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Development of non-catalytic DeNOXx treatment and hydrogen

production device by atmospheric pressure plasma
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BI1E Fm

1.1 NO,IZ Xk A BEERIE
1.1.1 NOLIZ X B RRIBH

ERMmAbY (NOY IEhiEm(bY (SO ERBMAMILEY (VOC) 72 L7 it
RINDRRIGRZ SR ZTAEFERIETMEDO—D>ThDH. NO, & 1T —ELESHE (NO)
R bESR (NOy), #Hb=EHR (N,O), K (NOs) 72 EOEZRBEHOFT
HREZIGYCBEE 52D NO &£ NO, Z R LI-b 0 Ths V. L LT, NOIZ N0
ﬁ?ihéﬁm%%a

NO IZFE L LTREEICBIT DA & L THRHEIN D3, ZDIFEAENRNO TH 5.
Z LT, RRHFIZHH &7 NO O—235i k. 3T NO, 1272 5. Mbiﬁﬁﬁﬁf
HEIALFEAT Y VORRNBEDO—>TH 5. HEFEAT Y 7 L%, NO, WEIMRIC
D%téhfébéﬁ%h%%kkm¢_WméMKA@C#ﬁEL,Awuﬁ%QY
LT RNV F X TEF LT A hL—b (PAN) Z/ERTHRRGLETH D 2.
F7o, NMERICHEBESZ A2 L LCE, NOIZMEFoO~ETube LA L, BE
RZIEZBI & Z 9. NOLUIT AR~ AT D & ik A £E 5 MAE SR 2 IET 5 R
b

1.1.2 NO, DA FHEHE & PEHIR
PREEZISVT 5 NO, DA RHEARS & JEHIRIZ L > TH¥E9 5 & (1) Thermal NO,, (2)
Prompt NO,, (3) Fuel NO, (2D =Dl kBlEn 5 .

(1) Thermal NO,
Thermal NO, 1285 H D N, 2MARBEGICB W TEEB LSS Z LIz k> TA RS
5H DT, LATMIZRTHILEKR Zeldovich (2 K - TAERK T 5D NOL 23 1500 °C LL ED &SR
B W TARR S L5 /25 Thermal NOy & FEIEILS.

N,+0=NO+N (1-1)
N+0,=NO+0 (1-2)
N+OH=NO+H (1-3)

Z OEREIIEOGES (1-1) 12X 0 RISDBtE S, NO AT 5. F72, G
(1-1) OEVERH THHLN T VANB 0, BELOOH Z VAN ERIETHI ETEIHIT
NO BERTHAN=AL Lo TS, Fiz, KIS (1-1) 1S b L X — D38
DTE L, BOSEE HIRBERSIZHE R TR, IS KRHR GO B AR T
LHONRHRTHD. =@ Thermal NO, DAEFREITLLFO X HIcE£HED.

= 2k[N,][0] (1-4)



T2 CHREEEEL k= 1.8x10"exp(—38388/T) & 72 ¥, Thermal NO, DL IT SR, N,
BEBIVOBEIKFELTNHD Y

(2) Prompt NOx
Thermal NO, & [F] U< ZEKH O N, ZEEIR & L7e B, KR DOEH Tldie < kRO H
TR D Prompt NO, & FEIEND & D23 5 Y. Z DERILRACKFE D Sy fdfe ¢ 4E
DIEMERALAKFEE Ny EDORI TR Y, ARSI TRROEBY Th 5.

CH+N,=HCN +N (1-5)
CH, + N, = HCN +NH (1-6)
HCN + 0 =NCO +H (1-7)
NCO + H=NH + CO (1-8)
NH+H=N+H, (1-9)
N+OH=NO+H (1-10)

ZS DORSEIEMAL = L X —723 Thermal NO, D Z 31 & b _XTIL DN/ NS N0
FEBE AR\ ELEE (750 °C R M B AERR S D Y.

(3) Fuel NO,
2e M DEFE AR &, BEhICE TN EERIY A RIS LTAERT S NO
% Fuel NO, & FER Y. BB 0223133512 HON, CN, NH, Z#H LT NO 2T 5.

1. 1.3 BAREMIZIIT S NO, SR DITRIR

Bk 2 ZRIRBE RO ITEWISAET D NO, Th A0 21T, EOHeHIIk~x TH 5. H
AENIZE N T ORI Z &1 NOL BHNE 2 3% 1T 5TV 5. NOL #filEF L iz
e L 72 B & Table 1-1 (2% & 67z 27

KIPFEEINZR T 2 NOHHMEIL S0 ppm LA T L i L Wb D L 7o TR Y, PEHEMLAH
Beffy & LTI AR 2 I 2 R A 0% Se i iHiE  (Selective Catalytic Reduction :
SCR) & L < IEflft 2 VW9 B D 2012 K - THLRY &2 4T 5 IR A 2 il 150358 oo Al 1

(Selective Non-Catalytic Reduction : SNCR) 23—y 722 Hiffr & L TR L TW\5D

Table 1-1 NO, regulations and DeNOy techniques in Japan

NO, #EHIR BARIZFH1T5 NO, Rl fE P INNERESY R T B
KAFEER <50 ppm SCR or SNCR
LEEREAYVY) <0.08 gkm from 2005 =L
bSO (T4—EIL) <04 gkm from 2016 ~ SCR+DPF
BEEYB AR <250 ppm —50-100 AMER — %F I SR AAENL

fRfR (Ta—E L) 80 %l (FrE MR D7) from 2016 K NO, = P — KR

2.



TV RE e 2 E R HIC IS 1T D NOLHififEIE 0.08 gkm LA T & 72> TE D,
BagEf & LCixAa4 (Pt), /Y. (Pd) Y (Rh) 2HbWWag
JEELE Ul =il 2 W2 21T > T D, Loy LR D, = ol Coh=RaIz ik
b« BICEAT 5 7o OITITHEGR 2SR 2 HERF LT RS B & 72 D 72D, HET AR ORESE
RENELS2>TLED VT v 7 FEDT 4 —BAxT ¥ UHEN 2T =l 13566 S
TEX7pW, Z22°C, BURTIEHABERT + —BLr= D U HET A O i & LT3k
WD SCR &R LM 2 F5E L 7= 7 « — B AR -4k 7 1 /L& — (Diesel particulate
filter : DPF) O{f A A RS ST ®7.

BRESE DNE W 5 BEHEMBERIFHEA A D NOx HHMEIEL 250 ppm LLFCTH Y, PR
R 2 REET & B NOx N—F—OFFLHET A FIEERTE, BESITKLAR KR
ZOATIKIRIRBE L 72 CIRBE T IEOSEEAT 5 2 & T NOx Ml & L& L
NLeN D, EAICB T 2REME~OELOEE VLY, FEFRI L O
NECEREE D ED T NOKHNE XL U &gk LW NOHHNEZ ED DB 23E 2 TE TV 5.
Z D%y, SCR FEDPSEBAHENHE OB ERIER L SNODH D03, /IO FEFE bt
AP ~O YRR ERE R OEANTEIR, WE#ETH 5. HEHII®%ET 2.

F, MMAT =B D UPET A0 NO, HHNCE LT, ERREFH#E
(International Maritime Organization : IMO) 23 & & 7= 5 YeBi 1E S84 (MARPOL73/78)
(2313 % NO, D =M (Tier D A3 2016 EA S LTV D 7. ZONFITFE
W BN T — R BHED S & 512 80 %HIHT 2L WO D TH Y, ZhUTxind 5

72012 SCR 72 EDF AR S TN D.

1. 1. 4 BEfFOHEMBBAE BT
HET A E £ D NO, DEFEE T & L C—i7e b ol Bk L7= SCR & SNCR
ThHH .

(1) BRPAREE STHAEYE  (Selective Catalytic Reduction : SCR)

Fig. 1-1 {275 L72 SCR OMEEXIZH 5 & 5 (Tt B CTiEooAl (NH;) ZEins i
ToRLPRIT AP, Y 7o R B O R w35 Z LT kY, TRICR T RIS
0 NOZEE/RN, & HO It 56D THD .

4NO +4NH; + 0, — 4N, + 6H,0 (1-11)

Fm, TRAE—EUR0F —B oD EOREEZE GO @ WHEHTEN S H 5
NO, & 20 %FREEE ATZHEN ZZHB W TS N OBAHSUCEIT L, v DA PERE & 58
7 5.

NO + NO, + 2NH; — 2N, + 3H,0 (1-12)



Fig. 1-1 Basic concept of NOx removal process by SCR

fii F &2 BUAHARELIE V,0s5, W05, MoO; 72 E & Ekr & Lz =01 2RO D3 —
K TH D, — A7 BAH AR EYERE OTEPERLPH X 350 °C—400 °C ThH o722y, IEHTIX
200 °C A+ IT 1215 2 R S IRIR Al AER0 500 °C 288 2 5 I et bt L 7= il D oD B 38 3
REINTWD., FTo, T4 —EBAZ P BEIEERNITICHAREA & U CTRHBKRE VTR
% SCR OB LITOI TS P, L L2225, SCRIZEWTH AR R X BRI
KOMDD. KIJFEEFR E DR ZRRBERR AT IZRZE L TWd SCR Th D08,
oh U NBURL 0D BE FEM AL ER i BRSO C T 4™ 5 BT SCR DR E AN—ADRKE IR % v
7LD, Filo, BT AT SO, N EENLSGS, EILH THSD NH; & SO, 28 Tt
R TAEFEROG AR Z L, ROSERY E U ChiligkFET =7 2. ((NH,) HSO,) 28
BT %D, ZD%, 350 °C UL T OMKIEEERR T (NH,) HSO, 2R m AT H L, P
EBIOEREZSIZE LBMEEMETLTCLEI W o®mELH L P, £/, 400
°C LA EDEIRIZZ2 D & NHy A b 41, ZAUT VD NH; 235800 U, DS PERR AR T 9
5.

P EOBEICE Y, BEEMEAEERZ~SCR ZEATHI2IX, TAh) &R - B3
PERRZZZEZ X DA L 2388 5 7212, SCR _EFRANCERE ST 537 7 4 v H % 200
°C LFCIEEE L, A AF T U HHORE - BREE - B - Biia T o7 &, MEEET
FFEE 200 °C LLEICHIE L T BIEEIE AT 5 FOMEDH Y, SCR 22 TDFEEY)
BEHVF ~DOHEFERL RS OEAT 5 OBk E LCHREETH D L2 5.

