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1. EGEBREBEF(FIVR

AR BRI R ATAE T 58k (Fe), Mgk (zn), 1 (Cu)
HEOWLOPOEFITTCERIE, EWIAEE T ETUHT
HHZELFIAMOENTWE, Ihsn&EitE (Ehs
J&ETES) 13, SEIFA OLE R, T b bR
&, ARG, VA AR EOREEHHLT, ¥y
B EOBFEY O A TITHMIICTE L WARBUSICES L
TWwa. 72 21E, SMNGTFORE, 552k o R
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LR, ChoAREBORE L5+ - HY - B0
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FHELEOIMFEICL Y, ERGEABHECERGE S v <
T O THERE R BRI L PR ORISR E CHES LT
&7z, AL, 5HROZOSHOHEIEEZEZLE, LTO
LI BEMIZHIBZTVHhRIERSL RV, Thabb, &F
o WICEREEE - &y v 7L, MilaNTIZED X
I LKERER LD, FOXIIEELTVLIDTHA ) .
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TELDTHAHH) D, F7z, HEFRL-SERE - &R
R ETYH, IEEF o7 THELTWED TR
WAHERE N 232 8) (fluctuation) 2% 0, F7-MEELIL%
Pho THRIEL TV AIETThs. S51T1E, BEERBKEC
Vo3 Bl B 457 iy BOG T RO S S B BB BEAR ICLZH T D
. DLEo X9 BRI LTI, #ME2Z0 Tids
<, BMMEE (dynamic structure) & % W IdAiE 5 4 F 3
27 A (structural dynamics) D% HBIZEZ QIR S %
WTHAH). ARArETlE, ERFBETH L MBILER
BRITHERE MR E LTG5 4 3 7 A& I L -4k
BT DR FE A RN T 5.

=77, EERIEARSEZ LTINS AT hd %
59, TOBEOWIL, Eit, RS, WERE (RO
HERHNENED 5 VIZARNSRIE) 20 X)) iirbh
TV L ONEIEFICHEEKEY. ZoEKRNEREREICIE
BADy R EAREELTBY, BRNOEERE % i
FICHE LT3, ARNSRBEOBEX, AEREED
HERPARERE, FEHRORKICR S, 72, EERICLE
WSO AR DEIRORKIC RS, 454457 495K
DA FITA (Cd) RAEHOKH (Hg) % 13206
Thb. KRtk PETIE, WEEOE N OEGBGH IV
DFWY AREHL, TOMES A+ I 7 AWFEOH L
R ARG,

2. —BREBRETBEOBESI1FIVR

1) K=
— B LS FZEICHE S (nitric oxide reductase : NOR) 1,
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Periplasm

1 LR OBEREE
Cyt.cssl : ?‘ ]\ 7 A Cs51.

A OBREIR O —FETH 5% (denitrification) (2B
59 58#ETH L. BEE, W8S+ (NOy), WA
A4+ (NOy) 2—MfLEHE (NO), HBILEHR (N0)
DROSH P E 2R T, RIS EFRS T (N) T TIHR
HILSINLB\BETHY (NO;»NO, »NO—N,0—N,), i
HEOBEREERIIBVWTHELREHEZ R LTS, B
ZO4EREO OB, WEEEICHEFE (nitrate reductase :
NaR, Mo/Fe &4), WifEEEEFRICEEE (nitrite reductase
NiR, Cud %\ & Feii fi), —MRILZEREICHEFE (NOR, Fe
A7), M baEREtEEE (nitrous oxide reductase : N,OR,
Cufa i) DATHDOGIEFERDE 4 DRILZ ML T2,
TRTCOREEOKMEEIHS NI Sh T (K1).
BEIZB VT —EILEFENOIEINIRIZE > TRRD L9
WZREAE I DD,

NO; +2H"+e” — NO+H,0 )

FIANGTTH Y OSEDSIERICE L, %L OAERWE
ERIR L CTENS ORREZ BLEY 2 FF I ditEomw»
G THBH. LhL, REMAWIBVYTE, BESRME
TTOABFTTENOIKRIBTE v, 2O i, NRIZ
Lo TEAININOAHIBENIMNCIL# T 5 2 & 7 L #iR
PR TE - LI N TWE I EERLTBY, %
HoTWELEDHNNORTH 5.

