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Tandem organic solar cells with a hybrid device

structure

Student : Cheng-Hao Lin Advisor : Dr. Fang-Chung Chen

Institute of Electro-Optical Engineering

National Chiao Tung University

Abstract

In order to absorb different wavelength of sunlight to extend the absorption of the entire
cell over a wider spectral range, we stacked a small-molecular cell on a polymer subcell.
Between the two subcells, we depesited €s3€0;, Ag, and MoOs, to serve as the connecting
structure. While the polymer layer mainly absotbs the“photons with wavelength less than 600
nm, the small molecular layer exhibited a significant-absorption well beyond 600 nm, thereby
extending the overall absorption regime. In: addition, we found that when the thickness of the
silver was thinner, the short circuit current, the open circuit voltage, and the power conversion
efficiency of the device were all improved. We also found that “current matching” plays an
important role in determining the device efficiency. Both high open circuit voltage (1.21 V)

and power conversion efficiency (1.81 %) have been achieved.
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£ B A E 2 kp-3] s nd A 4 2LE0e* B ff (non-ohmic contact)pF > B BT Fifjh@ S
- 4 MIM(metal-insulator-metal) -3¢ 5 @ R H&F# 3#kL - § £ HT BE LA S ®
¥ 3/ (ohmic contact)f¥ > & >N 44k & % F it FF 2 n-A HE SLUMOR % & % fermi
level pinning»< & - & 7 B g 7 & d donorsiHOMO % acceptorsiLUMO e Ff £ #7id-%_ > 1

KPP ETHFEE FaFzd PP W RRTR -

Q)R T i
ERT LA RRRET IHBATH AR ARG A pBREGET B & F R T
5 #Hck & (carrier diffusion length) 2 5 + # & (carrier mobility) % #T§. 58 - 2.3 »

FABRTA Y ERTIRE I A SRR L § A3 e BT 4 6 k3
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AF AR R I ITRE? BB ap IRE S sy 5 [23]:

Zg‘r
T
T
ke
g
gy
<
i
gk

Thoe = MalleplctTlcc
"Té" %A,\—:}- ’3‘5;‘__‘):%_}%74\2 F oy g 1F ﬂAi‘a4\: » B F\?'Bé?«h g i? fgfﬁf}}jﬁi‘—? 7{&’,}

o FACE G A JRL P R ART (1) o B A T S

%’fz
=h

Meo * F AL PR EAI N, R e FHUR 0 R TR SRS R A 2R
e 1o el T
O BN E

7S By R4 i L F) S (fill factor) = & GG

Vmx Im
Vocx Isc

'/ﬂ évmﬁ?lmég ;‘“fiq}s ﬁ’*‘y‘ﬁ‘%ﬂ{ >~']§$w;}gﬂ-)@m?ﬂ/§r}’*,‘,ﬁfﬁwﬁlmx\/mn 7’3» it g

FF =

ok EIE R

(S)IPCE :
flrHe ARRIFE SR RETEHDT AR N EFEEL T gk

$?*WG%INI%kﬁWj;’ﬂﬂhéﬁmi#&’vé»%%ﬁ$,xg»%%

HE

(6)% % T B

P BT BT RACR 1410 S 0 BY Rk A 4 T g R ()5

R(V)2. B enbd v 0% (1.3)58 % 7 ¢
V-JRA V -JRA
—_— )] [+—

-J. (13
nkT RA F (-3

J :Jo[exp(e
BN Ao e frR G A e AT F TR nFRE TS IR TIERR VIR
Ro~RpA W] % % B B 7 [ (serious resistance ) £ I Fi 7 2 (shunt resistance) o d (1.3)5% 7 12
Hor BRPOIEBR TP A ELHE RN BTIEERS DT T p BT IR

fe (contact resistance)fr #5 L F A8 414 A ¥ o

E’JA

e dey R ERE EER G

& _F] 5 ik T i (leakage current) » Sk iR gF A 2 ok f AR

=h
E
pou]

?.,F.E'_OF,__;:‘;I ’IE?H%
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Bz 2isd TRpns B SH @ TR > e S F T SR TIR 0 bl 2

A& 4 -4 & % i (generation-recombination current) ~ % & 4§ & % i (surface

2

recombination current) 2 £ B3/ 7 Hpndke o BT IAAPEL Y Y DT IR R T K

#%{&:v

I leak

BT AR A TR AL B ETRAE S BRR< <Ry
8 (135 A % 5 R~ Ranfe o B e iR pF 7 =[dl/dV]  » &p fFRTIV
Fiiw MR L FIRF PR AR o M REE S T =[dl/dV] 0@ kR

v=0

Fid 3 BRIE R 4R, 2R, FE P CHBR T R AR AT SIV

o
A
Aer)

=
!
—h
@
/\‘

Bid Mo w v 4B R B T e > Roh [=0(open circuit) PFI-V o' & AL 2_ i
# > R, 5 V=0(short circuit) FI-ViF |+ o' 4 & 2 5|#c > 4oB] 1-8 [23] - B FF > 777 10 d 7

B kT e T i logl VG Sk R EBAE A SRR, 4o 111 Hm o

F 3
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Current density(mA/cm?)

0.0 0.5 1.0 1.5
Bias(V)

B 1-11 3 B 748 T logl-V #154 RF[23]

PR h S B2 s o SRIREG D B PINE G 6 F hE BT
SRR kR o @ f Bk ek R < 9 28300 nm~2500 nm o 4§ 1-12 A7 0 49
Pp 7 e X H(zenith)FFenx Bk ~ 644 B > €5 2 et ik > 29 AMO k3
REAIHEY AT ES F AP L RUAX T Ba k@ a g B LB §F &
FAER TR B2 T4 004482 602004 B & AM 1.0~ AM 1.5 & AM 2.0 e+ 1
R A - AP AM LS el At R 0 P R A BT R AR Bk
o 4cB® 1-13 5 AM 1.5 s Brar k3> 7 LR T AM 1.5 S B k3 v 2L k3 (400

nm~700 nm)j B E S o
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Zenith

Sun

Atmosphere
Earth

B 1-12 AM 0 ~ AMT.0 - AMLS 2AM 2.0 s BB it % 38 [25]

