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Modification of hexameric tyrosine-coordinated hemoprotein: Construction of an artificial light harvesting
system by substitution of the heme cofactor and conversion to peroxidase by mutation of the cofactor-ligated

S REA, | amino acid

(D F N7 BBRN B OBRESRZ « MR BRI X D AN TR R OB % & il AL 1 BRI LD
AV F U H— BRI O R EBL)
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NEZ NI BITETBE, BBEOITREMR., WELH L EAERNTRL B2 L TRy, iE
DN TFE LTERERNLT 4V (NDL) BTFEHELTWS, ITHE, ~NLZ R TEORMEEEN LT
ANTLEEZORIE, B FEAKROEE, BIOF VU RIENHDLWEZ 7 B TOEFBEIRCT
FNAF—BENCETAMENRE SN TS, Flo~bZ 7 BICET 2583, A Bk
WIZIT T RERMICIIME RS XX —EE~DOREANPHFE I TWD, 20X 9 iR
BWT, ~NLZ R EEEM - WET L2 FIERFVEERREE 0 b, 0L xEX, 7'v h~LIXE
AT LTHT DAL RIEIZERT D L, ~AREEEHAIL., BEAEAOKEREE. BUKMEM
HAERSIC L 0 AR AICAD D FE2EFHE L TVD, ~AOTE2REAEANLEY BT RE
VRVEX, BaO@RBARNT ) VEREEASLESHMICEATRETH D, LR o T, BB
W U CRIRD AL ZE N TR FIC@ERT D2 Lk o T, FTILWEEEEZ AT~ X R ED
MO~ L H R TBOERBLIC SRS, DLEOBEEZ S L10, AR TIHRIZRT~LZ X3
BIZHEAZYS T, MR 7ToEfs LOE RGN X HHREAE % BIE L T2 Fhi L 7=,

NILHZ N DT & 5 Hexameric Tyrosine-coordinated Heme Protein (HTHP)(L, 20074(Z
Dobbek HIC L > THRAINTEARERERHEEEZ G OX /N HETH D, HTHPIXMHR D7 7 U 7 H
WCHFET DX RIETHY, 90 CEBZDIBETHLREMMEEEMR T 2MEWELZ RT, $72, B
B TR kDa, NEETRISI kDal BRI/ NS e X R IETH D . KOOIy T LoEk5s 1
MA31.8 nmD g TH > /87 FIZBIRICES L T D,

B TIX, ZOHTHPO 2 =— 7 2fiEICE B L, B ORNERHE S Z FF DHTHPZ AR ERHO &
HGELTHWSZET, BMazEEL-aREMEARMOMEELW Y. Lz N TAZRERRAOHEE L
EhE L7, BARMIIZIE. HTHPO SO DO ~L A FREREIC L e Echr iy 7 hEL 7 4
U VIX (ZnPP)ZEHL L, EFENAHTHPO~AGESTALIZFEE O M THEE, £ ST 5 ik &
VR EEPE, AFREOT KL X —BENI OV TEME L 72,

EORHREAE LT, H _ETIE, tHEEOS 525 M AR L, ZoPPEHTHP ~E R H
DOEaFEOEMLERAT, BARMIZIZ, HTHPOREIZ SV AT A VEEXEEBREAL, TOVATA
VHIHR O F A=V RICKH LTy LA I REEAATL6AF (ZoPPIcxt 325 K —& L)<
FluoresceinB L O\ 7 7 & 7% — & U i< Texas Red) Z#h v 7V U IS EFWTHAS S, HBH
o A FRERE T, CHE e 22 i REPHI X T Ik g~ L JER L, K =R v ¥ —D—4;
T~OIEEHER LT, Solc, EHELINZAERIICBIT 2 =3 LX —BEOHE L ZhFIZ O T
Fli 2 DAL SHIE L 0 fiEA L7,

F/o, B ZFETIE, HTHPOREREM L4 H¥E L C. HTHPD~ AR 2 #hEdAr 712% H L. HTHP
DOEHENL T2 TF a o b e AF D~ L EW L ARKHTHPZ 8 L 7=, UV-vis A7 kI LVHIE
WH, BONTEREN,  2AF DU NEL LT~ LE O Z & MDD, ABTSE L 'Guaiacol & &
HBELTHWAZ T, A X —BEHom E2MR L, A<, “E&ETFRBIEKETH DT
FT == )VOBALSIZR LT H, BpAER L g LT, iR o m B RS 7,