2NO+2H* +2¢~ — N,0+H,0 )

NORWIIHE NI VOBELEREROBEEH Y, Fh
LOWEZHRAD IV —THEHLEPIZ LTS ™, NiR
WX o THEAEZINZNOIZWVRIINORIZZITEENL D

Cytosol

2? NORITWRIINOZHEFILL TVEDN? D2
MIIHE YA F I 7 A DBEHN SIS 5 v EE
Tho7z.

2) NiR-NOR#E&HF

PLEE W ONRIZKBEEREETH D, —FH O NORILER
GUEEHZETHH. NiRDS5NORNDNODZIFIE LTI,
HBHY X EDPMNANT B0, HEZTETHLO2E) O
HEREZEZ SN BEOWRENEZ AT 5 HWT, NiR
& NOR D SAE S 2 ER L, XS S & AT © 2 o R 1%
ZUWELLY. ZOEE, NiR K221 D NOR A
HAEH L7t o ne (R2A). CofgE» 5, FEE
DOHNL A T B [ 2 X 172 NOR 145 T I NiR &= AR S
MEEA LT EHEE L (K2B). M % &t NiR-
NORBEGMHKIZ, 5 FHEI¥ (MD) Y IaLb—Ya vzl
WLz 2 A, ZOBEGKREITICRETH D EHHED
Do, ZOX) BEEEMEEIMIE TS LE T
B REVE R SCREC & 72, FEBE, WEER oM I TG %
fEo TV ABEEIE (NORD Lys100 & Glul19) (22858 %58 A
L7z&Z2h (K20), TOERMKEELHERN GRIER)
TR ERIBAETE T OB SM RESEl) TRZELTHA
HLEh o7, SHIINIRICK ) EE SN NODEE) %
MDTY¥3Ialb—3 3>y L7 NOWBBKMESTCTHAET
B, KPTEAINTHERLPIHIEMICBE L, 0
I AZAFAET 5 NOR DBUKMET v AV %l L C, ILEk
AV (10787 CEREES O F TEEL 72,
FEEBIZD ZORMLENOREIIHEID LN T WD, T4
bH, NiR-NOREGHRIEK L, KBS » /827 ENIR %
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X2 NiR-NOR#EAK
(AR ALYy 7 TRLTWAONNR REKE, & FL¥H RANORZ/RLTWA. (B)AHlEE
TDNiR-NOR A ROHEERERE. NORIGHMNIEICH F 5 TWADT, Mg (A) 55 NORI T2 BRWT WA,
(C)NiR & NOR DH Ml 7.

7. >

B3 NORGHEH L

(A) AT L (B) @ IcHl FIZAEEB T % FelddEN L8k Fes, TIEANL b DO OO TIEKT % 8k TNOR
FEICEEROG 7 i 2. BLRIClE, Zo08EMERTHIMEEL LTWw5EA, BicH Tk EomRE T 13wk

L., WHFEA A ¥ 2IRDFH Fep ICHALL TV 5.

M L B 7 © /8 7 I NOR DRI E 845 2 L2k
0, BEAESNZNO % MBI B S 9IS R A ST
THYVAT AW LT

YL Eofifgeix, Mg O NiR & NOR % EHEBIM L7 b
DTIE WA, M TOBESHRIEE O e % 58 < R
MBLTWa. i, MENNTHRERSE - ¥ o 7 8
(NaR, NiR, NOR, N,OR, TG4k, +TF U AR—% —)
BB FEHARZEE L TCOAWEEDEHIATY
%9 %72, 794 FEBTHEMBEEHCLAEICLD, 3
b Y N T ORI R O 31 A A
ENTWBY, MBENICBWT, —DOBEEDO LR

DOEFOIZE L L TAL—RIZZITEI TV SR 2
FEWATRENIBED T WD,

3) NOBTRIEDEESF1FIV R

NORIZ X ZNOBEILHIGIZBWTIE, 272 b (HY)
E2ET (e7) 12X > TN-NHADAEWKEN-OKEE DR
WA ibhsb, ZORIBERES A F I 7 ZOBLEH S iE
EWA L7z BLZHEONORDIEMHLIE, ~N 248k (heme
by) LIEANLEE (Fey) OB DBHHPLTHE (R3ZA).
FER ORI, S OEREER.ONE, BT HGEKTH S
F IO hessy HAHVIET XY V95 DEFTH, NORHMIZ
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Met112 s
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- HisB5
< : 2+
2 y C.a His259
a§
' His258
' /
\. i"‘ His207
His60 Gly348 AL