2.0

AM 1.5G

-
(2]
1

e
00
1

Irradiance (\-’-szlnm)
o

0.4

0.0 +— : : [M\ Vi Adiamns W

I 1 1 1 ' 1
300 600 900 1200 1500 1800 2100 2400
Wavelength (nm)

W 1-13 AMI1.5G S Bt LR > 5 - i * KRS HBa T e~ @& aik i LiR[25)
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3
Iy
el
At
Y
‘ ~
&
\\v&
™
|3\

2.1 F 3 B ih

2 W AR R R Y pRT s B R - B B R TR RS AR
5% 2+ 0@ S F o IR IB AT HEY NP HRET AR R

(bulk-heterojunction) (7#% & [16] » gt f&.%

i

W o AEET LG R s B G

(phase-separation interface) > i€ jpr+ { 3 253 A3 pd Tim Eda fH A E e o

4

-~ AR I - N A RS Tiv 2 B 3 VPERT T2 R
DRI o F 2 Bt X }%_rﬁ’ﬁ Waid o BT 'li‘aﬁ"cm“)s‘k LT i‘éﬁ
Seehp IR o FEe (& F A g fE i o

R B AL % 2 - ALl andem) & > 1 IR e R R AL -
50 A e

L
SR T m i TR A kT enp dhe BRA 0 Bow
Sdendp P Ap B enRT RN AL A 2 ip R F S ) A AR s %
W FNE R A R G R T LR 4 S S B R A
ﬂ’ﬂﬂﬁ*ﬁﬂﬁ%#ﬁ*ﬁiﬁﬁﬁﬁﬁﬁ’ﬂ%ﬁﬁgﬁﬁTﬁﬁﬁﬁ%»%
e F ARG B AT R S (hybrid) | A F B F AT ARG N Ak AR, m T

B r 3o e g o PR IR R ) e S FaRaS R
oo FPLE A ERERT AN A T E e et T A GHEY S e gt FHR
EEGG o TA KRS T ARz R Rl Bk s TN T s U 3E T e
kR KRR 0 R 2 B o b 45 B AR SEES G i
Ik 33 8 £ - e fl(tandem organic light-emitting devices)i#= 3 ¥ 2 3 § 2 54 #

%4 bl4e 2005 £ o C-W. Chen® & 4111 ff H 5Cs;CO32 MoOséhim & » 7 §
ey i BOLED A i2[26] » # ¢ Cs;CO3 3 A en T + 2 » B 5 @ MoOs 3 2 4F en T it

>3 F & - TOLED® Fr'f cng B 2 £ 4fsee Tt A P g2 Nl iv < 2o
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22 < pFE:

' 2

P T AR RIS S%haE P BE A £33 Vg A

212

e e 22005 & 5 A J. Heeger® A $P3HT : PCBM i secg 8 = B iy @ % it

(5
o

2

(annealing)EJ2[27] » % 150°C ‘4% 30 A 4hen~ 153 Vs 2 P> R T BT

]

2 el A5 5 95mA/m’ 0.63VE 68% > Al Atk kA T 51% > ¥

BB 113 T% 3 79 Q-cm’ o &XRDE T g g gd 150 CiE L JR i
P3HT :PCBM & %> 3 fidf e o 20 ¥ 71 2 » 358 §P head to taile= 3% 4o @) 2-7(+ )
FIP 0 F o e e o fe FFe IR 0 i R ;u/;fgfi"}\'ﬁ"w_’?,"l’ﬁ g 4 e
e B 2-7(=)?77r » P3HT : PCBM7F %3 X o {5 er LB > o %]’F"TE] IR T
% & +P3HTZPCBMApR & fe— 42 > PABHTA £ 3 B L ehI % > R 5 V{8 - (3P &

BP3HTA 4 & > @85 4 F 274830 5P [28] -

amorphous

PIHT/PCBM =tf o 1= PUBM cluster 000 1654 ven
matrix ) ] I
a) non-annealed film 5”h5LW"- 73 BHO00 4 _/
= SO0 - |
l lill'll'_l.’il.llll_l'.‘,l I A
P3HT-crystallite z | 0.3
Wil 8. giein amorphous = 07 |
orientation ol spakan it
PIHT/PCBM 2 3000- g, W o |
matrix b, I‘--lfl’"t‘_
s y = =
A PCEM cluster Jrac 2000 {
substrate e u.*Jf_l
o % (
b} anmealed film ——. F3IHT-molecule ! ! x e = 5 5 g 2
& PCBM-molecule - 22
g 2-Theta (degrees)

W] 2-1 321 % i3 # P3HT/PCBM % #(2)2 % 5% XRD % 3#(%)[27,28]

S

kAP R LR NALIE L - Bt K kT B B LB R T

I

(0.1~02um) » & # &g % 2T~ Frag o @ fRiA- g B R 2 2 - ,]*qff\l E4p & ;% (tandem)
R SRR T A KR AR 0 ) S %ﬂf’rg)@i NAEaTe e »Jg b ol R 3 A

#|4e Forrest & A %2002 # -5 I % Aghz f £+ 7 g 2k p &S BRI H

19



Bl 2-2 5@ Pk i ena i g A [29] KR TR A 0§ Ag B R 2305
> HEARHEFRTRIE-FEras 2o )3 2 gt 2 35 R RF2 -

TRl AgE AR FNLDIN LR REHAg LS FHEBRBREEET 2 S 4] -

-
-

-
(&)
|

A

“+ |mo L q414
- 528 &2y AD -
N, J N ]

Front cell Back cll 112

_y
[==]
I

H=-

L : 410
I

(=4 2}

Short circuit current density (mA/em®)
1
=]
o
Open circuit voltage (V)

2 M 1 L ] M 1 M 1 s | 1 L 1 i 0.0
-0.5 0.0 0.5 1.0 1.5 2.0 25 2.0 3.5

Ag layer thickness (nm)
%] 2-2 Forrest B Ff #7% % mﬁ'iﬁ X BicRd it S ERE T B AgehBE RIFET o

'}T_F_".ﬁ—),l w lu'- i 1 W Ké' IE [29]

¥ ¢b o A 23 0% fl4z(all solution process)dy & <~ it > & > Blom B & 2006 #

!