(2) BN MEAR R STBLAETE  (Selective Non-Catalytic Reduction : SNCR)

SNCR &0, flfifZff eI, mRdET 2T NH; RRFE R E DR IH| & IR & 1A
. NO, Z BN, & H,O IS T A TH 2 Y. Z o ETIE, RS RET)
O T A FAMEWFR A BT 20, AU 750 °C (BEEIFA H A HET AR Y),
NH3/NOx E/VEL 1.5 1T W THLAHFIT 40 %R & BAHMERE TRV Y. SNCR T v iifH
PEREZ S 272 DI2i%, EItAl%Z Temperature window & FRIIA 2 i 1E 72 HE A A I E

4.



(900-1000 °C) (TR ZiATeZ ENEETH D (Fig. 1-2) . Temperature window (Z5%f L
T, BUGY OIRE MBS Tod 5 LRITHDSOR L E T, BAHTEREIME T L TR
J& NHy 23384 L, W2 @RI R AT LB ITHIA L LT NOL T/ > TLE 9.
HUINERE O R BERIEE CIXHET ZREN H E D & < 72V D T Temperature window (23517
%53 IR BOSKER NV, +53 22 MisEtERE 275 H 7wy, K - T, Temperature window
YRS L <IHMEIEM A~ 7 FE&E5H Z L TE AT, SNCR IZH/ NI OBRE IR |2
HISTE LRI HIICHLEBEZLBND.

2%0 |
P ] .\ - Temperature |
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o ] \ sl
% 150 i /
- ]
a r
D . /ﬂ/
'bu: %50 . / —
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Fig. 1-2 Temperature window of SNCR process using NH; at molar ratio (NH3/NO,) = 1.5

1. 1. 5 SNCR g B2 B8 5 BER ORF 42

SNCR OMEREZ ] L3 272 DIk e TN b 07 T a—F RN A b TV b, filx
X, WEAITdH D NH; IZIHRINAI A RE 5 Z & C Temperature window OAKIRAL 2 7772
RIS DB A STV S, Lyon BIFMAEANC Hy, ZIRINT 5 Z & T700°C L5
TIRIEE TR S S T 5 Z L 2 A L2 . Wenli 512X > T HyYNH; BV =
0.5, NH3/NOx E/Ltt = 1.6, FRFRIRE 0.4 %2350 T Temperature window 73 145 °C (&K,
iz 7 bTDZ ERHESN TS 'Y F£72, Azuhata 525> T H0, 2T 5
ZLETOH 7 VHNADBERKL, BRKSOMEESND Z & borank 7. £7, Cooper
I H,0, Z RN L, Hy0/NO E/VEL =0.7, HEA AR 690-710 °C THLAE 70 % 4 Gl
L2 e aMiEL TS ™ Zoftiicd, Wenli 512X~ T CH, < CHg DIRINS H,0
DM, Lyon & Longwell 512X 1Y CO DEMMNHE STV D 2.

-5-



Z O b BiAEA 2 O LW I 2. C, P ER 2R AT iE bW <o Eh
TU 5. Salimian & Hanson &R & Bl & L CHWTHMERERZ1T-> Tn5 2D,
Arand H13JR3E (CO(NH,),) ZMWifHAlE L THWT, JRFE/NO,E/LVEE =05, HE0 AR
Eqummc ZRWTHAEER 67 %L WO RERE/FT, IREFELZHNTS NH; L [RIED
BifstERE R4S SN D Z L &R LT 2. £7-, Perry & Siebers [ZMiAl#A] & LTS 7 XLER
(CH3N;05) 2N Z EZBRLTWS P LosLAans, DA i 2z
% FIECWLAEAIE Db D& BIOLFEWEICEET T H 2 L1, #ERITHAY = A R 2 A
STLEW, ZHILETIIEL RS T

Z D%, SNCR HUKTHEH T 2D TidZe <, hoHilr& SNCR Z#lAG bW 7o Ea8
SNCR OWFFEDE /ANATONTZ. REA EGIZEZVPET AR ~F Y 2R E AT Z LI
X5 TNO % NO, ~RILL, A7 I NR—TRETDHZ ENRESNZ M. AV v off
WMIRE LTCant mBICLD O, b A Y U aAERT 2 HENERA SR, EHEOH
. 2 A M EBICAAGDLTEMUICIZTES o7z, F2, NO b+ 5 HikE LT
AL ) =)V EPET AT D Z LA Lyon HIZ X DIRES TN D 199,

flliZ H Wallace 1% SNCR & SCR Z#A G bW TSR & 2 A hOHE THONT
A& >TWD P, E£72, Matzing HITHET AICEFE—L 2 BT 52LTTVHL
PO % #%%8 L NOx, SO, Db « /3R it LT g 200 LonLedi s, P A 2RI
B LT 2018 L <, EEOSIZ S RERIN 05 70 EIENR S 5. — 5T,
Boyles (37— 7 MBIZ X VBRI E-T VI 7T X<ZHWTC, BEAITH S NH;
BT ONMEESET, PEHAHRALHE LA HIEEZIRE L2 Y. Boyle HIXZ O HIEIC
XV, BiHE 94 %FE TSNCR DMREZEOH DL Z L AL, 77 X~ mBhric v
L0 AEE R L.

1.2 KB RLX—HEDRES
1.2.1 KRz LFXF—tasid

WHAREKLIE, 2RERICHT HAKNBENLEOLEEN EHLTEY, £l
PEVK I FEEOREE T A S OWINTI A ARF L > TELESTZETH D, £z,
KIPEELHEO T CO, rHEOKIERIEMEZ H 725 L, FeosEOPEHEIRK B IZ o
BiBlICHb RN DEEZLND Y. TOD. BIECERBFEET R LY —IC— B
FRFELNTIIND b DD, JUEIZ L HFELENHISC, A IFEED 100 730 11T
TEIRNER = Y, HIFMREC 2 2 N EORBERFEL TS, Z O3RN
5, BAERRBTRLX —CHIEENEKBRICEBIGT%, T e FERRENE A
EHEMBBHICHENT 52 L C, BAEFMREZRALT 0T AU v Mgl 721 Thel,
HIBRER BRI L WVRIRFB S OMEEITEI 9 & 55 “KFTRVF—E” OFEBUTM
FTIE L T&TW5

Fig. 1-3 1R L7z &L 912, HARICEIT 2H@si & RABMICKEIT 2 =L ¥ —fH

-6 -



BIIAKRO 6 H %2 5DTn5 Y. £, 2 TMEABREIOKELTWEZ LD, 20
2 EFTIZ B W TE A BREHEEIRE 2 B BAE L 72 W BR Y, B AROHERIEIRAL 2 M+ 2 =
EIETERWEA Y. RIETHRA LBV, KFBIESHARMEGIRE RO T,
KANDI Y=V R NVXF—TCThDHENMNNTHD. 1981 F£ LV, FBETIIK
FAPRELE U 2808/ D BRE - SERE A FEAYIZ1T > T & 7. KEOFNEHHE
BRI Z & D, FEMBREIEMR (X7 7 —25) OEKL, 2015 F0 5 1 TRE
i H By DO IRFE BT 2 BEFE E Tl b B Wiz, AKFEOFNEH 2Rk hiE, Hx
X —, TRAF—X2 T ¢OmEET TR, EE - RAESMIZB T 5=
ZHRA ADOPHEIIRIBICHIR CTE D B2 N5, £, FERMOICHAERRET X LX
—NORGESINTKFEEZFIHT 2 2 & C, MAEO =R LF—HIGRR LSRN 57
W, KEFEZAXNLXF—HEZOFEABRIIRENEBIOLNDS.

BT LY —EROEMBIFR BRARECES - DANSHESoAETD
(2012 8 EEEAMOERES (2012 £6)

Fmfth 4.2%

(g BZAI% _gwo0% |
4iI|IIIIIIi:-
\_ M EEF R L y EEpE O y

Fig. 1-3 Energy consumption of the transport sector

1.2.2 BEfE DK RRIEEH

KB R X —HAiTIE, TG B O Bk - daiks, (s - FIHERE & 22 b7 5.
A TIE, KRFERIEIEH LA OKFERGE Y 08 22O TLL T O Table 12 1I2F &
5. BUE, ERAKRMEIE, baRE (RERT A, 7 79) OBEIZL > TTED
IZELE STV AIED, BT Y — X TENSORIEKZETH S, FERIOICIE, KD
HKESLHAEFRT RN X =N OENEHNTEE SN Z LGS D13, B
HNCEBID IR SV D A A~ R, KEV R, S, 1S 7' m & X 7e & DK ERFEK
FRLEHM SR STV S,



(1) ARAKRUEE

ST, R 5000 5 b BLEDOKENRARAT A (XA H ) F7H R Eofba
BB BBRE ST D Y. flix OKFERIE T 2 2DOPTH, RERTADKEKLE
MEL L TCTEMICEMEENTEY, 2KFBEEED 50 % L& EHTWD, kK
RYEEE, CORCO 2ET KR v TFRIBEN AZMET HHNE TR E, SZEH A
DO 2 RO BREMAKET AR L, HRIZE > T—EDH, /CO bz R OIRE
T A %G5 5B R TRRO — SO TEN LR SN D . RIAT A DKREK S E RIS,
TREIORTRUGSEUSE WSS (AH =-2062kI /mol) TH VY, ik CHafask A L&
T5.

CH;+H,0 — CO+2H, (1-13)

T2ERIIZIE, Ni KA 2 FE3H U 72 [ € IR BUGER 2 BRBE /S — - —12 K D 700-900 °C &
VD ERIC BT 2 iR RS RO T H D 0. SO I S ki~ D R FEAT SO
BOWRE DR X DD IR 20T 5 720, BB OS2 b n b L 0 @R
KRR EMHT D 2L OKIRE [RFEE/AHD 3.0 BLE) 20, WERNIM T2 %
F5Z L, ERRLMR G A A S5 2 & T WEKGORISFEEZ R ESHT
W5 Y BSOS CHIBRIERELOJRIN T D BRLIRENHEH T 5T AV v N &2 F.

(2) #olebis
HEMOA AL, FRIRTISRO X 512, FERILKFEO & imEDH 5\
(FZ2ERIRPHAC T T 11001500 °C, [£7] 2-6 MPa OSSR SRfF THRBE S &, £ ORAUC LY
eV OAbKFE KRR EWEKGSE, CO & H, DIRAET A&HET 5 HETH D
28)
C.H,, +n/2 0, — nCO +m/2 H, (1-14)
AR EIEE, A2 LB L Lan T2 DB OARHIIC K DHIFINE L A L7 <,
BEDRIKRFEOHR I DT AHRLEE M EBFERE LTHWS Z ERAETH S, Z
ORGET B 2121E, MBBEREEE S M E CRRREEETERTI R MR350,
IEALBLSRAT T D 1o DRHE S N L VEE A M RRE LA L ThilkET 280
WENL WS XY MRHD. T2, Hy/CO=2 DERHT ANERTHDT, AH ) —
N FT AR RN 2 0BIEICHE L TR Y, RbLREMRGELE LTS OERE
H£HTND Y, BURTIE, KARKSEE L RS, TEMICEMRAHEL STV DA,
R BRSO RS HT 3 B BRI TR D ALER 72 & a0 A M7 EN S < TFET 5.