’-(" His3 §
!
HiI3349

Phe358
Heme b,

Heme b

R4 BiZH NORIC BT 5 B T(5ERH%
T deyt essy 20 D Heme clZPE SN, € D%, Heme b FT
Heme b; & Fep BRZH.OMIRE L C, BRIISIZMHbLS.

HFAaETHANL e (hemece) ERAE VIREEDOANL D (heme b)
ZHET, BTG (heme by & Fep) (25 S5 (H4).
KRR LD DD FKIE =AMl Fe A 5 i Fe’ 12
BIEEhs (HM3B)”. ZOETHNORIZ, NiRIZ XY #E
A SN/ NODEAL LEESR S 2SBA 3 5. NOIEZERITHS
AL TH oI VHOREEGRISHHAOREESHEETDH
5. ZOSHEKIZOWTIE, seeEic (Fe) Bo#
B~ 20 TONODESL Lk 2 60, 4FT
WZ3MHORESIRE I TS (R5) %, F25MEICIE
HEoTwiwy (k). LyrL, WFhoshAETD,
COBITIEBE S KRS (hyponitrite 1 "O-N=N-0")
MERL N=N#EALER), 7oty HY) 512k -
TN-OREAHAEL, NOXHOWHEAET L EEZ LR
TW5b.

N-OKE A FZIC L E Rl 7o b OfRRRBKICE L

3, KRB EMDY I alb—Y g YAREELRNAES
A7z WEROMBLEM D BKEOKRIETER SN TV 5
DK LT, R 7T RLNKED SO~ E DR
WD ODKFERELR Y P T =7 BRWZEEN (K6).
MDY Ial—Ya ilihiE Z2om9) bGus7T% A
DIOE LAspl8 2D Ay b T =207 0 b AERERE
LPETE 7Y, JEES, NORDESTA & D19SNZE Ak 13
NO @G % 0 L7z,

4) BEFGRICPEEOR - EFHBEFENOF AR
NOR DEEHZERIS A F I 7 ARKBCTHMHEL Tw
< RTid, Seal %y BOG H AR O TEHRIZ R 228 22\,
BB A O NO OIS & Z ONOK G TIEE R OE T
B2 o5 TEE LTIE, BOslErsLETH
29 BRI, e XORAE SR R T R & R B ARAY

heme b, non-heme Feg

(A)

ssmnnn Fez'l-

(B) N/O
A Fez-u-_N
\

(C) O\ /

...... Fez-l-_N__,N - Fez-u-

o N\

5 IRE XN T3 NORD =20 EH MAARD BN HERE
(A)cis-Fe BéM#5, (B)cis-heme b #4#, (C)trans-heme b #¥AE. 2
5 DNO DENHEE DT o T B,

ENENLETETHH. TRHDOTETIE, EIWEE K
T5EHET~A 7 uoORHTIZIZTERMNIINO 25647
% caged NO &I N B LA %2 ROSFMBICH V5. T4
HH, NOR & caged NO & il BHIERAOE (pump b)) %
7OV ZBBGF L CONORS & RIS 2 BIdA L, BOS H AR DA i
T2 F CTORR GRIEFRE) Z2fF- T, BAHEERE IR
BxE=%—F2%H (probedts) %7V ABES 2 FihT
&% (pump-probe k). WEFrEIZR 430 Tldprobe & L
T7 = h MPOFRIRL —F—2 N E L, By XA
SREENTE T 7 2 & MDD XL —F—2iHET 5
(BE7). WOV ATH 5B 2 WOt S T
7o e, TOX)BRMWENTREL o /2—FOERTH
5. FICXHEHBET L -V SACLAIC L 2L 25
AR E v, IR XA SR AT TR\ S B 7 % i T S
MEHLIENTELOT, PENENORIZINLDOTF
PR LR E L TIORT Y,