Bk TR A % g g (v (spin-coating) e 3N A dE o B 2-3 5k PR A e it

i

H[30]> f1% @ B 4Et 1Snm g (Au) > (T3 T K hing K o B g K T
Whpr THEFEXD K BROEE T D B¢ BT &4 LiF/Al 2 PEDOT %
Feser 27 K 5 k& i 1) Ohmic contacte fe gt = j2 cad BEE 5 7 @\ A7 A 5 8k <X 7] 4
Bipi i@ 8¢ BFRtes e ARE > a8 ik kTR o ws T 5 gk he
TRAA BT B RELE TR DT EF T K BA TR R ok B R

) m%i%‘f{iﬁm [EN e S
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1nm LiF/100nm Al — Cathode

Top
Cell PTBEHT.FCBM
15nm Au/60nm PEDOT Middle
~ 050mLiF/05nmAl  Contact
Bottom ] .
Cell PFDTBT:PCBM

~ tnm Cr/15nm Au/60nm PEDOT -~ Anode

Glass

B 2-3 Blom [MIF5 “75 4 th 3 i WAzendr i 3 < B it T cha 2 BHF[30]
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>
>

i
i
mff

5 % 1

3.1 R &HH

(1) ITO (Indium Tin Oxide)# 3§ A % © | * R 4E(sputter) i3~ 38 R-1TO % > g 5 Jh 47
A, P ET M B4 Snfi(work function)¥) 5 4.7 eV o A F %0 1TO 333 KL
d  GemTech Optoelectronics Corporation pE{F » H # 2 @5 5 10 Q/[ ] AFER H 5
I.1 mm -

(2) PEDOT : PSS (polyethylene dioxythiophene doped with polystyrene sulfonic acid) : d
H.C.Strack p-{% - # 43 % Baytron® P i # 24 4o 3-1 - PEDOT : PSS % - %2 3
A+ A% PEDOT &2 PSS A) = § & F4F & 4 > B2 -RiR £ {8A) = § & F M WAk
i Hc k%% > PEDOT PSS e srfs s B G B AT R Y 7 LEMH T AF T BER
PRFE R 3e Sy " MR FEEAAME fRePT MR[31,32] - & 3-1 2 =4
PEDOT : PSS iz 45 7 Ir PEDOT ¥ PSS &3t | 7 &5 cngF {2 e » # ¢ PEDOT : PSS (Al

4071) 2 § B hE T A L BT EBA TP RiEeag g o

# 3-1 = 6 PEDOT:PSS %3 7% F PEDOT £ PSS 1t 5]%7 & § e fd i

Ration (PEDOT : PSS) Conductivity (S/cm) Work function (eV)

Al 4071 1:25 1 4.75
Al 4083 1:6 103 4.85
CHS8000 1:20 10° 5.15
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PEDOT:PSS

# 3-1 PEDOT : PSS hit & B4£[33]

(3) P3HT, poly(3-hexylthiophene) : ¢ Rleke Metals.Inc PE# - H it & 245 5 B 3-2 - P3HT
PAFHRATRY TS AT M ‘.'.""“'] - %ﬁ’f’“’ # 3 §7 8 7 % %4 thiophene > 148
L RAATEADEEF AL eréé#fs“ﬂ c @éﬁ "i F A g BRI A L

HT o b4 5 %4

a4

¥t & (HT : head to tail ) 3 & f}?E(HHi J:lead_ta_head) % F87 55 [34] >
Ty Bk

RKPF 3 @8 5 o 1 HOMO 8 f 5 49 v LUMO i 12 95 3.0eVe

l i Fl R RR
Ry, 1} o8 40
S

/( head-to-tail head-to-head
|

(HT) (HH)
] 3-2 regioregular poly(3-hexylthiophene) - § %42 HT -~ HH 7+ & ¥l

S S
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(4) MEH-PPV, poly[2-methoxy-5-(2—ethylhexyloxy)-1,4-phenylenevinylene] :
MEH-PPV & *F Z*ri¢ * § &+ ~ i p-3| 4L » 2 HOMO &t ¢ %) & 4.9 eV LUMO
fF9 5 28 eVe

(5) PCBM, [6,6]-phenyl-C61-butyric acid methyl ester : ¢ American Dye Sourcep-#¥ » H it

HEHN S B 3-3.PCBM A 2 3 %41t * 3 A3 & a3 H# » PCBMACeofi™ 2 4 -
Coon & 7 A AET LS &4 FEE ST F A o gt b s PCBM G Coo

ro B BRHDRE NRBITEES A FAF M FZHFPHOMOM S 6.1
eV > LUMOs: F¢ 5 3.7 eV o

(6) 1,2-dichlorobenzene (DCB): ¢ ALDRICH B9 > 5 = B at T 2 & & #4823 #)
DR 99.506 1 8 EHE N o] 33 o o

(7) Pentacene : o Flukapiid » H iv &, *f#'\ % B 3-3 - Pentacene = ~ @ S #7i¢ * 1T 5 -]
A A% ip-3ldonortt F - Pentacene = 7 Ju St (polycrystalline) ¥ * *tp-A] e 4% &%
R & W(OTFT) » & % % §43 &% F(mobility) (> 1cm’/Vs)[20,21] » # HOMO#: 1 )
% 49 eV LUMO FF 5 5 30eVe

(8) Cen, fullerene : d ALDRICHPE 5 il 8 84 50 5 F] 3-3 Coos A F B “F 1 * s
k% 7t gm-Flacceptorit AL 0 H HOMOs: F# % 5 6.2 eV > LUMO# ¢ % 5 4.5 eV o
(9) BCP, 2,9-dimethy1-4,7-dipheny1-1,10-phenanthroline : d -k pig » H it & ,f%f#;‘ £}
Bl 3-3 - BCP % jir—+ FE4§ & (exciton-blocking layer) » d **H# & 3 3.5 eV 18 it Hi(energy

bandgap)® " [Eg i+ TPFATFILL T UG AR L e AR A F k4 s BFSE

)