Table 1-2 Classification of hydrogen production technology.

ik [R5 AWSIRILX—FE BRI
FHKHA R
KERREE LPG B ERIELRIL
Fo4
EEH
EABILE e ERELAIL
167 & BRI 7 ik
ERWEE 2 ERELAIL
’ Fo4
245 27 ﬁi'; e ERELAIL
BENE x EH ERELAIL
ETH
L2 x ERELAIL
77 H% j{l‘%ﬁ'ﬁ
FILREEFAA NAFTRESE  N(FTR , ERELAIL
WMEW
S x KB H HEBARLAIL
IS 7a+X 7K B HBHELRIL

(3) KT v ARG DRI T A

RIAEKEIL, ZERTHET OB ZADORIENE L TEEINDGKEDOZ L THD. K
NETHE, fETcoa—r 2WE T o X, WECHTM Y — XA FEROBEER 7 o
2, FibFE T aw 2RnH 5 Y.

BEEM T 0 AT, FRIORTEIICHFBL Y — 24T 5. BLIKTIT,
9 75k (10 8 Nm’) BIEOKZNRIAEL TS, ZOKFRFIMENEL, T TI2s
IRENTKFELTRHHINTWD.

2NaCl + 2H,0 + electricity — 2NaOH + H, + Cl, (1-15)

REEPT D & OEIAEKFIL, TR T X 2 IZAKAE 1000-1100 °C THZRE L Ta—7
A BET DM THAESND T AT, a—I7 A4 —T A (COG) EMENS. Bl
KT COG 38R DFESIFHCER, FERE 2 CREFTN THIA S TR Y | KFELH

-9.



W9 D5 A TR A R T D BN B 5.
CHy50p> — 0.8C +0.2CO + 0.4H, (1-16)

E5i, JTcBI T 7 VHE T o X, = F L UART R, AR
DR 7 v XA 21T T & T 5Ha DA 7T ot 20 61%, KEEZFERITET LA
THANEES NS, BT B T A LBERIZSUT, 77X 0T 7 bRAKIE
Lo THREESNTE Y, BURTIIIMR SN TR WD, BEIR ORRIIREIN H 5
EEDLNTWDE M, F7o, BRFEMESCA V7 TEBEORBR L, 47 B AR OKFFRENL S
NTIRDoTN, BESDOKBZF VX —HE~OEADOREE Y 2 LH-ICHEIRN T vt
ADEANTRIND.

BEEM 7 0 A0 ORIAEKBIIMENENS OO, 22— 2R X OVHE
W7 2 BT HRIAEAZBIMENERNE NI T AT v hEF-TWnE P Zofk
D, B IOKFRERILE OB, F 72N O AT E 72 ER A E T AR AEL TL
F9. BT, FERMICIIAFRREDERF RO OND T2, vV —FEMA KT
CO, ZFE Len b O BUEEHET-CREAT COKFRE 7 & 2 TIX CO, W RET H7-
W, KRBT Z 2 b ORI E AN L TRERBEORGTT b MBI/ > TL 5.

(4) A A~ AHLH

NA F~ R TFEENSHETH DD, —RITITAEER OKEHE, WEE, CTASAH,
WAER, MEREEe L) LBEEWR (RFEMRBEREY), SERBEIEY), MH - BEAK -
HEERBER, JKPESRBEIEN), X, FAKBRAREY) 2hnnd P, I—Rr=a—kJ L
DHEZITING, A I~ ZTHERIRRALET 26T 5720 TR <, IO RG M, %«
E LRV —FHAHE L W O FER S 5 720, ARV The b Zfi 22 K B FR
ELTHIRTES.

A F = A6 OARFREETIE, CAEIR & R TR T 27 et 2] &,
EMLFR T AT v 2 DPMFAET D PRI, /3 A~ ZZEE T TR,
R, MK R & OALFROG 2 T S, Rl RS2 RIS T AT
HERT 2T at &, BEERAD 2T e 2ng T ons. BE51L, M A~ R
MAE ZER S TRBIERICE S THA~NOLEBEED L L OTH Y, RFREMDK
FERIR T AL TIE D 203, HWHRIRSFRGIF CEBICTEZ DR EZH/ L, AX U BTt
A, KBRET O EANETOND. N A~ ADHT AU L > TEKRT D H AL, E
KR, AX v, —BbRFE, “WbRFEE RS E L, BB AL REI T A & L
THIATZ%.

L L, "A AR X TEF v — (R BREICHEAL, EENIEE LT
LE D DI ZEDORNGHAMBE L 725 . 8T, ol BRI ORIV ETHD.
Flo, N A~ AT AEEINZ LD KFEI X MIANA A~ A3 X MUKFET 5720, IL
X EEDZaA MERALETHD P,
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(5) KOER, BBIUONGHT ot

KFEWE L TKRERATIIE, =3 X—L L CTHER LERITITHEOKOETRES
Z LD 0T, BIROEKNIFEEE T LR R EOREL RO TR 7 ) —
BKFRTHDEE 2D, WIT, KEFEE LT Y —rlokFErREICHEST L
REREZRBTHZENARAIRTHDLEZEZLNTWVD. BAERRE= LY —ZFH L
T, KBAFEEET DTk E LTIE, KOBRNR, BOIR, Sof@nzét o
ns . KOBKMICEL T, EAMESNTOWDDIET A Y KEETHY,
EOREN T > TN LI R ZRFON, =R X — MK < BB A K B i o
ZPMIRESEELTLEY. #hFm L a2 MEEA R LT, B4, BEESTE
R K BRI - ERKARKEMIEORBENED DTS, KOBSRIZEAL T, K%
BAAIZOKFR LRI 21203, KO REOED %7 X H T 1L F —Z28075 0 1272
DIRE & LT 4000 °C UL EOBERNBLEICRD. 2T, BELLEOLERG RS
DETHAS 7 VEL, ZOVA I NVTKRKEGHETHFXF T AL —%2 0L, LVIK
B CRISEETSETRESMHET DL LT a v ARKOLEBLSE SR THS.
—IRIZ, ZEEMLS IR A 7 S K, KEIKSE LIS D ik KOBYLE
OyfRiE E MRS, T ORISIE, WEASIGIZ K DT 1L X — LR T S BTk E
KFELBERITHRL, BEBOS LV BE T 5 &) —FEO B & fLD Z & 73
TED. IS YA 7N UT-3 A 7L 7, Bba B FkFEREY 1 7 LD
HPEBLFRETH 2 OMNBURTH L. KONGFIZEI LT, S KEGE = 1L % —
ZPINT D L, MEFHICHOIBEBTFMoEHE~LEB L, REHETLEAEZELD.
Kx DRT X VN, KEREE - BILTE DEMITHIUT, [REHE IIKEETL
TARFEEHRAEL, EATKEBILL CBEEZRETHENIAD=XLTHD . =
IVETIZ, $IMERDIEITKE U TR T 2 AR BHIZHE A ST 5238, S8R IT
KD AT XN X —D LT NE HDSITBE 2. DI, KBEHICE > TkFEE
NRANER T DI2IE, AF TR —D 43 %% 5O 5 A SED ILNOERFIHIC 6 L
TINET D HMEEDBR N LB L 72 5. TDOI2IE, N2 FE v v 7 2 WY
TEDIEENSL, POEEHFE I MIEFHOENIKFEB L OBELHAETE L L
SYUUZH Y, B FNLE &0 D SRR RER S D, T, AR T <
OMETF LN TNDEHLOD, KBRIE~DIEHE WY BLENLHZD &, RUWSFH %
L, TRAF MR EABIZITREEREVERTH 5.

1.2.3 AFEXx V) T ~DixH
1.2.3.1 KFEx¥ VT &I
KFE, 7V —rThHdZ LM, {LABREZT T BAERRTZ XL —nb b
BIEFRE C= RN X — GO ZRLICTE T 5. 2L, kDAY v METTIE
KIFRI2 G R RBLCTE o2, HE, 20 FrNICHETMRET R L —bKkHEE R
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W&, Hs, A LA D WE-NET #EAS 2 Z — b L7278, JKSEH| IS TR R R 3
FENONBIRTH D Y. ZOFEKD 1 DL LT, FiEE TCTRRTEZKE-E T 0
TRCBFHMERRTOND. £, ®ET HERITE 10 MPa LU EO R & KR A3
VBT, BT 2 BRICIX R R KSRIZ X DM BHESS (A3 L 2 & 72 BT B BHBR 56 23 0 B2
RE, TRAXF - ARFELTLE . DI, KRLZEAE TH D Zeh 2% &I
BT « B C & B HIESFE L TV, STE T, KEORD IR - Bk E S
BAKFEHWE OKFEXYVT) ZEAERRET LY —CllE L, KELHET D ER
B D LWV FTZR T RILF—2 AT AN, KFET RILX—1E B EH O 7
HEEZBNDE Y. ZOAFFY VT ELT, FCHEASRTVWALDELTT VTS
T, AFNvTa~kdtr (A RTA4K), X, A¥ ) —LARFEFoN5.

1) 7oreE=7

TUER=TIL, 178 wt% b OKEREEAZA L, KEBEEAWEOH TITEHE L K&l
2t EfET A2 LIcko T, EiEA O 1 MPa UL FCRSICIKILATRETH D, K
KT =T ORIV X—EEIL, WEKED 15225 THY, KFELHATEH
IRV — SN A RECTH D, ML & T =T OFFOF ST - kD /
UNTPEL SN TWDRICH D, £z, TorE=71F (5) XRTLHICWHET D
ZETZRNF—THLKBLEERDHLDBHFGOLND Z LD, T LRFEZPEH L2
KFEFY VT ELTHI/FTES.

