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= # ' Yoshimasa Wada, Hiromichi Nakagawa, Soma Matsumoto, Yasuaki Wakisaka and Hironori Kaji
XKEEZELB DB | Institute for Chemical Research, Kyoto University, Uji, Kyoto, 611-0011, Japan
8 # 55 ' Nature Photonics DOI : 10.1038/s41566-020-0667-0



MR SEDFHRFREZTY FiE EL A B DOKET - FAFEICAT

2020 -8 H 4 H

FVFHLWHFREARIC OV T FREE T BEINY,

(i A E R

WEAEFE | RUARE 252 B 7= Tang 181728 1987 41 CHE L= A EL (% 1) 1%, LISk 30 404 B~ CHLpERL
FHIB L QUSRI S A B bI, 2017 ELIRE, A~ —R 74007 LE | avta—2 DT A7 A
LT, SOOI CIEEFEHEL COEMAH RETEFHE S 2HVET, A1 EL HFOH Tk, X0k
T (K2) EFEENDH DITEIAS I, T Db D3k 2 7ot o I B ASE T, b 1121, —EIH(S)
EEHIA(THO 2 FRHY (K2) | ZIEI 25%: T5%DEIE THRSNDZENHBIVTWET, IBH O
BFCIE, HICEBTEDLDIL S, DA T, THIEEL THETHILTWEL, ZD%, T DD IE~DER, WD
DANZERWDZEIZED, TRTORE T2 BB TELINTRVELD, ZDTDITIIAVT T L TTFF
Flnoiz@fli, A o HEE FIREDMEE X QWD ILHRNMAE T, 2SO BB A fRR9 =<, Bl
I, BYRME LR IEHS Y (thermally activated delayed fluorescence, TADF)A4 £} (3¢ 3) 23BHFE &4, KB, RFE,
EHREVoTo BITRDBINORDLAET T 00 mFHEDRSONDICES>TWET, 20 TADF #E T, T
MH—REE S ZRRHSELZLIZEV R INEGET, 20 T 225 S| ~DEBI LW [H 42 75 (reverse intersystem
crossing, RISC) (3%¢4) EFEITIL, IFEAE D HEEM B CITEARMICE LRV EZ XN TWELZ, LarL,
2010 FRIZICIMN K FLZHEHIR LN, Ti—S) DT RAX — N D ZE(AEsn) ZIEF /NS THIEITED,
TADF #1352 EICREILELTZ (%5) . LUk, ENATEZ < OBFEA D TEFIZHED HALTVET, L,
TART VAR LW ST &, RN HE CIREEE S B L7220 E 3, BUE, AR ClT s At Th
L0, EIEEIE TIIBh RO TN 2580 ) [ (efficiency roll-off) 3%V, Z AR T 2MERHVE T,
F7-, A EL FFOFEMBARR T NEHEL2>TOET,

[ERHEFHER]

Si1 75 Ty ~DOER T TE A2 Z(intersystem crossing, ISC)  (3%4) EFEIXINVET N, ZOWRIZHB W TIEE 74
EUNKERTDMERHVET, UL, BFR 725 EeWIGE ISCIXAE U EEHTHY (3%6) FAMIZITA Y
ZFER A, EHIT, ZOWIEFETHS RISC (Ti—S1 DER)IL, S| DT RAX—HERL E(S) Ti D= R/LF¥—E
AL E(THEOEN T SHIZINEE R BBV FT,

ZOWE BRI Ty O EERHT DI LRV ET, 2 11E, IR RE TIXEARMICAR L ETTHh
b, 2086 FHMITFERVET, Fo, @RE, T7hbb, SERE KO ELE N T, Ti O &
<720, Ty FEOMEERICEYHICARDANCITEL TLEIZEBEIVET, 2o, ZOEHEBRTHD T
—8 DER, 37205 RISC ZARed THS T HILIZIVEITEET, RISC W EHEL T 50 B W) [HE
IR PRI RIE T3, R @I COR IR T RoA B EL R FHamlW 7o E I RE<BEL
TWET,

RISC ZE# L 5720I121%, Ti—S1 DTRLX—F(AEst) MBI/ NS5, BIO, ZOBRITL TR
AR AIREIC AL, D 2 AR HHENHVET, — > HORE L, Bk om@ofgk s CnEd,