(quenching) » ¥t F1 % 4 i3 L35 (BCP) 4 >0 F 8 IS HR2 T > ¥ L@ s © F4keh
TR AEEEEFG BEAIAER > P TG RE o B L A § (spatial

redistribution) # ¥ = donor-acceptor /i w £33k 53 K& 3 53 o

(10) Cesium carbonate (Cs;CO3) : ¢ ALDRICHPER » H & & % 3 99.995% - 4 iT% &+ +

Ak eY PR ol Bk FerRT I 02 Fik A S5 22eVe

(11) Molybdenum oxide (MoOs) : £ /¥ i*F i34k > iT5° B tmer | o+ 18K 2

Benfi G g4k > §T24 2 kL~ 2 ¢ B 4% 2 HOMO® F£ 4 5 5.3 eV » LUMOG: 4 4
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%23 eVe
(12) Silver (Ag) and Aluminum (Al) : ¢ ALDRICH {8 » & )¢ (T v F e

e B mlicd L 426V o

C.H
6' 113 0}]

H,CO
\a) (b)

Cl

p

A
VA
Re%

4

(€) (f) (9)

)
-

\

W33 ARRUCEA LR T hf B3 45 <] AT 2§ $BAPLF B4 () P3HT,

(b) MEH-PPY, (¢) PCBM, (d) 1,2-dichlorobenze, (¢) Pentacene, (f) Cg, (g) BCP ©
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32 RHRE

(1)UV-Ozone machine ¥ ¢t % % 5 :

FIr A RRETE §F A F AL ORI AR LRI A EucET TR
RN R FATO g3y 4 5 25 $8 4 ool el gl A E R0 i 17 PEDOT ¢
PSS we Mg T Iy AL o

(2)Spin Coater >z & % ¥ % :

B R P MEF IR BRI T S R R R AR R A
P e 4o T PRI AR PR - EOR O JRd A S RGP
B R o

(3)N, Glove Box % % 4

AL BHMA- S FRATEARRFET I LA RAATERTHRE ST
T ZAL R ES I FP AR S 304 s Lt F MNP F R Y BT .
(4)Thermal Evaporator #t 7 45 % :

-l e F G AR 2B FIREBRB RSB IRRE 0 B R N F T A
Fm P LW BRT BEES S R - FE RN R AR (B 2 B AD

*v?‘t%f&i“*ﬁ(?’“?ﬁﬁAl 4M§f§§‘ w454 Wu Boat) > i@ 7 8454 24 3HEMER Al 3 5

-Enl

Mk SFAFE Ry EF TIPSR RETRECAIEF ¢ F N AF
AT s B R T % B i ¥ (shadow mask) = = Bl R 1 o

(5)UV/Vis spectrometer ¥ ¢F/7 L ke fok 3 ik :

d Perkin Elmer PE{F » w3z ki &K F_d 4 (D2)E L4 (Wu)Ere s » ¥ £:8 190nm~
900nm s K FE R o KPR LEL L B § BRI T LSRR SERE o Tk

HRT4e 34407 0 B bR 5 2 kiR k> FHELE » Mk R |~ 5 F RS

B FIE RS G Rk T M RGR L | BT R AR A=—log(,L) ¥

0

RENUA xS FHpy FRR &S T EHIA L S TR TR G2k
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HE AP AR PRERIRE E TSR NY ST KHE -

monochromator Sample
A o
Rty
< ““ ™
Sga

Light source

]

detector

®] 3-4 UV/Visible Spectroscopy v JT & ¥ itk 1 ¥ Jn 32[35]

(6)Atomic Force Microscope(AFM) ki = 4 B pcsr -

~F %R+ 4 BB (AFM) Y DI instrument 4o ) 3-50 30 4F By 47 4588 dic e en— fé
BRR A BB R F i R R PR SR S A e L B DR AT TE
YT RTON R G A B S THT A RETR G SR o AFM fc] FFAE D 4L
AR e > F AL EREAR RS ETD TR RE EY 4 B REAE
Flafsind ier 4 @ g4 ARFMEP NI 450 BEFAFHELSE AR ELDIE
Yo PP AR AFH TR F IR 4 JI T geshow P F - B L i
R > T F M A e R

(7)Keithley 2400 source-measure unit :

~F %11 * Keithley 2400(Source Meter) £ B~ # 2. J-V &4 & > d J-V o 87 FE

Bic i ~# L €& S8 4o Voc ~ Jse ~ R~ R ¥ 4odic
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Four-quadrant
photo detector

Laser Cantilever

WA B & AM 1.5G sb3iens 1k o F 5k £ PP Sk 5 R e ROE LAY - B}
KG-5 filter % # Si photodiode detector(d Hamamatsu,Inc. FE1) » & = ;2 F_ 12

IEC-69004-1 % 24 5 ﬁ‘k—’% Y Ref'[37]¢/§kc’ S N EF Rk AR S 100 mv%mz » T

P OE E_ER A kR OERAR o
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2000 r v T v T v v

Simulator Spectrum

E

2 1600 - AM 1.5G Reference A
'E Spectrum (IEC 60904) |
2. 1200+

]

c

=]

& 8001

Q

(2

% 400 Typical Oriel Solar

a

n

400 600 800 1000
Wavelength [nm]

®l 3-6 AM 1.5G(IEC 60904) %% £ 3# 7 Oriel I & #7858 & k3 F][38]

3.3-1 ITO 33 A 4 F Wl ©* (pattern) :
B B3 5 A (Detergent) 2 15 A i ITO 3033 A e - 2 18 L Bk i ahgl 33 A
% » 2ui% DI water eviE45 ¢ @f‘?i&qﬂ»}af ﬁ»le-ﬁ%ITOﬁﬁs’Z\mﬂl FE TR |

Blegr P s o BT ITO BLIg 3l 384 4ris o «flj’# EdE % w2 V- A ket

’r*—“v

GG BF R AR 0 1L 90 T 40~50 F) 0 1 KA v F A
Fho b o mFREFRE BT T B LY 8 ITO BIZEaEs i 1% 4 bR ki
Rk Rk S 2 ITO B r iR L FHR > %GR LT B Pkl i
2R3 Fo %= TF % DI water i# eiz & & BREMHC)EF44%]  #73 F & ITO
T % HCl %4 > 5 fs bd 8% =23 TLRBHRDITO BIF* 525 2 kel

AT AP AR ITO LIy MR o T 347 S o
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Development

-—

l Spin-coating

l Wet-etching

l Mask aliment

UV light

l Striping

l UV exposure

¥ 3-7 ITO 2.5 #47 W4 1 (pattern)chs % : R F 21« XE = RL &g
ooy ~3 ko
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3.3-2 ITO ¥ ¥ 2 & % i PEDOT : PSS :