NH; — 1.5H,+0.5N, (1-17)
Lond, 7V E=T 20 L COKEZ R SEDLDICET 5= 0)LF—1%, hoKkHE
X U TICHARTELS,, 2hRMICKRFICEBETE DR R bR, LavL, kRS LTK
FEMHT L0, BAETRETZAFZLIY G2 NI ERT2H00, B -
Wk TREZ G5 Lka & Mo s Y,

(2) AFNnvra~xhr (GANA T4 K)

KRFIEIRIC LV KRFEE PV ACEESE, AF AT T~ b UTHIR -
WIERM TR « Bk 2T WOIEEFFICBUKFELIGIC L - TKFEEZTRD HT ik
(B A RTA4 RiE) BRI THD . b b AF L7 a~FH 03, (b
i & L TR I VB o 1 —IC KD REBREZT TR, m— Y —ghE &Y #Hil o
E NS, ¥ 27 7 & ORBTHEGE R b ERLENTWD. Iz, BEfFiiE-A v
T ERKRIBIIEHAT A Z N TEX LD RAL—ARBITRMETX 52, na<, —
95-100 °C DJRVNEFEHIPH CHRIKIRIEZHMEFF CE 2728, HIEK EOH 6 HEREE T TR
BENAREE T, M AL TERENIONA T 7 TV ) U HME L TREICEEINTED,
WAL CORERENES T HREEFFD. £z, 207 0¥ R T % ]
HALTBY VA7 AARETHD. ZNET, FEBE BICRILKFZRILEH THD Z
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END, RMIFEERIC L0 M B TREBESITHT D &0 O FENFEL The, RF4E
FT X0 FRAE OB L, B TdH o o KFENTH 2 Ml 57210 T <, &Y
22 BRI m R KSR & T &, HAEBME £ TRl Lz ¥,

(3) XM A¥/—IL

XL AKX 7 — L, &EHIZHTED A F v 7 a~FH AR TR K EEE N
. F, A — UL T, TEMICKEKWEIED L SN TR FEAko
MIZBWCIEARETHL EEZE26ND Y. L L, TROKSICEY, ZhbidkHEik
HHIRFC B LIRB AP L C L E 9 7o, KFERLE 7 v ' ZADSMT b iR ki FEENL
AR EEEALRWEY, HEREBLOETTHAREIND.

HCOOH — H,+ CO, (1-18)

CH;0H + 0, — 2 H,+CO, (1-19)

1.2.3.2 KFEFxF+¥ VU T7DLE
#1212, AW TR AFHOKET ¥ U T ORECONTE EDm b D &R .

Table 1-3 Comparison of physical properties for hydrogen carriers.

AF) T ) o
TUEDT g AH ) —)L WK
~EA
b K] 240 374 374 338 20.3
E v e [mass%] 17.8 6.16 4.38 12.1 100
IRFEK R [kg/100L] 12.1 4.73 5.34 10.3 7.08
KFEMHT o Z e —  [kI/mol-H,] 67.5 67.5 31.6 43.8 0.899

XWg AX ) — /ML UL, 7TroE=T I EBRBEKEBENRE O E W RS E
AL TWDLD, KEHFFZIAET D “RIGIKEDFERLT RN F = ROEE B Y
WD, Flo, KEFEMHZ L ZNE—IZEBLTT VE=T EATF AT Tt
EHT DL, TUR=T L CKFEL R ST LI E L= vF—L, KFE
DRFET R F— (286 kI/mol-Hy) D 10 %f2EIZHEDH. —F, AFLvra~ti
VOKFBIHET AN E =X, TR TICHART 2L EICRY, KFEOBRETZ 2L
X—D 24 %Y T DH. KEHHIZESLIND ZRLFX—DEIENLVNT EKFITE
KT DT, TUE=T OFBNERTHS. £, TVE=T L AF AT a~Fy
EEAERMRET R X —CHRIET 2 LE LR, AF Ly 7 aantHrofiligEa x M
TUREZT D100 FI025 EEDR TS, KEZ LT —HEE2EHRT HI21E, KFHE
BN OS BICHIE CEX 20PN EETH LD, WAL Y 7 E=T OFH M
KEFXYIUTLELTHETHDLEBZDOND.
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1.2.3.3 T rE=7T b OKEMIEICEET 5 EEEOHZE

AIED (1-17) KO X1, BOBEZFHLTT =7 0 bAKRFEZTY HTHE
WIEEIRA LI D, 207, BEIFMEEAER L7727 =7 B RSA ERT
B 00 (1-17) ROBE % LN 722 RS CHEIT SE D120, BA05RE 23 @ < 4
BEMEIENTZ TV R = o 7OVl (Ni/ALO;) AMER ShTE72 Y. 7272L,
= 7 VI TIE 800 °C LA EDRIRENMLETH 5. HFRE L2 TIF 5701, fHa
DOFBEDSIRET S A, VT =0 AR b B OAMEEME A2 R T 2 E S BT e o 72 P,
T THELT = U A (RWALO,) M+ 52 LT, 7 E=7 % 600~900 °C
THfRLKFLEHREH/LZENTEL Y. AR ECBNT, Vv T=U LA, =v7L
[ZIEWa L b, $kE T U =T ORI OW TS D L, AT =T A > =y L
> a0 b >ERONEE TIHEMILRA 5. 7 o= T OMRIRTRICE VT, RIS
WS TH D Z LD, ZHSEBMBLD T T =7 43R5 M )13 %8 SR O JEPE =
FAF—IZEBEL TS EHE S TS .

LML, BB THDHNT =0 MlliE= > 7 /U e~ T 100 50 2 &2 R 23 384E
LTCLEI. 72, A4 MW TS L7oKFEZ2REFERICRI AT 28, Tl
TURST DO KFEERETH 2 ENEEND D, M XD B T IR O INEARE
% CKBRENIBE D ETILHHBREDOKRMBNETHD. ZD%, BHICT E=
TEAKRELZEET AT e 20BN EENL TN,

1.2.3.4 KRRET T X~ %& A5l

TT R LN, MEOE 4 RE LTINS IEFICZR LT —DOEWVIREETH Y, BT
EBTICaINTWD, T AOFTIE, TOEFO—OHRNERTINESND Z
ETRWVTZRAF—ZAIR L, BWITITEFREDOLDZMRD TREVIREEIZZR S, £0=x
INFX—=DHAZFIZHEZBNEZ LT, B, BSOS Y, ST
20 2 MBS R ORI A D RS AR T E B Y,

AT, Wi HETT 7 AN END L9122, KKIGEWE TH5H VOC
DR 3, A AR A R U 2R R ORI LB, MO %L
DDA ARG T2 & OMEIBRFE T E, & BICITRECIRE 2 & O ERSEICE TIsH
OIEPIERENTE TN D,

RRET T A~ OHFTYH, APFFETITFHFEAR Y 7 HE (DBD) ([ZIEH L TWS.
BEANY T HE L L, EWEICH T AR EOFERE RS, ZREEEZHNT S Z &
TZEMBNRTEAL LB IER e i (79 A=) 2k 2 E XD L Th 5.
HEMRIC L - T, HEERD IG5 & RIRFICEERICER LI-Em A E R
BT D700, HAREIXIFIZHIRICE E 72 F FEFRED 10000 °C IZ# 2 59
VT T R DR S dL, Hx eiB R 2 F R - WE TR T E 5 0.
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DFY, KRET T A< ZFHT 25 Z & T, MO OBJRNREIT /2 5721 Tl
<, TVE=T ZHAE SRR COfMTx, KFENPETX LD TIEARVWNESE X
5350, DBD [CXLDKRRET T A~EHNTT V=T 20T 28T L AL
1T T,

1.3. KB D BRIPB L UOFRSTHERK

Z 2 F T NH; & FW 2 BREEA > NH; 205 O/KERGEICBE L CE R LTE . Biny
FEMIZBI L CTE 2L, SNCR (IR Z M & H A a2 b RV D TR~ 72 NO,BE
HHRIZ SIS C & 5 ARt 2 R D 7o BRI A £ T d 5 73, Temperature window (2 & 2 i
FEWIHIRNC & 2 HIRRRRE 2 i T e 5720, 2o HEE LT, BIETIET 7 X~
Hfr &2 O CHEAI CThH D NH; i3T5 FIENF N THY, kxRN sinT
WADFEEEANY T Z VT NHy 23 2083k SivTunian., E£iz,
R U228 NH3 1387E, KFEF v V7L LTHIEREZHED TS, HUIR, NH; 22 HkE
ZRLET 5 ik E LTI B A2 O 2 BV RS — X T d 2 7%, BREMEM & G
b THYA FTHWDIGE, KFERER M E TORBIRRHSCM D15 7KE O S
{b72 R REMEITD 2 20 REAET Z ALV FRIND T P AIVRISIE
BUGIREED & THHWD T, BEEAT OB TR ONTCRRET 7 XA~ X5 NH; i
& - R % o AU NH; 2> H38GH 2 Hy, 215 25 5l &2 B3 T & 2 alaethi3dEw1c
AR AT

Z 2T, AR TIEBEERANY TIHEBIC L W BRESIEZRRET T X~ % HUWT NH;
Zhi « R S 7-4CE NH; U A% SNCR WIZK& AT Z & T SNCR (I2BT 5
Temperature window OIKIRAL AL S . £72, Z ORI/ NH; Db - s H ity 2 s H
LT, NH; 75 a0 m il k38 2 s (LS 2 5o iesr 2 RS & L=, B3to
BAlvbaTs 2 B & Lo ARG O A2 L T IZR T

%1 T NO T L D EREEEICEI LT, NOLELEFIZH T D SNCR DL HALE
R SNCR ODFEMMAZ EO DT OITRRT REFER LM L. —FH T, =3 AFxF—5%
WCBWTKFEZRNVLF— SRR A~m -8R ZfHaE L, KFEXv¥ U 7L L TD NH;
DEEMZHmLUL. LT, ZOWMT—~IZBWTKKET 7 X~z H\ = NH; iE
DOBEEMEZFE, BUEH 55N & BHAEOMSEHl 2 itd 5 2 & TR O E 2% % PRk
L7z.

F2®E [RRET T A ERHWEWE NHy A ¥ =7 > a UBEEIEORTE ] T,
KEKJET T AIZ X OWE Uiz NHy HAZ WD ERE GET V=T HADH
ZRAPRRNE 24TV, ZOFER L 0 BRSO FEGY 2 = L— 3 U&7, WET v
FE=TA V2 a AEICBIT DRI RET  BRE LR E RS,

F3EIRKET T A~ & Vi NH; D OB FE G T /A A O FARRE AR |
TlE, 77 A=V 77X —%H\T NH; OBKFEEREIT, KRN AH 0 NH; 2
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ORI, HEENEZIEDLH LT, RKKET T A<I2X D NH; 60O H, il
R R DY T2 ST I A

HAE [TIX ATV YT 752 —% e NH; 5 O Efli KSR ke s T
NARADBFE) TIE, 7T A~ VT 7 ¥ —EKEGBERE A G DT T A~ AT
LU 77 % — (PMR) % HWWT NH; 206 OKFEFEREZITV, PMR O/KFEEERHE
EORFERFE A A LR 2R B,

%5 EIHBISMNT 2 W= KT 7 5 A~ FTO NH; DR A B = R N OFRH |
TIE, PMR O KFROERHEZ & 6D 2~ FERUSHITIC L 0 7T A~ BOSYHITET % NH;
OYREG DI A T3 = R DRI ZAT, T LA 7 Z)—"T 7 7 X —DOfat & LTk 3
iR,

%6 [HFh] TlE, A XOBRERIET 5.