57§ D Fiz i 8% o5 #1438 (highest occupied molecular orbital, HOMO) & fix {5 Z2 #i.5E (Ilowest unoccupied molecular
orbital, LUMO)ZZ2[HRIZ 0 B 5281280 AEst 2/ NSTEHTENHERIC I /RS TRY | FHEERIZZE DG
REHI D& B AL T W T — DB A M B 22T W 72 72— D7 A e
fE G SEHILITED, HOMO/LUMO D43 328 CE | AEst /ST HIEMNATREL RV ELIZ, LanL, $9—
DDAV KHRIZE T AMBENESN TOVELTZ, 2O RICEL, EF AL B CIEA EE & R ES a0
TeO ALV AT ZVGEE AN, BB A EE &2 22X, THTFFRICRVGET, T720bb, +4
7R A B AH H.AF FH (spin-orbit coupling, SOC) (3%6) 23diuiE, ZOHE AL L R IBRITFF AT/
BET, LinL, BN F =7 7872 =2 BWIEERENTIE Si T Wb R =07 7877 —I10E
T3 B8 L7 E T B (charge transfer, CTY R OMHE 24 DM AHV(ZOKED Sy, Ti i, £ ICT, 3CT &
FEXILD), 59372 SOC BHIFRF CEEHA TLI,

+4372 SOC 1%, K =T 787 5% —~D CT 4
DB LIZRINDIAT OBBEEATEIL, 3D (a)
NHEWRSNET, T7005, R —>0bRF—
HHNT, T I T E =T 78T H—~OD R NP
it (locally excited, LE)Y A 7 DL EAZ N IESEDHZ LT @ (e, N
Y. A RISC AAARIC22 MRS ET, —0 H-N
B ICT (=8)). 3CT (FTH)DT=RAF—DIH T, Q dba
ZO LE YELE(ZZ CIX = EIAD N 2% 2. 572D DL
Bt SLE ERFELEDOZRAF—HENH —HIED
VERHYET, 2L, %[E Duham K ¥ 0 (b) |oPt
Monkman % HIZLVIERESILCWVELZDY, 2hn 3 T e
DOYERT & — T BRFHEEHI N ETHEBN T 35 4
FHATL, ]

CIEARES)|
[ B0 5> F 8% 5t Hhét]

112, Fox DNRET D, 3 Y E —BSE5H720
DIEFESERLET, B 1a 0L, ZERIMICR T _ :
— N FET IR T E— 5y Fh FATICR B LT — A% e IREN—-— S .
ZxET, BLEEEIC LT, R —, 777 3.0 4-°d / A5-0 6.0
— R B (doa) 5 K &< T2 HIT O, ICT FBL TR 3CT oA
B R (R E(CTYBED ECCT)) 1 () AR L RF—ET 27875 —D
DSt e 1T T2 TN EET () 1b), . don DHIK R, (b) @I 5 RF—/7 7 7 2 —
bbb ic . E DD m L ¥ AE(ECCT) - EAESEIBEO 1CT, 5CT, ILE RiED=X
ECCT)L I L ET, SEoRE e, 7 e 4TAT3 ORI TS

56,17 OLE MU (ECLE)E |CT (& CT)ic —Fistn <0 P8 %o

30 - -

Energy level / eV

2.5 4 — SLE |




VENHET, LE IR =D& (HDHWNIT 787 H—0D
HYCTOBEBEDT-D | TDTFN—HENNL dpa [TIKIFLE
A, ZD7D, K 1b ITRLIZEINT, dpa DI/INSWNGEIC
ECLE) > E('CT), ECCT)&725891T, £z, AEst 3 +53/h&
{7572 dpalZB VT ECLE)DS E(ICT), ECCT)e—# 3589
ICEREI T D2 LI+ ATRETHY, ZDIDIZT FAL L TR
<L, WYL EERET E(CT) = ECCT) = ECLE)S N LET,
1 OBITIX, doa>4A TE(CCT)=ECCT)EARY, dpa~4.5
A TEHIZ ECLE)D =X — WAL —F L TWEFT(ZZT
1%, 0.05 eV UUNIZHAUT—EERBIL TWET), £/, 4.7 tilteC\iN Il:r?%pttﬁ:nl;ai\cisigggzent
A TROBW—EMEONELE, LLEOZEND, 22/

R —, 77E 72 —2RELZRORE . TOMMZEY  (b) «f
(ZHIEI 528128, ICT, 3CT, ’LE @ 3 DOHEN 2 —FH S
WHZENE b, AIRRERDET,
ZORBEHT, 'CT—3CT M@ SOC 1 BueThHbH7=0 3LE %
JLC RISC #HZSHLHEVHIFEATLZ, T72b5, ICT— Y 1( S 3{'& )
3LE 1 SOC 1+ REWEWIMREIZHE SN TNET, L ‘{4'3 °
J
>