TR ITO A b g WA m A § F B AITO A b e A A B2 G
FRr g 7 7% | (Detergent) % BT 4 m A3 a0 12 DI water kg E o BER
LB AREREFRFART L MR P RE Diwater (7 RF 0 (o £ #-
ITO #A 4 6 * § FHRIcEE » B2 FAF 20 AT RS  BF L RHAE G
PEDOT : PSS # » #5215 0 ITO Zi4m B % UV-Ozone &% A2 #4¢ &7 4 6 2
15 m a8 > gl SR¥ VLR A FRAFEEG DG WS LY H/F ITO 7 S0 K5
Pid Ak HAL HOMO 2 HEFf B L > st o > B4 ITO £ & R kie i 4]
PEDOT:PSS *} %[39] - % & AJZ{s » %7 & A~ PEDOT:PSS 12 #&:¢ 4000 rpm 2 it %

s » ¥ % 120 "C < Hot Plate i& {7 — /] PF3-4% =8 55 o

333 MR GRAT LB R
(1) P3HT : PCBM

#-P3HT 2 PCBM ™ 1:1 chEBat 5 » £ 50 2 F LR 5 1.3 wt% 3% DCB
P I A AR 40 CHEAE 48 ) pE L 7R R 2B B I
% i (spin-coating) 117 3% #-3 # & R & 4 g d& % %+t PEDOT : PSS 4 & 12 ) e
Am ¢ NIRE AR S o Bofs BT B ED > A4 hot plate »2 b 110 C#1i¥
L dZ 15 4 45 o
(2) MEH-PPV : PCBM

% MEH-PPV % PCBM 11 1 1 4 chE 1L 8 » £ £ 57 » BELER S 0.6 W% 7
* DCB ¥ [40] & 1 # Se 4R F 121 40 CHEFE 48 [ P b o g PR = 20532 18
FI* >4 )f % (spin-coating) s> ;4 #-1 & KR & B dg % 3t PEDOT : PSS £ & o &

f6 it {7 T B > A4 hotplate 12 70 ‘C AT L RJIE 30 4 4 -
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334 # x4 R E A3 R
D (S e 7 42 B 2k A TR R oshadow mask v R F A D A FER D $9%
BP o I LS RE AT 3XI0° torr M T T B EE G K2 Y BT AR
I * # 7z 4% (thermal evaporation) s> 3% 5 &8 A F L & & F A - & Cs2CO3(% 0.5nm)
A0 K CoCOEREFPT F A S FLAFERTF A P BT L7
BEH1S5mmPRL Y BRI R TA g ARNEL DT I AT kL et ERERE
BFL FHE3ImmIMoO0; 1T 5 8o & 3 K endi 5 B > MoOsE_1%4F en g it » 4L v T
Bl Ak anT ks oom a3 A ® kgl ¢ 3 12 Pentacene( ) 45 nm) i® E p-
A donor#t #21[41] > 11 Ceo($) 30 nm) 1% % n-F]acceptorit #1[18] > B {& it F + — & BCP( 9
10 nm) i% 5 excitonsfe 3 k& 2 /| » F K cniRER - B L L FELEEE BHFHE N EEE o

R L= -2

335 fEsriEs he ~tax
Bofs gd AR A 0 AT 7 B &4 & K chshadow mask 0 4
% & * 4p Ie crishadow mask#-7 5783 | A A A 211454k £ b A 4 shadow effect IR
Foo PTRA DA EF AL PIBT IR % o g PR RIS HR hshadow maskié g
3 4R-] A+ K chshadow mask o dept 3R F % 4 2 € 5 shadow effects Il % o B » £z
BB T ORRER o A1 F AT RE AR D 6x10° torr! T T B 4 F AL 1R H
ALAL e Z4Ei# 5 3F & 2~3 angstrom per sec > 485 & 100nm> =~ 2 1 & % F 6 ff 5 0.04
cm’ e BABRALAIIFREF AL EHPEA A HETE S HELIJIT TR IR
Eepoxy K¥t < Hav T8 L8 R 33K 0 ¥ epoxysjcUVE € A i chgd s » ¢ (741
FPREFATPRBIHAUR S EBEFWIBE IR F BT B g Bl

B

i s ~ g tER ~ E A ER 2 ~ WA > J B 3-8,3-9 #ror ¢
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BIHT a.7ey
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ANDEE IMEH-PPY bogml | 4.5ev| Cathode
4 9ey S E
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P3HT(or MEH-PPV) - PCBM

4
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AT AR BB AR (@ FAM, BT REKAT |
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4| % Pentacene(45 nm) ~ Tetracene(80 nm) % CuPc(20 nm) & # fiz Ce(30 nm) % BCP(10
nm) > Bl 4-1 28 & <24 100 mW/em? e 28 X 1 i 4% £ (AM 1.5G) BB 84 chg i
TRV M@ By~ g R Egep] 534 4-1 ¥ > ¥ 12 BPentacene-] 4

FABEFERESOTNRAEE REERS AP ES AR EL G o
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<T 1 / /./
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% 4-1 % %] % Pentacene ~ Tetracene 3 CuPc /| & F R Zehg 4 R

Voc Jsc FF PCE
Cell type V)  (mAlm2) (%) (%)
ITO/PEDOT/Pentacene/Cq/BCP/Al 0.29 5.59 45 0.74
ITO/PEDOT/Tetracene/Cq/BCP/Al 0.55 2.29 53 0.67
ITO/PEDOT/CuPc/Cg/BCP/Al 0.45 2.37 41.2 0.412
412 BAF A
AR AFAESG o APRY PN AGAFFHIBRT A AT R PP3HT !