BizEn & HiaEH EoONORIEZ, UG (1) % fli
TLH, TOMBENEIIFT L RAS. HEILED
NORIFKBEEREHETH D, ~NAbE 15T OAREHEF I
R, TORIGHEHEEIRSD L) ICREIRTWE 0, &
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A oy K \
# Glutas ) (
. Glu77_ " ¢ )
~ Aa7s T A~
™ ! GlIn415
] Thr(i?{h\“-.
GIUST | yss3 &H Gly69% NGiya40
Asp198 Wwood of i
Glu135‘\) A
Heme b " Thr330
Hydrophobic ¢
channel h, 1999275

(B) v M7 — 27 DL

KB, ZREBRICINWERAY bT—21 (FEYF) PFEITHEEL TV 5.

w [ N

o N (SIS " n#0 [S1N e N

O¢CCH2\N’ , O¢CC I\ 0% N .

~30
= O =
g>CCHZ’N\N§O 8>CCH2’N"N§O 8>CCH2’N 'N§Oj
pumpt
@ " . - Caged{t &M 0t 5 &
t}imgﬁﬁn ‘@\IJH:_‘ TILRD
(6] pump >t probeJt; :'M/\')T I\
., T - ‘ EEHD VS
EAMRL—Y— PEINN
X#INILA
T I
=+ B S 271
SACLA X#RE &
: e \ﬂn-_’ S
probe NREEZEE
£\l
e > WRERMEO)
probe <> | BFHEEEI -
VYN e 70k BE

7 pump-probe FEERD A F — 4

(A) RIBBIIGEOT| & 4 & 72 2 5RAIVEIRETIC X % caged NO A 5 DE R NOFEA.  (B) pump HiZ & V) caged NO 2> &
NOZH/E S TRILE MG 5. BIERH ¢ %2 £F 5 728212, probe Gl & DA L ZHET 5.

DOFREDIFBIL, F IINOAYES L 72 IREATEE — BUS H
KCTHD. ZOFS -NOIREDLBEAFFET S NAD(P)H IC
FhEFE2EFET (HOBHIEINADT, Y
F (H) B8] Sh, HZROSHEAE [Fe-NOJ* H %
AT 5. E BT HARRETFBEORETHLDT,

BT TONOEUE LR T L, TORISIZE 5 TN-N
WEENTEDD S, BIREICKPOKRE”ELY PT—7
WX o THEIENZHIZE 5T, N-OREHRT 5. B
53 B XA AR R AT 1 & e BRIV ik & s L 7oA
W, E—UnT K TlE Fe-N-O 15128 W T, Fe-N FHu
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131.67 A, N-OBi#EIF1.15 A, N-OM#HiESE)IE 1853 cm™,
F-N-Ofj €13 185° L sk 572, B RIS A TIE, Fe-
NEF B2 1.81 A, N-OFF @ 131.25 A, N-Of #i 3 B 13
1333cm™, F-N-Of i3 126°L K F 0, #—FUb Rk
D2 E I OME L HEE L7z

Y E®D X 91, caged NO & K¢ 555 X RS oty B 235 Fg AT 12
H B VIR G ERN G R A D FiIE, B
FOSH HARORN HEE - BEZ w2 L CIERICHE
NTH5H. 5#Hi1E, WEFENORICAKEZHPL, 20
1 2 SIS O 53 TR % W7 L 720,

NO
Mo,
F—RIGHEIE
N,0 v
\:n .
NO-H*

G Ho
N—*N ‘////’ = RSB RIk

X8 mgﬁkNORwﬁﬁﬁfw\%%%
FEEDOFS -HOMAYMKIIREE., S ICINOAEALL, 55— Io

¢%Wﬁ¢&?é.:htNmmﬁﬁmL,E%%&tFUF
(H:H"+2¢) BENCXY, BE_ORISHEAERIERT L. #
RO AR TIENO W 2B IS L i bx nTBh, 91
, N—Oiff

STONOEKIE LT, N=N#EEGPEER SNz
HARZIZ XD ODKRGT-& LTS 5.

9000008600600

R

.......'