ML, R —=e7 787 =R IR AT E . 'ICT—

SLE 1G> IR AT TOBIE O T8 Bl 2 LA R HOMO LUMO
BF, K& SOC BB TR A, R ErS  H 2@ TPATFFO D57, () 20
. SOC D T/RSV LI FER AN ELT, Zofiff  DFT S {tA#iE & HOMO, LUMO, K-
R F—, T oS H— R 2 D AR EEN ST - i T & T 7 BT ¥ —Id Face'to-Face O AT
FOERECESLEXLNET, K, ALy ¢ BE2S 107 HNTNS. HOMO R
F—T T H— DR R RETBECED, SoC Atk TIE LUMO 37 7 72 —IZ/fEfL L,
E Ao T BHB LA ELT, ZERIICTRES TN 2.

(a) TPAT-tFFO

VL EEY, fclizg N —/7 7 75—l | £ BESERITTATRELED DT 7oA 1E DS E('CT) = E(3CT) =
ECLE), BX U472 SOCEGHIDITMETHH LV IR FHER DMFONE LT, ZOMIEL EBLT 5720
2 IRLIZIDIC, BGEL TN T T'(Tp), RFT—ELLTTZUX(A), TS ?H&LTI\)T‘//(T)%:&E
W N7 F /D 1L AUZT 7VF N TV HE N LTy Ak Gt LELTS, B BRI, 3EHEY,
BR N T —/7 72 7 B —RERREE D AR AR RIER A A3 RS 4L, 3 DO =X —HER 2L 0/ hEL +
5372 SOC bR > TWHZEN RSN ELTZ, U EDORGHBIOE FAL SRR, [ 2 D53 175, W IH
A 22 L 2T B B e U T SV E T, D U= S Bl i SRR A Bl |2 T DR R ChHIENDL, 2D
7 EHFEEH% tilted Face-to-Face alignment with Optimal distance (tFFO)E4 T E L7z, F72, . K —,
T e —EUTENER Tp, A, T Z 2 tFFO 3% FHI D2 D4y 1% TpAT-AFFO E4FHITELT-,

33 28 0 32 25 EE e 2]

# 1 ICEBRTHOLNZEIR TOREE EHE/RLUET, TpAT-FFO 1L, /K3FE, RFE, BEROHDLIERII
TWET, RGO R 722D EE krise = 1.2X107 s EWHEIR, Fox 3T IRY . 20 K70k
JFf- CR7) THERSIL TS T X TOEMELROF T, BIE, AR REIE T, ZoX57%, BEFER 5K



6) DHEARFSIVRWHTY B0 TR aHIC Lo CHTHR AR = L A LB WD BAE Ch -7z 107 A —X —FTH
OONTZZEDBHRITRKEINEE L TOET,

W krise 13, —#O | o, BEA T 2RO MEERO T TRbIES, RISC AHLHIEBRIZ/R0ES, Lol
TpAT-tFFO (ZBL TITESARE LT, AL U HEZAED kpisehd AV RHRZ LD S1 22DOHRST I LUV
TSRO EE k3, kS, LVHREW, WD Ca=—I72 RIS TOET(FE 1), Fio, THE R ZEOEE
TER kBB A2 HZEITFEL EARFRETT M, kisc ERICA—H —L72oTWET, TNHORERIX, tFFO &4
(7= A B TR DHENCHE I THHIE (15378 SOC ZHLTNDHIE, BEU, 3 HWALBTR/LX—)
W2+ —H L QDI EFEFEL TOVET,

# 1. EBRIIHEOINTZ TpAT-FFO OF 3L B, BALIT s7' k2, ki, kisc, krisc IXEVEIL S1—So (HEH).
S1—So (MEHEH) . S1—T; (ISC). T1—S: (RISC)IZ5%t s, REY REGZ#ES ISC & RISC MY, APV REEZE 440N
B, EEHBERIYLBA>TWSENDOMN B F 1T krisc 23 H/INEW),