PCBMit 5 ~ it ehi# k » ¥ *h A e ¥ 212 MEH-PPV : PCBMit 5 g &4 + ~ i ehi #

KB ARH L o & TS H B ERERMc)E 0.85 VILP3HTE 2135 § » st
M) B 4-2 5 & A3 ~ ITO/PEDOT : PSS/P3HT(MEH-PPV) : PCBM/Cs,CO5/Al & 100
mW/em® B % 1 i o % (AM 15G) o= ehd in-7 R (J-V) & e RF > 6w~

e SR P 4 422 ¢

% 4-2 &£ % 5 P3HT : PCBM 2 MEH-PPV : PCBM § & 3+ ~ @ g (L4 R

Cell type Voc (V)  Jsc (mA/ecm?)  FF (%) PCE (%)
P3HT : PCBM 0.59 7.67 56 2.51
MEH-PPV : PCBM 0.85 3.62 41 1.27
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I 11 —a— P3HT:PCBM A .
E | = MEH-PPV:PCBM | "
> -2 1 .lﬁ.....
= 1 L L
2 . IIIlllll... Lonn A
§  umen i
= 91 A
3 5
-6—. MA‘A
-7 4 aaadd
. _“MM
0.0 0.|2 I 0.I4 I O.IG I 0.|8
Bias (V)

Bl 4-2 4 8] 5 P3HT:PCBM 2 MEH-PPV:PCBM 3 4 3 = % {598 % FB it #3% % (AM

LSG)R 5T cnT - RJ-V)FiLd SLF

42 kA

3G RS B R TR A - Al > B Y TS
B AR iaT el kg T R A S AT e E L T A M - A g B
P dpdeis > # L ¢ 8 PpKirchhoff’s Law-ffF — i B e ik AR fe > ot T A H -
AR A E RS A BN ORI EREE S DT i 2
W2 oA H - RS EARE A A T E Btk o ok EE S H - A
R — B R A R ATy b AE - kAR RO R ¥
‘b » &% &7 g G > P3HT : PCBM # MEH-PPV : PCBMi & = fcfeik £ (4
430~600nm) > @ Pentacene/Ceoit B JT#i j& & (600~700 nm)=ii+ iy 6 > kil T &
BAFRE B A A F R RSt B )RS na R AR R R F A
R B kst L R SR N R sk B T e e KT A 5 PHT

PCBM ¥ MEH-PPV : PCBM:sdp & ;% 7 i% 3 3R> 4734 ¢
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4.2-1 P3HT : PCBM
A Rk S A ks feshT fe o d B 4-3 ¥ @ % 5] P3HT : PCBM -
Pentacene/Cgo% Tandem cell= &7 Fp =~ i 1 & & cwx jz k3% » P3HT : PCBM~ i* 31 & =%
Yok i £ avE B 2t 430~630 nmik £ 93k > @ Pentacene/Ceo¥t >t 600~700 nmFr 400~450
nmyk £ RS R R E 0 FPF U REF AT T P3HT : PCBM ATt 2 Roehg & 5 % &
To- RGR AP R N AT sk T (TR N AT K TR E TR % B
3 LB S s L PO %ﬁd Wi ] A F ST Bl SN S TR ST s B R R
Bl TR PR B4l R ab@sje AN A2 { xS asjis B

go R oA B HEE A EagreE o

10 > Pentacene(45nm)/Ceso(30nm)
' ~ P3HT:PCBM(80nm)

g = Tandem cell
= 0.8 -
2
2
0 0.6
<
Q
.
= 04 -
£
o}
= 0.2

0.0 -

. . . , .

]
600 700 800
Wavelength /nm

® 4-3 4 %] 5 P3HT : PCBM ~ Pentacene/Cg % Tandem cell =~ i+ ¥ 2 # g crowx jz sk 3 o

I
400 500

EARERES G O RZ@FZEIFAEE AT L AT RS E)E 100
mW/em 1528 + 1B i B3 £ (AM 1.5G) R 3+ cn g in-T R J-V)HE o SR o Bw) = 2 2

B FAr 4 43 ¢ o AT g IRE kR A+ e F BT & (open circuit

N

?{»

A M4
voltage) 5 0.59 V- H K | &+ & & B B TRR] 5 0.33 V2 A & 11 Cs,CO5/Ag/Mo0s £
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+ A s kg R GRS A 4 A7 ag = tandem cell R B R R E L o
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E / / p
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% 43 S u5 3 A3 (P3HT:PCBM) ~ /| 4 F frdp g A L 2 chT L4 1

Voc Jsc FF PCE
Cell type V)  (mAlemd) (%) (%)
Polymer cell:
ITO/PEDOT/P3HT:PCBM(80nm)/Cs,CO3/Al 059 7.67 o6 251
Small-molecule cell:
ITO/MoQ3/Pentacene(45nm)/Cgo(30nm)/BCP 0.33 4.86 38 0.61

(10nm)/Al

Tandem cell:

ITO/PEDOT/P3HT:PCBM(100nm)/Cs,CO3(0.5nm)

/Ag(1.5nm)/MoOs(3nm)/Pentacene(45nm)/ 0.77 4.01 40 1.24
Cs0(30nm)/BCP(10nm)/Al(100nm)

pobo T - BRETRE) SR F T LA B TR - § 4-5(0)
% 7 ¢ P3HT : PCBM %5 & (80 nm ~ 90 1im 21,120 nm)#7 8] = crfp & 58 T 0 454 ¥ R
% 30 d 1 0 80 nm polymer i $2 ¢ 27 B EGTEE TR TR 0 @ d AT it

Wae> Ba s B~ & hBE T RS SR ok > & F 4 BFIA R Eh R e

WAL FA A EE P RIBAURF S AR F# T K 7% 22 (Kirchhoff’s
law) » 2B B gL v ek _E‘i}é]mu—m?{:;,’,“r‘ﬁ]]ﬁ-ori%“r51>+mlim3§ﬁ5§,§;ﬁLLL,]~1,}—};u

&

I«—fﬂr\"'ﬁfl S S rsj”\*’“'iﬁff T3 gt J/»\—ré]fg’ AT R R L s SRl

T s-¢ 343 A 5 K chbuilt-in voltage(M Z T RE) 0 E PP T R hTnAp ke 5k o g
PR AEERF AT R OER TR EEE S AR R EOT T d B
4-5@)7 @y § 4 Kk R %080 nm) - @ § 4 5 K Tl 0 Fl tandem cell
s HE ARG ESREPTA TR RERES BT PRR TR LSS

T4 chifpde
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1 Ty
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5 2 ..o{"',v"
e ..'.'. 4
e . 2 ..'= :v'v"’
E -3 - ...‘.I -";vv.v'
('_3; ..I-l .=. : »¥ vvv
-4 .-::vvv'v-'"'v
ad
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Bias (V)