- 16 -



1.4. 2E3CRR
1) PERE, FAZT, fHEE: SR XD RIGY% & EIREE, Lk E,
17, pp. 32-43, 1973.
2)SPM & A F L FDAER A B = X 4, BREEA.
(http://www.env.go.ip/air/osen/voc/materials/101.pdf)
3) HTHAC T, BRBEAE R D3 AR & IR, 1997
4) Hrlilim, TEFEST, VORRIE—, PRBEBLG O LR, 2001.
5) IZWV U A & NO, DHEHFEHEE— B, BREEA, 2012.
6) FBHLIZKIT 2P T AN SN, B 250,
7)IMO K OB IS 1T D RSN B9 2 Sogr@hm, Al L —Hifitz o
A —,2013.
8) HAMEM F-2255, No.1061, vol. 110, pp. 308, 2007.
9) Journal of Society of Automotive Engineers of Japan, Vol. 59(4), pp. 128-132, 2005.
10) HRDZ J—>ra—)v7 7/ ra— NEDO, JCOAL, 2006.
1) gaARES, L, =ARE, 0 BREESHR, vol. 33, %5 5, pp.298-301,
1993.
12) ‘FHAME, EEFLE, SR)IVA, AR SR E7 vy 7 RS S, pp.
31-32, 2005.
13) ZRE, #HHE, AR~V 2 V=T U SRR S6 BRI A BE A TRE,
pp- 25-30, 2012.
14) R. K. Lyon, “Method for the reduction of the concentration of NO in combustion
effluents using NH;”, US. Patent 3900554, 1975.
15) M. Jodal, C. Nielsen, T. Hulgaard, K. Dam-Johansen, 23rd Symposium (International) on
Combustion, pp. 237-243, 1990.
16) Wenli, D., Dam-Johansen, K., Ostergaard, K., 23rd Symposium (International) on
Combustion, The Combustion Institute, Pittsburgh, pp. 297-303, 1990.
17) Azuhata, S., Akimoto, H., Hishinuma, Y., AIChE Journal, Vol. 28, pp. 7-11, 1982.
18) Cooper, D.A., Journal of institute of Engineers, pp. 78—84, 1988.

19) Wenli, D., Dam-Johansen, K., Ostergaard, K., The influence of additives on selective
non-catalytic reduction of nitric oxide with NH3. ACHEMASIA, Beijing, 1989.

20) Lyon, R.K., Longwell, J.P., The Proceedings of NOx Control Technology Seminar, San
Francisco, CA, pp. 237-256, 1976.

21) Salimian, S., Hanson, R.K., Combustion Science and Technology, Vol. 23, pp. 225-230,
1980.

22) Arand, J K., Palos, R., Muzio, L.J., Sotter, J.G., “Urea reduction of NO, in combustion
effluents.”, US patent 4208386, Assigned to Electric Power Research Institute, Inc., Palo

-17-



Alto, CA, 1980.

23) Perry, R.A., Siebers, D.L., Nature, Vol. 324, pp. 657-658, 1986.

24) Izumi, J., Murakami, N., “Process for controlling nitrogen oxides in exhaust gases.” US
Patent 4350669, Assigned to Mitsubishi Jukogyo Kabushiki Kaisha, Tokyo, Japan, 1982.

25) Wallace, A., Huhmann, A. Boyle, J., Albanese, V., Fuel Tech Inc., report no. PP. 522. In:
Power-Gen ‘95, Anaheim, CA, 1995.

26) Matzing, H., Advances in Chemical Physics, Vol. 80, pp. 315-402, 1991.

27) Boyle, J., Russell, A., Yao, S-.C., Zhou, Q., Ekmann, J., Fu, Y., Mathur, M., Fuel, Vol. 72,
pp. 1419-1427, 1993.

28) NEDO fJ/EAIRE = /L —Hlf S 2 fit, SZATBUEN  Broxn¥— . pE
Bafria & B FE g, 2014,

29) NEDO KFE T /VF—HE, MIATEIEN BT 1L 3 — « REZEFANHR 5 B FEHAE,
2015.

30) Eika W. QIAN: “Advance in Production Technology of Hydrogen via Steam Reforming”,
Journal of the Japan Institute of Energy, Vol. 92, pp. 1034-1040, 2013.

31) C. Hulteberg: Int J Hydrogen Energy, Vol. 37, pp. 3978-3992, 2012

32) Joseph). Romm (), A Bt (FHER), KB IXTA WAL D0y, 4— %L, 2005.

33) M. Yukihiko, Journal of Hydrogen Energy Systems Society of Japan, Vol. 29, pp. 7-12,
2004.

34) INEEE SR, RIFEESE, ” RERNA A~ ARG OB FRFFME” , & i K F L5
#4, Vol. 78, 2007.

35) #ENEN B ARZRVF —F2HR, A T~ AN RT v 7 F— 5t 2002.

36) K. Shinji, O. Masaru, Journal of the Japan Institute of Energy, Vol. 92, pp. 1041-1045,
2013.

37) S. Makoto, Journal of Japan Institute of Energy, Vol. 92, pp. 1046-1051, 2013.

38) F. Kenzo, Journal of Hydrogen Energy Systems Society of Japan, Vol. 19, No. 2, 1994,

39) BRIgHYA / N— g VAIE T 0 7T AT VX —F ¢ U TSRS, PRI,
2014.

40) K. Yoshitsugu, Journal of the Japan Institute of Energy, Vol. 93, pp. 378-385, 2014.

41) Bartels, J. R., ”A feasibility study of implementing an Ammonia Economy”, Graduate
Theses and Dissertations. Paper 11132, lowa State University, 2008.

42) O. Yoshimi, I. Kenichi, K. Norihiko, M. Tomoyuki, Y. Makoto, Journal of the Japan
Institute of Energy, Vol. 93, pp. 15-20, 2014.

43) O. Yoshimi, PETROTECH, Vol. 29, pp. 114-121, 2006.

44) O. Yoshimi, Journal of Hydrogen Energy Systems Society of Japan, Vol. 35, pp. 19-24,

2010.

- 18 -



45) O. Yoshimi, Journal of Fuel Cell, Vol. 11, pp. 5661, 2012.

46) K. Yoshitsugu, I. Takayuki, Journal of Hydrogen Energy Systems Society of Japan, Vol.
36, pp. 3441, 2011.

47) S. Takashi, N. Tetsuo, I. Shinji, %F7F 2005-145748 =

48) S. Takashi, N. Tetsuo, O. Masaya, 57 2009-35458 &

49) B R, &RIET, TFEER, TR, RdEh, AR, b LR 75
MR ZE A, 2010.

50) S. F. Yin, B. Q. Xu, X. P. Zhou, C. T. Au, Journal of Applied Catalysis, Vol. 277, pp. 1-9,
2004.

51) MEER, RKR]ETF7 A KISLFNY K7y 27,2013,

52) Osman Karatum, Marc A. Deshusses, Chemical Engineering Journal, Vol. 294, pp.
308-315, 2016.

53) Ji-Hoon Park et al., Current Applied Physics, Vol. 16, Issue 9, pp. 1229-1235, 2016.

-19 -



E2E KRRETFTTATICIAWE NN A vV =r¥g
v A DB F

2.1 RS
ITEOREMEICHT2EROEBEZ VD, F/BBOBREEZH T ZERMBIY
(NO,) Dk LR EERH 23 Hls b 8 S CRM S D £ D 12720, RS D R%1E 03 &
Lo TETWD, REBRBERR i C B ROt agys (SCR) &< HWbhT
WD, HUNBIAR O BRBER CIIERE AR = 2 F O T, HEAENETE (SNCR)
MEFEI TS, SNCR & I Al & FICHR TH D 7 o E=7 T A~k
AL FIETHD V. L L, SNCR IZET 5 KGR ERPHIL 850-1175 °C
(Temperature window & \N9) OEIRIEICH U, s/ OEREEN CIIBOGCKREH 2+

MR CTE 20, HEERMET T WO MERD D P, T OMEOMIIIZIL,
Temperature window ZAKIRMICHLR T 2 EHIRDUE TH L. 7 =T 12k~ b7
B &IN5 Z & T Temperature window ZKIRMAICIZR TE D E WO MENZH I
TW5 Y, BN HEFEWE L LT Hyy H0,, RALKFE, CO. T XL, 7Ah D
W, TAT), Tx /)=, INVKRUEE, TATE R, =7 LVEORT Va— 7zl
DONTIET TN 2 SN TS, LILAERS, ifME#ERT 5 2 & TENOZE
PERIENA LI L 72D DT, FERIITHAE X R ER->TLE I 72D, EHANEIEE X
AT

% ZC, SNCR (28T Temperature window ZAKIRANZ LR T 5 Hik s L TRKET
T A< HWEHH SNCR 42 FMH L7, BEMRAY 7 hE (Dielectric Barrier
Discharge : DBD) TH4A S H 7= KA/ VIV A T T X< OB AT ZvE TIcd
W ER e INTND P LonLen s, SEIEBEAITH DT v E=T HADH
AUCE L, BRBEPET ATk E ATy (LT, &E NH; A V=7 va VIELFES) &
YT T EAR O ZOHANIC L YW Temperature window AMEIEAMNIZ 150-200 °C
PRTDZEEZRH LY. Ll s, B NH; A > V=7 ¥ a VB X DY
FOSHEREIIARIA S U Tuan,

FTETIX, £7 SNCR KT 2UE NH; 1 >V =7 ¥ a EOHRAMOMREZLT
ST MENT, B NH; A ¥ = 7 2 = EIZ KD DSOS & fg 9~ % 72 12 DBD
FIWVAT T A2 X VLN UWE NH; B AR OLECFEFEOMAEL (NH;, Hy, Ny) & E
i L, U8 NH; T A ORRGHIE 21T - 72 IRIZ, BUE NH; H A O 7 A % VT SNCR
BLAEEBR 21TV, &8 NH; A >V =7 v a VIEIC LD ERBR L. £ LT,
BASHICBE UG DHE G R 2 b—r 3 Y EITD, 8 NHy A Y =7 v a BRI
B2 ROCHREE BRI,
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2.2 EREER I OHE
2.2.1 EREEL LUOHE

S8 NHy A P = 7 3 a VRSB O 72 FZEREEE O % Fig. 2-1 (TR L7z,

IR VT H T AERIE EERE T, AESME 6l mm (EE r=2mm),
WEMES4mm (t=2mm), EX490mm THY, Fv v 7R GMEFENEDRM)
IX15mm Tho. @EEEMm (SUS316) ZNENMNCEE L, BHEMR (SUS316 /X
YF T RAEN) AVERPICEZ AT TV D.