kS kS, kisc krisc
1.1x106 2.0x105 5.3x107 1.2x107

MR ZRZR]
TADF A4 EL ~0D &5

ZAUE T, RISC I% TADF (BT A AR CL, ZD72, RISC D&kl TADF A8 EL OFpEm
IZHBRO THNESE ZDILET, EERIZ, TpAT-tFFO 2386k ke L CHIH L7- TADF A1 EL Z2/E8IL7- 24,
FRIC RS C W TNV R 2 A4 201 EL 245 %L 72, LA~L TpAT-tFFO I, tFFO X FHIEEDS<0F
LT IO TORITY, 5% xR —, 778 74— BEAWAZLCIY, SOR5EEEN RSN
FT, T, BGELTARIAWEN T T2y O BEE 2 THThH, BREEAZ VK OLE AN TEL A REERH LD
EDB BHORF =7 78 7 F—2E ALY SSICHIKIEOIEAZA LT ERERZ BN, o
BN CEET, AT, RISC OEBLICEH L=, kpiscN Ty K&LleoT=—J7, kSWVINEL, BT
TADF 43 B/ SHEFN O (T 7205 | DT D D) EIN+43 TV ERF A TL, BUE, kpiscZ 0K
TRl FE, EDITKSH A EXEDEFAAEED TNET,

Hyperfluorescence™ H# EL ~ADEH ~/NESLBEEEHS =HIc~

—J5, TpAT-tFFO Z 3 ELEL TR WL O THIUZL, kEH/ NS THIESH Y FH A, 5D T RISC O
TpAT-tFFO LBEAED BIEAHEA B S A8 T RISC SHESTHFEFI(GE LR 2 0 M3, #ntho
FrRZ 0TGN LTI ARE EL NI CEET, 2056 TpAT-FFO [FHEAIL L TliE . ZoMMAa RIS
L 5H# EL IX TADF assisted fluorescence (TAF)& 2\ M hyperfluorescence™ (3% 8) LIEIXALE T, 4 [R], FEEE
(2RI Z 3\ T, ZIVETO hyperfluorescence™ #1532 FHEN S OLNVEL T, 414, tFFO BXRHIHE
DKk & 1253 FEHIEAIE L THWDZ LD FRCEEEIC W TENTZ R 2 A 3561 EL 215528
DHIFFSNET,



[TpATAFFO TH/ROoN=E A HE]

o, TROBIERWERENHD Z L bbb L1,

= ULVERE sensitivity ZH I SR AEME ~BELY—, EXRICA~DODRR~

W kpisclThEBLOKS L@/ NINDTT A, A 1ED TpAT-tFFO Tl kgige kS| kS LD —HB LW
THIREWD, IEFIFFROSHDREIRVELI(F 1), ZOHA ., JhE# O Sy 3 EDRNIEE T TISC
IZED T IV ET, WK AR N6 BERIE T B+ quencher (27252835, HTZE7e<
FTIELCLENET, —FH BBRENRWIGE . T b 713 RISC IZXHVFEFLD S IRV ET, M) Si—T) [
EATERLET N, EITITIFET T T 0D S BB TRICEBREINET, T72bb, BlahE
(photoluminescence quantum yield, PLQY)ZSE&SE | ZARD CHUE AR L7203, BRRE N HILINEHT | BEEN
IRTHUTIED DT TT D, ZHETHLILTCWAHITIE, BER D> THENRVICHLGENIZEAETLE,
ARFFECTELITFITIX, BESE FClE PLQY 28 2%EIEFEAE ST, Z ORI IO TE WL O T (IR HE
720 UE PLQY 1E 84%), ZD X7 Bithns it Y —L L COISHANRGSNET, £/2. SAMIINLE
DIEFIAREE R BB C D7 | JEERL D A& RN HE 5 FHOICHB RS ET,

CT RIRAMBEH T/NE LFEEME ~FAY DXEERIRNL L LV~

W FEE S WIS IRE) 7RI SR S D 7280, FRVDIENE 2R 3750 I S REWbIT T2, 2
O TpAT-tFFO TIZBE 723 (CT RN R 55— T, W RISk D CT WIDITA D THIU Y & 1
IRFEEA L COE LIZEEIVNSNWZEICBEHELET), 20z, AFORES, vV T HT7—DRICE
WD F ORI A FRINT 2 2 e8I 6T, RORNEERDRWVE VNI FHELIFERL E T,

REHEANZEAEREGVREME ~HKX FFEDFH EL A~

WE FIEHFORENEI2DL, FNARNETVET, ZOBRBITREFCEMFITNE T2, TpAT-
tFFO Tld, IRETHENTEAE ADNEHA T, Fo, WK LITSRRY | BRI IC IV T, BRI
FFOIRN LEIRFENPFONELIZ,

TINA RRDTRTOHFIERME
AHE EL R 7WT, B FIIFERREBIZHVET, D78 | IR EIXRRD | 75 703 7R A
— ARy IR RBIZELIUAN AT, RISC OEIZH A AT TLEWET, Ll TpAT-tFFO D