B 4-5(a) P3BHT : PCBM ~# % 28k B R ehB & F < A8 X i #3E%(AM
1.5G) R 84T e in-T RJ-V)$ L ¢ 5 F(b) P3HT : PCBM=~ # % I 1 # &k & & ¢rlp &

A B J-VELE S
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4.2-2 MEH-PPV : PCBM :

G- Re o AP AR E - 3L FE s F AR wd ) o kDT
B A FEAT R R ERPEN AT R E D RGAT T 8 B S
R o Fpt o A2 % MEH-PPV:PCBM § Tk ;8 ~ 2 eng & 3 f kB
P3HT : PCBM : ¢ [§] 4-6(a)¥ g% 3] MEH-PPV : PCBM =~ i s 7 i P3HT : PCBM

o R /’:\'*/%,Fﬁsb IliE T TR g —EI—? s OB TR E‘Ei‘%ﬁ%’%}

a

‘\m];”rf]&%ﬂ @a@ 1 jﬂ%‘:ﬁf%ﬁmm] {12 aF‘FvEEdr‘]46(b)«k lﬁ;ﬂ,
MEH-PPV : PCBM % » &+ &% 5 5 R ¥ P3HT : PCBM %~ 3+ W5 E R 0 &
450nm~650nm 3 £ § B » MEH-PPV : PCBM #%:¢7% % &+ P3HT : PCBM & %

B o FBL SR EER AT AR AT E T

()

1 . f
_— / 4 h
o~ 0 - { ~
5 / / J
- ; i .

: - —
/ ]
; = ’(. ‘.l.....
= % I-I...-.-
v -2 ; [ |
c s .-.--lgl. mmmuE J
8 |l b4 A
-4 o® /
c 1 o“, A
a -5 _..0. ‘/
= S
8 6 ‘ A‘
-6 - o
1 A —e— Pentacene/Ceo cell
-7 waatt®™ 4 P3HT:PCBM cell
) Adhad
P —=— MEH-PPV:PCBM cell
0.0 0.2 0. 4 0 6 0 8
Bias (V)
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Transmission (%)

| —a—P3HT:PCBM transmission
20 - —o— MEH-PPV:PCBM transmission

. —n— Pentac:enee;fc‘30 absorption
10 . .

uondiosqe azijewion

0.0

: , : , :

400 500 600 700 800
Wavelength (hm)

W 4-6(b)3 &% B & F kenF B R & A3 R ok

AARHEN G Bl 4T@AZBIEAE@BAT AT E AN AE)A 100
mW/em 12 & it 3 5 (AML LSG) B EFT 2h 3 3i-3 R(J-V)&E 140 5 o B~ %2
A RER A A 440 o APFITHRE g 3 45 & 2 (MEH-PPV : PCBM)H#
BER RS 085Vom H A o~ 2B EETRAG 033V A H 11CsCOs/Ag/MoO; =7
BHRBE AN AEH S 121V SAEE A BRI R ¥ 0 1A H
ARl B RTRS T 003V Fa AT E RS A S N FRap 2
% /& (built-in voltage) - ¥ ¢t » d B] 4-7(b)¥ 2 L% FIMEH-PPV : PCBM - Pentacene/Cg %
Tandem cell= &7 f = i+ 1 # f ek j k3§ o % JILMEH-PPV : PCBM & 4 + & £ P3HT :
PCBMAp 7 » 3 & § s qrimp Bg & 758 (400~550 nm) » @ Pentacene/Cgohi| 4% 7 1L 48 &_
%%%@%%%ﬁ&k’%ﬁ%ﬁ%&%ﬁ¢&4£ﬁ%ﬁﬁiﬁ%&%ﬁ%ﬁ&&

o

L

T @R A e i B R R DL WA o RS Bk
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W 47 @FAF ~ AT 2 PE S A AEE LB R HELEAM L5G)E T hg -

T RJI-V)EEd :F (b)4 % 2 MEH-PPV : PCBM - Pentacene/Cg* Tandem cell - i

JER ¥ TR

I
500
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Wavelength /nm
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% 4-4 A% % % A5 (MEH-PPV : PCBM) ~ -] & 5 fodp ks 5 < 2 e (24 1.

Voc Jsc FF PCE
Cell type V)  (mAlemd) (%) (%)
Polymer cell:
ITO/PEDOT/MEH-PPV:PCBM/Cs,CO5/Al 0.85 3.62 41 1.27
Small-molecule cell:
ITO/MoOj;/Pentacene(45nm)/Ceo(30nm)/BCP 0.33 4.86 38 0.61
(10nm)/Al
Tandem cell:
ITO/PEDOT/MEH-PPV:PCBM(100nm)/Cs,CO
(100nm)/Cs,CO; 1.21  3.65 41 1.81

(0.5nm)/Ag(1.5nm)/MoO;(3nm)/Pentacene(45nm)/
Ce0(30nm)/BCP(10nm)/Al(100nm)
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4.3 ¥ B #&4:05 R tandem cell (782 58

- E AP A REAE - gL FE A F AR XIS FRITIRT R
WY AEg A b ) &A PRI R R RNERELT 3
SRR S A

Ao ok 38~ 2 aveie T on (Jse)8.2.79 mA &3 4e 7] 3.68 mA » ¥ ¥ B T B (Voc)

\4‘-

P o d Bl 4-8 T OUF G AP e E R 4D A EarE 3] 7

LISV g o 4o ] 121 Vo @ R ah E S s 8 1.4 %3 4o 3] 1.8 %> e 4§ 42
ERY%A0AR AP #I Voc i€ 121V T 3 065V ¥ ¥ Jsc /£.3.68 mA ™ " 1 3.03
mA- HRIEFZ g TAE AR PRI REER TETAL DT T E Y RrA S
T e BT ARILG AU T F T F L % & 0% ¥ (charge recombination zone) > F]
HRTAR ARG kg R ERE S AR Voc £ G 065V w2t T H

= i+ Voc mﬁl‘ét °

. 7 i,
& 0.0 /-’ /f:/
= ; r ¥4
£ .0.5- h i
<I | .,r' oA
Eqo- P 81
=N | ! '.Y .
= .I Y, .,‘
@ 1.5 J Al
S --. yv"'. a*
% _2.0 n --.(l ﬂ".v': '-n—
h 1 L ¥ . .
& -2.5- iy e e —n—Agi0 A
— ) - sk __a-i'(.”- —— Ag 7A
. n" vy o
3 3.0 g™ e et Ag: 15 A
" r.l' """ﬂ §4 ol g'
S s ——Ag:30 A
R T = Ag: 45 A
-4.0 y T T T T T T T T T T T