BEHEMORE 81X 360mm ThoH., HAT LU F—ft&p~AT7un—ar fn—7
— TUREFHE L72 NHy/Ar BB A% X v v 7EICHE L, {ERERR S EE L 2B
ERWT, FEEANY THEBEICLY RRET 7 Av 2L SH 0. RRET T XA~ TK®
BLIEZNH; 277 A~ U7 7 2—HRaT¥ o7 27 L, FTI-IR (GASERA F10) T NH,
WBELE, A~ 757 (Agilent 3000A) TH, N, IBEZHE L. —F, £F
JVH A (NO/OYN,) 1ENEE 46 mm DOAFEIZHAE L, B L —H —T500°C [T TFEL
7o, BT NAHALWE NH IXRAETER L%, &S 600 mm DA 5 SE NIZHE
AT 5. BUNE O Z 500—800 °C ICZE L S, IStk DI AR ZRIE L, MBifE=R
DEALZ T, AL, NO, (HORIBA VIA510), N,O (HORIBA VIA510), O,

((SHIMAZU NOA-7000) 534152 W CEke i 21T > 72,

Vent.T Nox L] o,
Gas g Analyzer Analyzer

4 7| sampler
- N,O 5
NHj; absorber 1_> Analyzer

600 Reaction heater

Micro GC
FT-IR
Q-Mass

Plasma reactor

L =490 DeNO, agent
o [€— - HV

\

Ground electrode x

L=360 MFCs and
Mixing NO|| Air || N, Gas blender
500 chamber 1
Pre-heater
Gastlender | | AT] [N
Quartz tube ¢g=46 )

T Model gas | Gas cylinder

i

Fig. 2-1 Schematic diagram of experimental apparatus
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Table 2-1 Experimental conditions

For measurements of chemical compositions

Flow rate of NHs/Ar gas 0.2,0.4, 0.8 L/min
NHj; concentration 4840 ppm by volume
Applied voltage 0-15kV

For de-Nox experiments
Flow rate of NH;/Ar gas 0.8 L/min
Flow rate of model gas 2.2 L/min
NOx concentration 500 ppm by volume
NH; concentration 750 ppm by volume
O, concentration 8.3 % by volume
Applied voltage 0-15kV
Reaction temperatures 500-750 °C

FERS A A Table 2-1 1TRd. B NH; A A HLALIHINE E6: Tl NHy/Ar A A& & Hl
MEEZZ ST THE T =T OMRZE L ZR A~z RIS, WENH; A P =7
g UUAESEER TIL NHy/Ar Wi, NO/OYN, Vikk, MRREL—E L L, FINEE s
FOGTRE 2 b &8, BRRZ 2. £, BEEPET A OFEGRE IXBRSROG 23 Z
H72N500°C & Lz, 7T A~ EIROEEEIT 10 kHz (Z[EE L7z,

2.2.2 7 A~ ERFE

TIOINA T =7 B ENHBUEANLINH; TH Y, F v V7 T ATREE
T T ABIAET D Ar & e, BUHAIT O NH IR, ¥ U7 WAL DO5HEE
FHET L L TR LS., I AR ERESELIEAKERE LT, EXE 2 E1 5
72% OCS (One-Cycle Sinusoidal) i (ERpEEMAR) 2 MV, Fig. 22 1rd ko7
ERGEE OOV A 2 —E O E LA T, THII L7z, T OB SIS 5
DRV UERR & UTERR Lz, EIIEEORME L U THUNELE O IR L AT,
EQOEOE—7 BELVADEEOE—7 OHFNREWER LD, ZO7=OHIINE
JEMELE, iRV RAEBEDOR KA E RAMEDZETH D Ve 2. £, HEA
FRRER T, 238D THOKER (10ps) THY, FVMNENRISERTE DI LA FF
e LT3

WHEORIEIZIL 4ch TP X VA1 A a—7 (Tektronix, TDS3034B) % VY, EED
HIEIZIEEEBIE 7 v —7 (Tektronix, P6015A), T OMIEICITFEIR Y 7 —7 (Tektronix,
P6021) ZZEHHWE.
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Fig. 2-2 Schematic waveform of voltage supplied from a one-cycle sinusoidal power source.

2.3 KRREFIX<IL? N WE
Fig. 2-3 |2, FUINEEJEIZKT % NHy fER D2 % NHy/Ar T ATREZ /T A —4 &

LCORY. NHy S Dygs [%]1, TR 7z,

Dyis = ([NHs]iv — [NHs]our) / [NH3]iw % 100 (2-1)

ZZT, [NHn X7 T X~ VU 7 7 % — A0 O NH; 01 E[ppm], [NHslour (377 &

~ U7 7 Z—HO0O NH; EE[ppm] TH 5.
NH; 45 =R 1%, EUINEEOBNE L OH AREDOHA T E b 7> T L7=. NHy O

N-H fEG= o # L =% 450 kl/mol THHN, 77 A~DEFTR/LF—ell LV
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NH3 decomposition [%]
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O- M B BRI 1 .
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Fig. 2-3 Variation in NH; decomposition as functions of applied voltage and flow rate of
NHs/Ar gas.

ZNL LD 2NV E =PV AIZE Z HIVD 2 & TH(2-2)— - DRINT L D
NH; MR+ 2 2 Z2 605, EUNEEOHINE H AR EORA I, BAE/L, BAR
MICT =T HANZT DE TR /AX —[kI'mol-1-s—1]% B S 5 72D, NH; /7 fif
NI L7 E A TE D, H AR 0.2 L/min, FIIIELE 15kV T NH; 13582120 fi#
L7z.

NH;+e¢ — NH,+H-+¢ (2-2)
NH;+e¢ — NH+H+H+¢ (2-3)
NH;+e¢ — N+H+H+H+e¢ (2-4)
H+H+M — H,+M (2-5)

Fig. 2-4 1%, Z3fi# L7= NH; 28 Hy \[CHaHe L 7= B1G (HEaHaR) 2 W AMEE2 /8T A —
Z L LTHMEEICH L2y FLEKTHDS. 22T, HEEHER Cy, [%]132-6)D
WFERSRICEES &, Q-7) TR L. FERIZ, Ny iR IIQ2-8) TR, Cpp T,
FIIEESCH AHENIRKE B L TH 82—91%D E W sk 2 R L= (Fig.2-4). =
i, RQ2-2)—QR-HTER L H T P ANANRQ-5)DEAEEISIZ I - T, BIRWIZ
H,#4ARK L TWARERTHL LHETE 5. —F, Cyp ZHNELEOHEINZ S TiHRA
I U723, T OFR & 2 BRELEE Cyy DL BB HELET 5.
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NH;+¢ — 1.5Hy+0.5N,+¢ (2-6)
Ciz = [H2]/(1.5 % [NH;]nv Dyms) (2-7)
Crz = [N2]/(0.5 x [NH; ] Dyms) (2-8)

[H], INJJIZZNENT T XA~ 7 7 % —H 10 CTRIE L7z Hy B [ppm], N, I [ppm]
Thb.

Fig. 2-5 1%, FUMEEIZXH T 5 Ny s Cy, OE(LE W AFEE NT A—2 L LT
RLTETHSD. ColE, HNEESEINT 512E, FoHAMEN DT 51F EHf)
FICHEIN U=, EUINEEORN & H AREORA 1, X 24) I2XD N T I H AR
BAWEMISED72D, ZHUENN, BHEGHEINMLZ BRI 6ND. LNLARRS,
N, BEHARIT 20 %LU &K<, fi#EfEL 72 NH; O N 43 (NH,, NH,N) DI & A NN,
SO BOEEY (NLH,) IR L7- B2 bnb. ik v, HINEER S
KHRDIFENDEHTIVHINVEDOKIEHE I D L9272, ZORES Hy Snfa = A3 )
L7 (Fig.2-4) &% x50 %. Fig 2-6 1%, NHy/Ar Jiif 0.8 L'min-1 OO T X~
U772 —WM0HADFE b ERRL (RS NHs, Hy, Ny) ZHUNEEREIOR LK TH
5. FRORERNGTETE S X518, EINEEOHIC & 720y NH; OFIG 138
L, H & N, OFISIEMT 5. Fiz, ZOWENS (100 %D 587 A > &RREIE
AEtDE) 1o, BXF 08—3.8%D N H, {bLAMNIFMET D LHEETE S.

2.4 FHERT E =T OLEERERR & LA R D BISR

Fig. 2-7 121%, RAET T A~TT7rE2=T7 %L ((i& 0.8 L/min), TNEETT
JV I A NO/OYN, (Jiifk 2.2 L/min) (2R ZiAZ, SOSIRE % 500—750°C (& LS H 7z
R DL FFE 2R Lz, EORISREICB W T H B RN R L 72 2HUNEE (RiEE
JE) BEEL, KISRENE L 72 51% ERETEIE< 2o 7.

Bz 1%, 600°C ClIfciE®ELE 12kV, 750 °C Tl E/LE 3.0kV TH-o72. Lyon 5
D3 SNCR I8 WT Hy, 21N 5 & Temperature window 73K 150 °C KM~
FBHZ AR L. £72, Muzio b 1% Lyon b L REORERESZ 5 2T, MIGIR
JE & NHy/NO E/VEEDIEWVIZ Lo T, IAMAEHREZ 1S5 72 OIha# 72 Hy/NO E /LN
fAET 2 2 L 2L NIC LT, Muzio HIERISIRE 700 °C, NHy/NO E/LEH=1.0 DI,
Hy/NO E/vH=24 TRRBHE 92 %Z2FT\5.

F@26&mg27%w@¢6& BORRE DMK, 51 2 1% 600 °C Tl B+ 12 kV
DFFE Hy IR E DR WG CTRARBAE RN G B AL, F I RIS D &R Hy IR
DM SR #Tﬁk%ﬁéﬂ%%ﬂé EDRDND. Thbb, KIGSREDEWIL > T
5 72 Hy/NO BV NEA LT 5 AREBRSA: TlX, RUGREE 700 °C, NHy/NO E/VEH=1.5
D, HyNO E/LEb= 035 THRABAEZE 60 %% 157
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Fig. 2-4 H, conversion at the ranges from 3.5 to 15 kV as a parameter of flow rates of NH3/Ar gas.

40—

[ |=0-0.2 L/min R, =10 kHz

[ |=—0.4 L/min [NH,], = 4840 ppm
30 }|—~0.8 L/min i

NOx removal [%]
=S S

0o 4 8 12 16
Applied voltage, Vpp [kV]

Fig. 2-5 N:conversion at the ranges from 3.5 to 15 kV as a parameter of flow rates of NHs/Ar gas.
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Fig. 2-6 Gas composition of reforming ammonia at the plasma reactor exit.