B HERBETICH B ST B krisc ZA L TWELTZ, ZOZENG G ICELANAET T, FEREF 4=
TONFNREHEVORERER AL QWA ZELIABNERDELT-,

o HiE it e
(% 1) AR EL  EBERAINCIV AT R AL I LI 2o ABL)EWWET, RS, AW E NS
B4 B EL SMEENET,

(%2) i 1, —FHIE, —HHE: A8 EL Z2FICBW UL, —HFOEBEWBNSIEFLN., b — T OB DE SN
EASNLETN, TNUONRHE W, XTI T2b DO - EFFONE T, i 1213 — B IE i & = EIEJ5
EAD 2 MNRHY, A% EL O T, FBRIL— BB 25%E = BIEE 1 75%ICE#InE T, —HEIHAG



T DITEE G HND—J7, ZEHEFHE 713V Y7 L0 AE&BFIET D208 OB RAZBR T, 8@
WAL TRIELCLENE T, &bIC, MR CIE, £ TN TORNE 7O EN &< D70 H 17
TOMAAERNEL, FHUCEY, JHZEREELTLEIZEN IV E T, B, ZHIERNE 71320 Hh
MEWED, ZOMEMPEETT, 2D S EEMEFORADOERI. TOEMNELICEHTEET
£

(3% 3) BE AL R IE H2 Yo (Thermally Activated Delayed Fluorescence, TADF)#EL : i@ 2 & 722\ = BHIEhi
F b —EENE F~DOZEH AR H U TRNT 288, BUC X 0 IEME LS iL, 70, BFEOEMEL Y
bRWEOEH M Z R T 720 BRI CRDEE SRR LI 3, ZOEWIRT Uy v L DOl A
B EL OFEAELE U CROERFICER Sdv, 3 X OUS B ENIERICED S TWET,

(3%4) T [H A2 2 (intersystem crossing, ISC), i IH[H] 42 Z(reverse intersystem crossing, RISC) : AL S HrA- {4 Jik

RAEB LML AL OWET, T72b5 | —HHERNE F233 a2 o TIC ZHEE I ZE DR, B L

O, ZHIFRE 72358 a2t T~ HEEIE A DSR2 AR Z LN WE T, DB IDETN, =

NOEXBI D720 | #i#E O A2 ZFEASC), h#E Z WM L ZERISC)EMFSIENZN TS, — HIE)E

FDITHEOEMEOND— T | ZE RN A1 3R BRARIR I 2 BRIE, Bl | B L THRIEL CLEWE T, Lo,
RISC &— HIEN OO REFIZAL A D AUE, =B IERE 2 — E IR R ORISR T 5T LA ATREL 72D

9, ZO%5E . B, RISC AB(REBRERITLST-0 ., RISC DERILIBOTERLLGYET,

(%5) NEIFIC k> THEI Iz A AR BL 2 FSehmblt 78 BH %6 S8 7'm 77 2\ (Funding Program for World-
Leading Innovative R&D on Science and Technology, FIRST)IZL > CEEELI L, KEJERAE, A EL I2BIF5
Bl 72 A AT ZlIZ 220 E LT, FIRST 7' 12T LD TRERLFD—DTT,

(3%6) AL AR AL LB FH A AE H (spin-orbit coupling, SOC). HJH 125 T BB ORI ICB UV TAE Y

DO E(AEEE)IRTFSNTODRERHY | KT HZEITTEEE A, ZNEAE UV EEH EVnET, Ll
BE A EB RO FEZ IR, AL DOMEEEZ LN TEET, 20K, AL CHLEEEAER T 5720,
A CHUEAH BRI EWNWET, F- R F RN ELARDIFE Z OWE A ER) BT R &R, AL HUEF AR

HRERD, TOMR, ALV KL T KRV ET, ShEBEF RO ET, KRR TE ERFEED

T2, REVREREAREELTLET,

R T DEFIC L TERDERVE TN, 2 TIXEF R BN TERWR WO ERTHWT
WET, BHIEROE B O L TITHERILEMDBRER TERW), 3 JHHETEEDLONEHILE
LIS ST B Ry e L L URPIVE 3 S AN S B

(3%8) hyperfluorescence™ | &, ¥kt Kyulux ORFHEE T,

AR B DD B

7 34 - Organic light emitters exhibiting very fast reverse intersystem crossing
ME5E - Nature Photonics (2020) DOI : 10.1038/s41566-020-0667-0
3 : Yoshimasa Wada, Hiromichi Nakagawa, Soma Matsumoto, Yasuaki Wakisaka and Hironori Kaji

FH 4B OPTE : Institute for Chemical Research, Kyoto University, Uji, Kyoto, 611-0011, Japan



