
W3S o Ak W dslols 54 AsE &
T3kt o] EA AAIE AZA-BNE 7]E9]

Nomoro
I«
E

1)
o
N
b
o2
ot
AN

=
slols g 7|dh X AFF AA) oA
#H=HE 2 Stokes shifto} 8wl o] A &

=
A& BQJ7} FA]0, MRTADF 23] 5441

sl Mstoleat g8} zabmcq 9=
2L oA 545 218k AZA-BN &
&3 OLEDS] 573 H7} A3}, 28.2%2] &2
EQE,...& B33t 3ict.

MR-TADF 2:A417]%F OLED®] EQEp. 70X
7} 37, MR-TADF 2:A41¢] 71 |1 &3
ol mhe a3 =ellA o 4ZHgk EQE
AdE Aty S AT AAE B

Jt} 28] (2 3(e)). Yang ATHS

BB 4 o rl

g
g5

N

3 A% (aggregation quenching)el 2]

FEE AaE T S8 2Ae] gt

roh
i3

2

| methyl#} phenyl 2] bulkgt X875 =
9l3} BN-DMAC, BN-DPAC AAE A A5

t}, o] AjollAE 7]&e] MR-TADF &4 i



H] 2 kpsc(1.26 X 10° sHE T3l A 32
THE A F %o, o] 2AE 2
&3 OLEDOIIA 22} 52443} gk2) o] 506, 608
nm EL 37343} EQE,,../EQE (3] %= 100 cd m™
o i &sh= EQE %)/EQE w03 =
m*°]| S|F3H= EQE %) 25.5%/21.5%/16.0%,
30.29/27.6%/22.1%2] 3% F7}ol 2 ke
EQE 74 235 HloeX, whg F2131

27 A33-8 & 24st7] Y3 A2 A A

1,000 cd

©
=
2
e
2
o

=)

0¢}

i
ky
ok

ATHe GEF

F(circularly polarized

flo

|

il
F2NAAE 24 ATFE Y3t

ot
&
A
oX
o
A
A
(o
B

light, CPL)
At 1291 (L 3(f). BN
2 B9 para Aol 2Tl benzonitrile

7 ARG WS 3 FholRA A A

=4 2518 7Rk

= 93] (R/S)-octahydro-binaphthol-S =3k
(R/S)-OBN-2CN-BN, (R/S)-OBN-4CN-BN €
3% MR-TADF AAE B3t} o] 24
£ 83 93 OLEDE 29.4%2] EQE,..2}
30 nme| & REXHE EL -5 HojoH,
AAEF vt A AlS=(electroluminescence
dissymmetry factor, gg) +1.43 X 103/-1,27 X
107, +4.60 X 107/-4.76 X 10"Z &ALt} o]
A= B3 1A A4 x| HHIE F

%o 1A nEg] 99%

E O@ \(AN/:J n "E‘“\[;L Qlﬁu
Q J/:L "\/‘».’\/\N/(j "BM\Q:IT:(B:@,@

A A
r*"vj L‘V U '\) BSBS-N1 (18%)

-DABNA

Para B-n-N reduces Para B-n-8 and N-ni-N
the donor and enhance the donor and

Riorbospteic fonca e e o .(C)' -é}*
gﬁg N dﬁ (5% é@"

BBCZ DB (1) BBCZ-SB (2) BBCz-R (5)
=466 nm Ap = 489 nm Ap= 815 nm

Yy
% P

]
BBEC2-G (3) BBCZ-Y (4} N Danor
A= 517 nm A= 549 0m R : tart-butyl

e ‘W*&{*

R-TBN

T2 4> TS 24K OIS RS} SEAX|AISZ{MR-TADF)
A= [30-33].

H A MR-TADFE 247
o gt A+= 3P o}, Hatakeyama

W AFEL o]F 547 MR-TADF 27|

t}. v-DABNA”Z|¥F OLEDO| A& 34.4%9] =
EQEn:} 18 nm 2h2- ¥1X| -3-2] A EL 5173
o] #ZEHoH, x| ST}l W EQE 7
A EAE /1A E RA(EQEmu/EQEi00/EQE 1000,

110" W3 MMM

g

©
e}
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STHATH .

=}

E*M 7| T}t

34.4%/32.8%/28.0%)S AT 5 UATh,

7]&2] MR-TADF Z&Afolli= AMS-EA] ¢9k
A iRl FO)S AREEt 2AlE AR
T B g A AT AHE Ba HY
t} 311 (Z® 4(b)). Yasuda nl AA7-H
2 A 30 2 o]F o]z MR-TADF £A)¢]

0{

BSBS-N1E A7t =T, 573 AAE 713
Fo 2 S desEEA} TAL AHE
FA]ol FEskal MR-TADF 44| SAIREA
15 &8 dvt. 2 A3, AF7HA] BalE &

ANEN vl 7N E kpse (1.9x10° sH)}F e
A P3G g AZE (5.6 ps)»S SIS

o)

0

o )¢ 334 vkag x|7ko 2 ¢l&) OLED &
AelAe Fw F7tel whe BQE 24g A
Al 4= AR, EQEnmx 21.0%, EL 3+ 478
nm, ¥FX| A2 25 nmo] E4Jo| #H=E ot

£ 7AF o] nAEE FoukA A
g 27 o] HHs) A2 F3 2020 o
B .
=

I} H S W sl= 424, BBCz-DB, BBCz-R
7} B3 =Y} 32] (9 4(c)). BBCz-DB2]
A, WlAlS 7|Fo g Faet A4l w3