IO OFERIE, BAEES HyYNO E/LEOMEXHEIL /2 5 H DD, Muzio b DFEFR &
AR —ET 56D THD. ZNEY, WET E=T A0 V=7 v a AECBOT
A SO TR E MR YL R T 2 B IE, 7o E=7 2 KRET T XA~ Thbe L7=Rflc A
KT D HICkDHRETHD EHETE D, Hy WU RISIRE O FI2w 53 2 RS
51X, Muzio HIZ K> TTTIZEBLEEINTWS 2.

Fig. 2-8 (121X, FV A ¥ =V 3 a AEICET D RRIESE & il HYyNO E/LVEL
Z SOGIREEICRT L COR L7z, O 72912 SNCR O ROZBL S K FIR LTz, i
i HyNO /LRI, ISIRE 600—800°C T 1.06—0 OFEPHICH Y, SISIRE KL
2 H1F Efiid Hy/NO BT E L Ao T,

2.5 BRI RIZT H, DR

Fig. 2-6 /5, WHE 7T =7 OMIZEIC Hy E RS NH; THDH Z LV L 7=,
% Z T, Fig.2-6 THEOIMAL (NHs+H,) IZEWR o _AT 2 & HWTERL (LLF,
BB NH i T A L 35), THEBEPET AT A NZEHREIAA TS ERZ1T
7-.

Fig. 2-9 |38 NH; B L OE NHy g A DA ¥ = 7 ¥ 3 2 K D BREER D24k
% SOSHRE 650 °C BL V750 °CIZOWTCHEIL7ZKTHD. NH; DA ZREIAAT
By, T OIRFEREPH CIIMAE SN ITRE Z 5720003, U8 NH; A48 7 2 (NHy/Hy/Ar) %
REAT EAEN AL Z 5 Z ERHIBI L=, 3725, Temperature Window DRI FE 5k 4
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NOx removal [%]
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Applied voltage, Vpp [kV]

Fig. 2-7 Characteristics of NO, removal by reforming ammonia generated by pulsed plasma.

10— 25
[ NOO =500 ppm
I NH/NO=1.5 Reforming NH, ]

80 F 3 Injection ! 412 Y
—_ 1 O,=8.3% ! ) —
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o | ," | =
= 60 [ ; 115 €
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Fig. 2-8 Variation in H,/NO ratios at maximum NO, removal with reaction temperatures.
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> I
)
2 |
= 40 4
> I
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Z |
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Applied voltage, Vpp [kV]
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302 pp

Fig.2-9 Comparison of DeNOy performances between radical injection and DBD model gas.

2.6 REICEWICEDBHEY IaL—Tay

SENH; A >V =7 ¥ a VEORIGA T = AL EMAT 5720, BRIGY I 2 b—
Ta rEIToT. NOICBT 4RI LONREIL A I = X N FkkA 707 e —F THf%E L
b ORHE SN TS, AENE, 2R, MBI L OUKFEE G Te Skreiberg DAL
WETT L EAWT, WET V=T A0V 27 a VRISICOWTHEMGEHE Y R 2
L—ya & (To7, ¥ ab—a VA, WHOF RIS Y 7 b o =
7 Td % CHEMKIN-PRO Zf ] L7z, FUG#RET MZIZT 7 77 u—Y 7 7 % —(PFR)
ZHWV, IS MEE LTNO, Ny, 0, (87 V4 A), NH;, H,, Ar (BT > E=7 74
) ALFHEOWREZ 5 2 7=, Table2 12, BRELIWET VE=T HAD I A A H]
AR EICEL LT,

Fig. 2-10 (%, WifHFHHERER 2 Fig. 2-7 ORUGIREE 750 °C OFEBRFER L G L2 b DT
HD, FEMEEIIT O INA D=V v a 3 LU NHy/Hy/Ar ELEER AR & [7] U 258)
ERLTEY, H,» Temperature window DILRICH G L TWHZ Ny Ialb— 3
YIND B LN o7z, Fin, VB NH; I K DM NO, SR 1T Skreiberg 23 4L L
AL OSEEGRTT L Ve WD 2 & TRICHEEOMRIANATRETH D Z L Ny o
7-.
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Table 2-2 Chemical compositions of simulated reforming NH; gas.

Vo [kKV]  NH; [ppm]  H, [ppm]  NH3/NO ratio [-]

0.0 750 0 1.50
3.5 689 82 1.38
5.0 587 206 1.17
9.0 503 310 1.01
12.0 406 427 0.81
15.0 280 579 0.56

100 e
L . =====Plasma-750C | 4
80 | . e H2-750C ]
é. sim-H2-750C | 4
E m - -
549 N .
= I *u J
20 [ NHyNO=1.5""\g ]
- O,=B.3% ‘" ]
n 2 a2 g s 2 2 B 2 2 3 1l 2 2 3 0 . 3 21 . 0201220, --

0 2 4 5 8 10 12 14 16

Applied voliage [kV]
or
NH3/Ho/Ar mixture gas at Vi,

Fig. 2-10 Comparison of NO, removal between activated ammonia injection and its

simulation gas injection.

2.7 WENH:; A V=7 a BB DHEA =X 1

Fig. 2-11 [ZIZFE ST I 2 b—ra VORRMAOBEEHENTWE T v 5=7 A &~
D7y a BB A NOA N = AL AR LT, T OREE, WET E=T A
YV va rEAOTERIE CEERETH DT EAVEIA L

WDIZ, 7T AP IBN T NH; 30 S AT Hy AR 5 — B B O UG 23
5. HWC, 600°C LLEDIREKISHHICEB W T NH:; BLIOH, #fma s LTOH 7
TINVELZONH 7 VBT K BMAERIED B ORIGHEE Z 5. £ LT, HofsAERk
e L TNy & HyO 24T D 2 EDMEA I =X L BB LTz,
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1. NH; decomposition and H, 2. Radical formation and DeNOx in
formation in plasma thermal environment (> 600°C)

i +NH, +NO

W Thermal

Fig. 2-11 Reaction pathways of DeNOy in the radical injection technique.

2.8 S

% 2 T TIL, SNCR (Z81F 5 Temperature window Z {KIEA~JEK T 5 7= DIT K&
TAZICKVBE LI NH; A ZPET ARICRE AL THEE NH A ¥ =7 v a k)
PIREL, WE NH, H AL DA = XL E AT 5 - DICWE N, A Y = 7
Ta AEIC X A FERAE R LAY S 2 L — g VAR LU TOZ L 2L NS
L7z.

1) S8 NH; ORI A S NHs, Hy, Ny W ERS TH VD, FEIC Hy BRI E
R (82—91%) Th-o7-.

2) U8 NH; A F25k & AR 8 NH; 4 A % F V) 72 SNCR 0 F2BR % B 4 il U 7= i 5,
H, 7} Temperature window ORI ~DIEKRIZEF G L TWD Z VAL 7=,

3)) WENH; A =7 a3 UIEEICBWT, NH T h/0e OH 7 VN ER

FTHLZEMHIA L. i, ERFTHD T VI /T 600 °C LLEO SOGIR T NH;
EHH, BRSNS,
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EIE KRRETFT AT B NH; 2O OEHKRRE

T NA R DFEARe VAR

3.1 ®E

KFE, SHERER N LEETE BT T, Mix DL T E T n v R (T
AT &) M ORIAE S TE Y, PARANICHIATE 2= 3L ¥ —L LTHIFfFTE 5.
ik,ﬂ%d%ﬂ%ﬁ@%ﬂ&bf@%éh/ﬁ%ﬁ’i*%k%%%%ﬁbﬁmkw
)= R —JRE VR D, £, BHCBITAEED AL ) RigkEc L DK
FHEOOANDIRNT ED, TRALX— ®Lﬁ%%m_%@ﬂﬂ%f%5.@im
FAERE= R NVX —CHRE 2 W COKEZ RS Uik - 1T+ 25 2 & C, AR
TARNAX—=DT AV v Mo Z EBRHKD KFx L F—1h ) OREENFET W HE
WZbEBEZLNTND

L2276, KRBT RAFX —HEFEBOR MLy 71, KFEOHEE - FFRICI T
HTANF—nRIHD ). TRLF—n REET L2012, KFEETLWE (OkHE
Xy U7) Thaek - I7ik L, KBEAFHT HERTTHAET 2= R LF— 27 A0
RHENTWD. KEXY I TD1IOTHALIT VE=TI1E, WL ES 22 L, ik - iy
JRAESHENL L TWD Z &, 0 FINICIRF Z B £ 20 T DK EIRHC R kiR E A PR L
RN b BREEEO T X LX B (kWhikg) & RFERLYED = %)L X —FH ) (kWh/m’)
N EBIAEFIRE 2 I E N2 D, FERWETHD P TUoE=T EKFEX v
V7 ETDHZFAX =V AT AZBW L, Zilino@mh=RICT e =T bk %
ET DT NA ADHBEBULETHD.

T BT ORKEEL LT, = v 70T =0 L SOl A T2 BV ik
— M THY, TOMBRIRNZ IS TND Y. LavL, iiltasAnz=7 e =
7 OPLAKFEIZIL 400-600 °C FEFEDIRE~DOIMANMEDH v, KERERAE E TRV
B A VB LE 952 LR E s T ET

RRET T AIEEWETFTRVF—2RETE L0, T B =T & EAR DI
INEANCOrfE L CRFEED Z EMTE, PIKFEOTELE L TAETHD .

KRG TIE, RRET T A~ ZMH LT v e=T 20 L, KR - Eit ckEL
LGS 2 HHT S AR EHE LTW5. B I3ETHE, FETAOT =T
FESCTRENER], WEENEZESEDL LT, RRETITARICEDT VE=T HHD
K FBERE A LT

3.2 EREBBIUHE
1@34&7/% T 0B DK R %%@%%ﬁﬁwgérbt FBRAEE L, NH;
HAMFE R, @BBE VRAER, TI7A<VT 72—, HAZHARTHEEINTND.
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JFELCH D NHy AL, AT Vo —ff&~vA7rn—ar fr—7— (KOFLOC
GB-3C) TiEmEZRIEL, Y9 AX~ VT 72—l L. 79 X~V 77 ¥ —TIg,
TER BT SV 2B Z AW, #FEMARNY 7147 (DBD) 12XV KKUET T A~ %3
A, NH; 20 L CH, 24 &8 7. 20k, HOART AT o H B, N, RE
Z GC, NH; IBEICBELTIZ QMS ZHWTHIE L=, 77 X~ U7 77— A 5ilf]
A _EEMECTHY, AEHME4Smm (RS t=2mm), NFEIME3ISmm (1=2), EX
490 mm DARETHY, ¥y v 7K 15 mm ThD. X v 7HICiE2 HHH 5 NH;
AT 5. EELEEM (SUS316) XA FEICHA L, BEHiEMm (SUS316 /3
VI T AL ) IIAMEE IR E T, SEHEMOR S 360mm THY, ST X
X IO TRET D, WA ARIL, b BLXON,HEHELTHFYy T U —TCD &
Ay v~ 777 4— (Agilent 3000A, GC), NH; O#EH L L CIHEMLE &oHr5t

(SRS Inc., QMS200) % v 7=.