FEBLTRA

HHRY S Y

[]
= L]

3. MRAOEERHELEEST1FIVR

FRIRE, BT FYEKE, XA MNE, Y77V TH, R

SR 2 EOWEEIE, EAEORMIANET T Y > 2 8k

FLLTws, RIRLZEIIC, ThEWEREIZHS
OB T BANLA Y HE—F — (NLLY AHK
V) RffioT, NEZFUEVOANLERY AL, AL
A YR—=F —ZATP DOPNKGHEZ AN F — %o TAL
FREEIMICIEEI X T AABC I VAR =7 =2/ L CTW»
L. NAEGEICE LT, WEEIIANLNEE L o —F 2ox
JHEIZE S TANLRBEZBANL, WO AATZANLZ RS
HANLGIRESR (NLFF TS —E) BREBEEL A
A F I — ki@fﬁmﬁm ioTAA(ﬁ A
7 4) VEHK) DFIVT 4 ) VSRR L TR ELY
L,%h%%hk@v.—ﬁ,rE%#AA%mbﬁ&T
oL, BEONLIBEGT & PG LIS TERRFEE % 564
EHLDOT, WEREICE > THIEWIZE->TLEY. £
D7z, WEEDONLBRE X V¥ —5 V7 HiE, R0
ABC M VAR—=F —IBTENLZ I AR—F — (AN
LR V7)) BB ST, W AN 2 &AM HE
T5 ANLDAVR=F— T AR—F—, BELY
P—, MREBEFZEOENDHERE LR 2o Th, WREREITH
JHTERWVOT, TNOOMERATIVIIEIEICLS. Z
N7 X EOHNEEZ T CTRgETy A FI 7 A%
S22 TEIUE, RO SE)E @%%% 1L NLT
WFETX 57217 Th L, HMEROEFICL DL S, K
HiTlk, ~N&A vR—F —ICHT B4 OWFGERE %2 R

?........

FEBL R

a8 [
Fe/

RYAHR T

B9 5 OMIE 2 /- L7z 280 sAA - &A1 - B o B
VITIVTHDOY AT AERT., NAMYARR Y T1E, NAOEFAER), AALﬁ%%%wFX4/(m@)

ATPIAKGIER AL~ (¥v2) pbhbATahimfk. Aoty — (¥rr) |

W ERIRER. N2 PE

R FIEIALEBF Y ANV AL 2GR, M?mm\%bx4/(ﬁbzz)#%&é«rumiw B A -
PERAR 7L B2, ATPZ AN F—TEAEI 5 ABC b7 Y AKR—=% —IJ8T 5.
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O add
Inward-facing Outward-facing

(IF) (OF)
10 HEEDONLY ARK Y T V87
(A) ZxffMfisE. BhuT, BhuU, BhuV 25X 9 DAL DFESRK (), N 2@#F v RV A4 ¥ OR), ATPIIAKIE B
A4 v (¥ 7)) IZxHE$ %, PBP i periplasmic heme-binding protein, TMD i3 trans-membrane domain, NBD I3 nucleo-
tide binding domain DB, (B) & (C) IZ &AM % PR L CHIE F 7213 FATICY » 72 B TN L% T ¥ RV 2R
. B)OF ¥ ANVIHMET, (O)TRAME. DIERY TIRXLATONLGLEY VSV E. ZODF AL U
540, ZORAAL VOMODCleftiCNLDIEETESL., BV ZRALIREAEL TR W (open) i, K
ANLDFEE L7z (closed) B

BhuT (more openffi&)

BhuT (closed##it) @
ent Co!

OF (ATP-bound) @ Transi

52
~@r

BhuT (Open ##i%)

lex IF (post-translocation)

ATP

cleft @ ..

Transient
occluded
(ATP-bound)

B11 RS TN LR T-HEHE
D& @DREIE LR EHEFATIC X D MRS N T w5, (@ Transient Complex & (4 Transient occluded 1&, A& %
WIFAET B LIRFE SN TV IS

%W, Y378 (BhT), MINBELTA A %2 HUY A € 58 58 508
BEN &Y (Burkholderia cenocepacia) DN A ¥R — (BhuU), ATPHIZK 55 fif 438, (BhuV) O3 O % 7 2
=i, MilORY) TIFTZAAIBTALEERT DY = 2% BhT 1477, BhuU 2477, BhuV 273725 7%
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LAAT O s ETH S (BuTUV, R10A). Fx D
HErB 121X, ETHEANLEATPOM T & LHEAL TW
ol