AE FEHE Ba-n-Ah AFA 0| H(B-n-N
conjugation)& &3 22} W o 22t F7§-1E7)

oFStA|A AE| S7F 9 9o

L=
=

575 9}

AAE ekt B, BBCzRE 5420k &
2, Aol A2} NE pam 9] A 24
AAE B85t A FA N 29E ks
NI AES) Fra 2 g shge) 271

3l9Jth. BBCz-DB, BBCz-RE A3+ OLED
N 29.3, 22.0%2] EQE., 469, 616 nm

] EL 3}, 27, 26 nme| REX| - Fo] ==

Ao, AT AFE 24 F2E Es

b

3 HES f-=38ke] =4 S-(out coupling

Ea1 Qlt}, 2021, Duan w5 A
o) g g B3-S 7HA= RBN
MR-TADF Z=A1E B 118}9dct (33] (2 4(d)).
gk 2go] B-Ao) - 24e] At X2 mia] Q)
= oA AAE Fa AR F-RN 2 7Y
32 fw8le] AES] TS o|ZojY o,
<A d9 g s ffEl oA 2w

-
o
rlo
!

X,

|

ol tert-butyl groupS =UsFATE. TS &
HA 3} gl FAsEAT d3g el A
ol A (reorganization energy)2} €43} oL %]
(relaxation energy)2] x}o]7} 7|&2] && o)A
2AERT 22 AFS Yo, £ A
A} H o] &5 A= (radiative decay rate constant,

k, 7.5-6.2x 10" s1)Z 8213} i}, OLED 23

Ao M & 48, 49 nme] 2R HEX| HZ-S- 74
£ 664, 686 nme| ZHL) Jo W ool
A =28 256, 24.7%2] EQE .= 9433t}

I It} Lee 3 ATHEH-2 carbonyl groupgl
|53

» £ TPtk



&% oFos

QAO-DAd
0
409 A, 3
S SN
3-PRQAD o A 7-PRQAD o7 0
(o
P Y
L LA

Mes3DiKTa tDIDCz

J215» | 847 Ct53HS 0t HEHEX|HSEZ(MR-TADF)
ATH T [34-37].

H Z~9} carbonyl group o & o]
0170 2 Fe) o] MRTADF 224121 QAO
4] (LF 5@a)). QAOE &85t
OLED &% A7} EQE... 19.4%, EL 3} 468
nm, Y- A2 39 nm, CIE A=3E (0,13, 0.18)
S Azt en, ol5 B3l HlEa
Ao Ad 7Fs3S Felekich
QAO &A T2 HA3IE B3 H B4
Al MR-TADF Z&:A]9] MEm e sk A
T A¥x B3 FHAr}, Zhang g GH
2 QA09] 3¥ $X|9 phenyl groups =Y
gk 3-PhQAD®} 79 $]X| o] =Ygk 7-PhQAD
£ AL A 72 A wE g
o] Wsle] gk AFE S5t 35]
(2" 5(0)). vt F=2E 7HAE 3-PhQAD
=i 7=

MR-TADF 4=

>

¢

o

2 7} 7-PhQAD®] B3| t] &

L

3k energy level splitting®] 2]+ ] 2 44 nm
WA A ES el oH, tid7x25 7HA
7-PhQAD+= 3-PhQADHH] Z& 34 nm 2]
WA HES Hole A& gttt o] 43

L= = T~ A= =

i L

F

i

3] 1] B-24] MR-TADF &7 ¢] L% 7)
bl it A4 Ad A WHEFS A A8t STt

QA0S &Ale] W & 571 9t A7
Z8Y =2z 9lr}. 2019, E. Zysman-Colman
W ATHS QA0 A T2 HA3HE Fl
)= SVl WhE EQE 74 A4S |25t
A} 3Tt 361 (2 # 5(0)). A Dekel] mesityl
group= = Y3 Mes;DiKTaE A A|5le] 33
2338 AT 0.2 eVe] B AEqE 7}
A= A AAE S8 100%9]] 717k A=
A7NA} F5EES 7153t Mes;sDiKTa 7|9k
OLED 54 =4 A3}, EL 34 480 nm, 9FX]
AZ 36 nme} A 7]E9] QAO 719k axjE

x

=

ol

2791 DIDCzE A AT (371 (L™ 5(d)).
o] &A= 5 719 indolocarbazoleo] 71313}
A AAE WFE 12 Felo) 2] F2E B

3l ¥] WAL H(non-radiative relaxation)ol] 2]
58 G2 oPISE DEFIENE B
3}7] 218 A stE HOMOS} LUMOE
=3} tt. tDIDCz 718k OLED| A= EL 9173
390 nm, ¥FX| A= 14 nm, CIE M=}E (0,164,

110" W3 MMM

g

[uy
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STHATH .
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E*M 7| T}t

0.018)e] A4 W3g LxpgloE Bt
2.75%2] EQEq2} 200 cd m?9] Ly 7t B3
Ak, ol23t AT AAao) ©ai AGS 0%
gk Q22 FHl o] ¥] F27] MR-TADF &A1&
=3 b 7t d o] 118§ MR-TADF
2 Rl thet 7Fede AT AT A3
2t ct.

ok
30,

s
T

7129 f71E AAjEC] 7HAE BAFE

o] AT AHE A ET o3 A
o] 7483} HaL tj=Eo]ol A& o] 7|9
FF L G 2AE A= 22 SEEA]

AYF A2 2-897] s 247 7HA

© B2 A S T A ARG F

[*3

ftlo
=
e
-
ol
ih)
o
o
2
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0
)
e
o
K
o2l
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