DLk, AEZEIZ, BRASEBEREEZEFSO~NL X X7 ETHHHTHPIZEH L, A TOEHE RO
HLEAVDLA X X —BIEHA B AR LTz, ARBFTEIX. 4% O e N TGl 5 B A= (R 4 fid
BOMEINIIKREZLSTFETHLOTH D,
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Bl # B = Sk
Rl % B = HE %
Bl # B = I e
WEEMAYE | B & B 5 EEE]
Bl # B = A BA
Bl # B = Fioi
Bl # B = WTH &
Bl # B = HEAR  JEth
Bl # B = s L
SRR DORERDOEE
ANLBB A BITET B, MEORBIER, WEEAHRR SARNTEA 2B A2 LTEY ., HEOMET L LT

BARNLT 4V (ND) FERLTCND, T ~AZ R EOREEIEN LTI N LEEROBRS, By THEE
BORE, BLOZ VAV BENDDNEL v 7 BRI TOBFBHRLT R X —BENCET AR RESh TN D
FIoLFZ R BICET DRFIRE, FIENCBEIRIR W Tl <L RERAVICIZM B AR — R L F — AL PE~ 0D [ B
DHIREENTWD,  LEOHEEEND, REFIZRISRTAALY U7 BICERZ ST, il TOE#E LOE
REANZ L DHERELZE « [ EZ R LTV D

NLKE N B D—DTH 5H Hexameric Tyrosine-coordinated Heme Protein (HTHP)I%, 2007 4512 Dobbek & (2 & - T3
RENi=rESNEREEEZ L HOX XV ETHD, HTHPIZHEFT ORI TV THIZFEET DX VX7 ETH Y, 90 °C
B LWETCHOHEER(EEZ SRVEWRALZENEZ RS,  $£7o, BEATH 9 kDa, ANEMAETHK 53 kDa & ik
BINS 72 Z o X THY . SNODOSLGTIEF OO T 1.8 nm OEIETH /37 PIZERIZESI L T 5,

—E T, 2=— 7 RBRORNEREEZF> HTHP 2 GREFROZL L L THWS Z LT, IRz EE L&
TR & RO MWEIEZ WL L7z N LORERROMEL EM L T D,  BEARNIZIE, HTHP OARDDO L% AL
WXV OETH AW T 1 FRLT 4 U IX (ZoPP)ZEHRE L. AFEA HTHP O~ A ALK E ORE IR T
BE, EEINTODLHEHBRS v BEREL, SOICAEMOT R AT —BENZ OV TEHEL TV 5,
ELBEEE LT, Bom T, HEED X B2 5 E&FEA L, HTHP ~HEREO AFE OER L2 A T
%, BARIYIZIZ, HTHP IZV AT A VEIEEZEREAL, ~ LA I REFA—NDOH v T ) v TSR HWT, ZnPP
R LTCENEN R —BLOT 787 ¥ — L7 563% TH 5 Fluorescein 35 LU Texas Red ZEA L TW5, b1
e EFEREICIN T, TR TR R M O IR~ DR & | L= RV —D—0F ~ DU % i
RBL., b shiz t @EMICBIT 2 =RV F—BE OB L R 22 OXALFREL D FEHL TN D

£7-. $ZFETIZ, HTHP OFEREM F4& BH5 LT, HTHP O~ A EBAL F1225 B L, HTHP O#hEANL T % F
Oy UmbEAF VUL ER LT ERR HTHP 208 L T\ 5, UVavis 287 MVIEN D, 55728 AR,
His 250A7 L 72 Heme ZFF> 2 & Z g7 . ABTS 3B X O Guaiacol Z#HH & LTHWD Z & T, ~ULAF o ¥ —VPiFMHE
D EEHRL WD,

PLED X oo, Kz, BRANREHEELHONLZ N 7ETHS HTHP I2EB L, N LEHEROBR LR
NA R T —BIEMEN G AR LT, AR, A% ORRM 7R N IO AN LARMBEOMEIIRE I FHFE
THLOTHD, Lo TARBUIHLRITE LTMESS D&