0.0 0.2 04 0.6 0.8 1.0 1.2
Bias (V)

Bd8 2 At arkd FTRENER(O,7,15 30,45 A ) b % B ik
(AM 1.5G) B 6T en @ in-T R (J-V)$F 14 SR F
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Frid e MTI(RS)E 7 ALK g\~ 2 anRl B U g IR e
FEAPE R LA (R 45 AHERERL TABTRTIEE DS

BTk A o ok od FRITHTIE(RP)E 7 B AL R DY
R 58 e G 0 IR BT BT I € FAUDS R KA W0 X H EARR
STAPRT R TIEHIIE > 2 B BT RED S Eaad > T 3apld A s e

B L AEEUR R PR R R T CHRE BT T

)
—=

4Eﬁ1}§(fﬂi— o

245 ARABESA LA R FEEABA(0,7,1530,458) T B4 R

Ag thickness | Voc (v) | Jsc mA/em®) | FF (%) | PCE (%) | Rs(Qem?) | Ry (Qem?)
Ag: 45 A 1.15 2.79 41 1.4 8.51 18242
Ag: 30 A 1.17 3.26 41 1.57 7.01 18705
Ag: 15 A 1.21 3.65 41 1.81 6.57 20115

Ag: 7A 1.21 3.68 40 1.8 5.51 20230

Bk ¥ - R BFTEAER A H A ERT RS RRETRORF G E A PH
SUNE R PE > d 0B RARE U R ILRgenig R AR > RIF R A PR RIF R
SBARMEZE M o d Bl 410 AP UERIE Y BT RAUCAS Ars Mt 7 ApF o, A2
vk A7 LK K §E [71(400~800 nm) s F 3 BT 35 57 % 4 3 91 %0 FI T 0 R
AREARNAR L FRFOTER R APERE LA OREER 0 FA R R

mf—‘l—'m“ "

A BB A A e o 17 5 A d AFMBI(B 4-9)F 105 TR

Juf

AN 7 ApE o 2 48 43 A% & MEH-PPV : PCBM# 224 & eh 4 5 & Cs:CO5(5 A)
AP B g5 5 BERM(clusters) 0 T 2 HRM 2 BARIEF - LR T8
WRNTERAE PR AR P, A4SARE S HEHZF AL R R ¢ AT
CB AT AG AN X0 T L EPE R R FERA DR RS LA b F
vk ch g 3 B R
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B 4-9 %3 A4 F i# %k MEH-PPV:PCBM# 4/ & & Cs;CO3(5 A) ¢ 7off F b BR chEih

AFMF]( 3x3 pm)
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RO A A 58 R 1 e oo F) > A U’“%ﬁd RIZ P BT AR45 & anfp 5 58~ 2 ShPCE( R
SIDKRBEFLAZTFLREPREFRFDTER > RE AT EFEFRS LR
Bideo] A R ki o AR N R R (4 e H A 0 4 42 §anthT
% &+ A # & MEH-PPV:PCBM efnx jc%3# 1 & & 550 nm2 T e £k B (B 4-7)
@ |~ 3 i # & Pentacene/Ceo 2 550 nmt F enE L& LB G A st 4 0 T d R
4-11 ¥ BT H - &3+ 2 a7 LERE & E(550~680 nm) » H kL 75 b
PR A NPT UFRGAPEE RN AT FIERAERRE AT kR
£ B(550~680 nm) ek i T 5 v S 0 SR B 4o o EP FIARE AL 4 R 0T 5
B RH{ e AT R TR R ek R o A R el S A AT LR E R anje o )
LR A R AR T ARERE T 15AE TARE HIPCES T A F o

AT ERNTE R C FACE R0 % ] A F K T A ki ¢ KOV T R A
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HOF A AT ) e LR RIPCEhA AT MR IR A K & 5 2 e 2 Ik

i e g o

Normalize IPCE

v Ag: Tty .
- Ag: 7 A Trresesas
. —<— small-molecule cell
T S I ' 1 ! I '
400 500 600 700 800

Wavelength (nm)
W 411 2F° FLRAERDEENZH(RGR HNL)FE- 23 A E(FA2

2R ehk T 4 T T 2k (IPCE)& £ M (3 -
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4.4 # g ff_i&;«q‘ tandem cell 7§ 55

A B AP AT CCOs/Ag/M00; 1T 5 i 42§ & + K &) &2 3 K chid R B4
(connecting structure) > H ¥ S FEF A F KT LAY B4R S FIE) A K en
TR P R AgRIa?P BT ™A 3 BETAL T FETHF B BE -
foAETERBROE ke e EE P BT A Ak RGP B R RS R
PR FERF I NGk > P Ta Gk ELTE L R ludiE o d B 4-12 7 U
FA A0 A E 4 BCs,C0/Ag/Mo0s 5 4  H2 Voe(1.21 V)4 it i 7@ B - = ¢
chfpde s Bl RS iEien § P BT NG A A S G GRS A
ﬁ’ﬂVmﬁ%ﬂ08V’“ﬁ—$04ii Voci o] o SEP T iRl R SRR 2T
fladggr Ta K A2 A ipd A Voo k FEA Y 0.4~07 V2 B 5 Jsc* FE 430 2~3
mA/em’2 B¥ o Fp B F) Sk R 2R yEE R AT KRRl A S K o # E MR
g ey S Y Flan@e Rk TA A i B W ERRE 2 A

K
—,»)g],'ﬂm]% g@%%fiﬁﬂ?,ﬁ—_g *Kﬁhﬁi BATF AR KRNI o

v‘v o KJ
0 ¥ - -
b4 . /
v .. /.
— v o [
o~ v +* .
--g.. -1 v'v ot ,l'.
<L x!.'. .l.
E -
||
2 -2 1 "
73] ...l—
g ..l....
g ———
£ -3- "
@ lll.—
. pEE
S -L._-.-'- . — tandem (Cs2C03 + Ag + Mo0O3)
O 4 4 —e&— tandem (only Ag 1.5 nm)
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