BhuU 24> T O G 1Z A 2 D# T v %V AAEAE
L, &4 1EZo0F v 2V SHIRNICE W72 (IF ¢ inward-
facing) M Z g TE 72 (K10B). ZHUIANAZHD A
ARROEEEZ SN —T, AL AD TV —Ti1E~x
AMRHDOANLA Y R—Y —DEREZRELTBY, A&
ey o7 BEMAELTEST, Fx 2vidMasicH
7z (OF : outward-facing) M Tdh -7z (K10C). A
PEANOMEEEZ OGNS, —), ~AERY V82
BhuT HAHT, NAHPHFEA LTl & e Lok
D2 Z T WD (X10D). LU oAl 1 % Sk i
12, NAAL YR=F =T L BN LPRE O DT o X
ITR-EL (R11).

L. BhTIZIEANLADHE A TE BB (cleft) 2574 L,
ZORBIEANLD R nE EIZIEM U7 (closed) ik
LD, NAREIZE DBV (open) HEREAN L AR
Eha (K11O).

2. AN LHES BhuT (&, OF 3% O BhuU (2 #8140 B
Lo THET S (IM11@).

3. L2 L, BhuTIZHIBRATE 51272 (more open) fi
wrEohwne, HEMEHEITETHEDTE RV,
COMEICE Y, AL & BhaT IFR & O LAEH 1259
0, NAIBUDBUKET v A IVICBEIT 5.

4. BhuVIZHi A L TW 2 ATP DMK X 0, BhuU
X OF 20 & IFHEE~NE 2L 2 (K110).

5. IF A 5% @ BhuU O F % WV IZBKI TdH 5 75, OFHE
ECTRABMZH LTI VBIPHBEHRLTLS. 20
HEMENLOTOE L VIBOABEMORIEIZLDY,
ANLITHRBANRIEE NS (K110).

6. ATP2SBhuV IZ#E & L (M11®), BhuUIXIF2* & OF
HE& L2, BhuT X BhuU2 SFREL, JLOREIZRS
DLE ORI O~ LR, < ETHEHN R
EHEROO LR EEDLETH L. BEEIMDY I 2L —T 3
Y ERAT) L RKRIZ, Bk X7z caged LAY (ZOHHE1E
caged ATP) & XFEL % Ml &£ & 72 B I 2 Al 1 AT 2 i
LTBY, HEyAF I 7 A% BRI E2IIT w7
W, JAFFICANL DT AR—F —RALEEL V-~

COFEERIERL TV L.

4. £&E£BEF¥ (Integrated Biometal Science) DIFZE
KM T

GROLEGHEOERZEZ L L, S0 oMllE, M
W MAFTEY—ALARIZHERTE S LD ¥R %
BT DI EDPREGHEILLTHAD. DI LI
HEREEOMEGT2AGHRCELCOFAMKTH L. 7272
L., @Bz &tEmR1E, AR 2 LAIBR L ¥
WiE, SR/ nwru—7Lt ko T [BRHESTEES

Wik 5 4 F 3 7 A2BER 8 A RN 5 FHE
75 & B XK N 4R 2 A < MRk N 4R A < IRk o BL
% (R | O—5BENBRMENERRELLTVWEEZ
TWwb., ZOX) eii%s%s [EadSRERY] EHL
W, fbdE, B4, HEALF L AWEERS L L
VRSN B TENRIZEEZ TS, ARTHEAL
7o A4 ORFZEE, BREE S THEEHE YA I 7 A8
B EERER LT Yy TRICHEE L TE2HT
Hb. 7, FEREEOBRERIHR Z OMHEC X 2 kD
HWIIAESRIC X 2WELR EOIRIE, BiROBS (F
) > HEN S E i MBNEE AL Ny 75 V1
WCHERLT& 2 wFhoTr7u—F3, Rz v 828
DN THEEDIRA D 720 DT L A 7 Z )V — 5 hB L
Bbhs.

HEF

AR TR L72NER L, SRR ISR A e i B2 72
Fro=ER, BALAHIEN Oo) AR SRR 2 EE 0=
H, 7% 5 CZEALAE7EiTis B G o R A e 2 O = ]
DE I AL DILEMEOBRTH L. FHT 5.
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