Table 3-1 IZIXT »E=7 b DKRBRIEEROERFM AR LT, FBEOT =7
T AT NH; JEEE DS 0.5 % & 100 %D —FEEE D B A & 7=, BRI EIE 10 kHz % [E &
& L7z, NH3IREE 0.5 %% W2 FEBRTIE, BT A% 0.2-2.0 L/min, FUINEE A
3.5-15.0kV TELSH7z. —FH T, NH3IRE 100 %% HW 2325 TIE, JRBHT A%
0.3-4.0 L/min, FUNEEZ 18.0-22.0kV Tk, £/, I AV T 7 Z—~D
WNENT VAL EHICBT2 )V —YaE0EHLEZY. 2LC, 79 X~ER
LB DOFRHEE S %2 5 VISIHEE ) Z [RIRFICHIE L.

High voltage electrode 490

A (A *
15 (Gap length) GC
olle Vet ~——
(D:NH, 0.5 % (Arbass) Q-Mass
@:NH, 100 %

Fig. 3-1 Experimental setup for hydrogen production by plasma reactor
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Table 3-1 Experimental conditions for hydrogen production by plasma reactor

NH; concentration [%] 0.5 100
Flow rate, F [L/min] 0.2-2.0 0.3-4.0
Repetition rate, Rp [kHz] 10 10
Applid voltage, Vpp [kV] 3.5-15.0 18.0-22.0

3.3 KRUEF T X~IZ & B NH; ffetk
Fig. 3-2 {2 NHy/Ar #2F£ 0.5 % COHNEEIZX T 5 Hy BnffiR O %, NHy/Ar A
AP aNT A—=HE L TORT. 108, H 5 Gy (%] (FRA LV R L7z,

Cin [%] = [H>J/([NH3]1n X 1.5) X 100 (3-1)

ZIZT, M ST A~ T Z—HEOTO Hy I4EE[%], [NHsw (X7 T X~V T 7%
— ANOZET 208 NH; IR E[%] TH 5. F7=, Table 3-2 [ZEINEILEOE(LIZxT 5
TR VT I —~OFANENBLOEREEOHEEBOMBAL E LD, Ik, H
BENTEIEEOFHEE b & O NEITo 7.

Fig. 3-2 £V, H 8 ZHIINEE O & 7> TN L, Z OIS
BIENEZ DI, B Lie., —f&H9IZ, NH; OBiE T ot 228V Citlile v
=T AR= V) B LT2A, 400600 °C DERSMLE S LG ShTung ¥,
AW T, 7T AVDE AT RLF—e 2LV, 400 °C OERZLE LT NH; O
N-H B OFEARBEL CTH, BN ER LT B2 D, 72, HAYiE 0.2 L/min, FII0
I 15 kV OSMT H BrHaE8 96.3 %% L7 2 & C, 3 8 T Xz NH; 2o
100 %DfER EMAEDED L, ZOFHTIE NGITE =RV —IZLD, B
FON, FoRelchfan-tbExon2 "

F£72, Fig. 3-3 (ZIIISERN O T AR KT DK FBEHEHFEOZb 2~ LTz, H]
JNEBJE 15.0kV OBV T, HEEFE 5.0 s £ CIIMEEERIS LT, angcsm
LTWab. oL, 10.0s Bl EIZEWTEIKEIRREREO MRS IR > 7.

Fig. 3-2 8 X W' Fig. 3-3 LV mWHUNEES L <IERWIFE R ORHIKREEHRE O
MR DN 22 DEA B STz, AU TR R T X ICH 7 Vv & NH;
TIHMIED NH AR T 2SN Z 72 EHERITX 5.

NH, + H — NH; (3-2)

NH +2H — NH, (3-3)
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[INH,], = 0.5 %
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X =02
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0 4 8 12 16

Applied voltage, Vpp [kV]

Fig. 3-2 Effects of applied voltage and gas flow rates on H, conversion.

100 e
30 L ]
2 [
g oof ]
4 I
S |
£ 40}
O I —O—15kV|1
| —~—12kV]|]
20 LKV ]
; —o—6 kV
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Gas residence time [sec.]

Fig. 3-3 Effect of gas residence time on hydrogen conversion as a parameter of V,,
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Table 3-2 Input power and power consumption of PR for 0.5% ammonia gas supply

Applied voltage, Vpp [kV] 3.5 6.0 9.0 12.0 15.0
Discharge power, Dp [W] 5.2 7.7 134 289  55.6
Power consumption, P [W] 11.4 17.0 295 63.6 1224

e T, KREAREME AN 272012, KFEAKEIZE GE [mol-Hy/kWh] & W 9 Bl
THETDZ Eizd 5.

Fig. 3-4 {2, NHy/Ar J2E 0.5 % CTOWE = 3L X —FE Ep \2xd 5 KFEARDRDOE
k%, NHy/Ar HAREE /ST A—F L L TRT. KEARDR GE BLOWE 1L
X —FE Ep 1L FredRUThEVy, B L7z,

GE [mol-Hy/kWh] = Py, / P (3-4)

Ep [J/em’] = (1000 X Dyp) / VX 6 (3-5)

Z 2 C, Py lTHIIFRT Y 72 0 OKFEA R E[mol-Hy/h], P IXENLRFE Y720 O
T [kWh], Dp i3 ABHKW], VIZT T X~ U T 7 Z—DfE[em’], 01XV 77 %
—NTOH A DWEER[s] T 5.

Fig. 3-4 £V, KFERDLIZIETORMFIZB O TRAEE B X 2% KkA BT 5
&V BB S S NI e o T2, ZORERL Y, BV = R L X —FERICE
WT, RS DEEITIZ K D KB ZPLET 2 ATREME & 5 & HE] L 7-.

10 10" e —————r————r——————r
I Flow rate [L/min]
= ]
= ~0-0.2] |
=< 810 -
=i =04 |
£ [ ~+0.8] ]
3
g ol —=1.0| 1
8
| ~2.0] ]
c 4107 H NH,/NO = 1.5
S | 3 ]
g . 0,=83%
g I
g 210° H i
=2
0100\¢<| i 1 L 1 1
0

48 12 16 20
Energy density [J/cn’]

Fig. 3-4 Effects of energy density and gas flow rates for H, production efficiency.
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FZAIFED Fig. 2-6 [IZBWT Y, FIMEEZHEINEE 25 2 & TNH; OFIE& 13D LT
WE, Hy & N, OESITHEIMML TV . 72, 2TOLRMEICBWT, Dtk oWEINE
HIFF 100 % a2 R LTS, DRIT, DRBEOEZELRRDE, Hy, Ny, BIOT T X<
TSI Do 7oK NH; THDH Z EAVHIBIL T\ 5. RS NH; (2B LTI,
Fig. 3-4 CTHER L 7= W S DOHEATIC L VERF LT b DTEEEZ B D.

UL, WEINZORREID 2-3 %REEED N H AL AER L Tnd SRl ST
WY, 22T, ZOEREERET 572012, QMS E AW TREEDEREEMME (m/z
=29, 30, 32) ITEHB L TMA L.

Fig. 3-5 12, NHy/Ar %7 Ajfis: 0.8 L/min, FUNEE 15 kV FRZB T 57T X~ [T IRFH]
T D EACFERED Sy EDEAERT. 22 THERASNDHERIL, KRAET T A<D
S22 m/z =29 DALFFEIZOWTHENEM L= L ThDH. £, IR & 72
N m/z =29 D4 EIZHINEE OB BN L=, —7F5, m/z=30, 32 DbFFEIZEE
LCEIEE A EBER 2otz RETHIE, m/iz=29 DILFRIIEREWE TH D
NNH Th 5. LaL, NNH OFEHIAEL, TTIEN, AL TLES. 2, N,
%, mz=28 [CERFEEZFFON, QMSINTD T T T AT — 3 42k N, DFRE
Nm/z=29 \ZHHTHZEHTTIZHMBINTWD. LLEDOBEH &, Fig. 2-6 DFER LY,
N, THD RN E W EE Z B, Ny HALAWITAER L TN ER o Tz.

ZETOERERID, RRET T A< L D NH 6 @K FRERHER T H, 215
LD ENRGmIoTo. FWnT, KFEHRIET AL AL LTI 2<<, HARiRE
[ZOWTHAHA L7z, Fig 3-6 I, NHy/Ar T AR 0.5 %% KRET T A~ THfE Lz
BROWE = VX — It 5 Hy B &2 k%, RLT-.

-
—

- >
— —

2.010" , : :

b | |
S 1510 [(

~

e

(D]

=

=

w2

wn _
(D]

=

o N .
= vl LA o e FSY I PP by
= 9

r:f 50107 | 7]

R =10kHz F =0.8 L/min ——M/Z =30
v =150kV [NH] =5000 ppm | ~M/Z=29|;
0.010° L L n
100 200 300 400

Plasma firing time [sec.]

Fig. 3-5 Effect of plasma firing time on each partial pressure at the plasma reactor exit.

-38 -



728, H, A& Fip [L/min] FRA LD EH L.

FH2 [L/mln] = FO X [HZ]OUT /100 (3-6)

T Z T, FolX NHy/Ar ' 2 ORI E[L/min], [Halour (XSG H 0 A AR DK R E
Thb.

Fig. 3-6 LV, H, ZEpiEIE Hy iR & RERICH R = x VX — 8B (FIINEE) o
HIMZAE, B8N L7z, —J5 T, Hy Bt &lE W A B O & & 72> THEM L.
Z OFANE Fig. 3-2 TR ENTZ iR ofE R S 130 ch 5. LEORRLIY,
H, AR SIS IR BN RF 2 72 0 O NH A RIS 3 5 Z E RIS LS. 22T H,
ARG R & NH; # A EOMBINEZ2 AT 572012, FEY Ao NH; BE 100 %05
TRIZI T DK F AR Z A LTz,

0S50——m———————F————————
[ R, = 10kHz ~0-0.2 L/min|
= 04l MNHl,=35000ppm ~—0.4 L/min|
= | ~70.8 L/min| ]
Q [ - in|
§ 0.3 1.0 L/min ;
= [ —<2.0 L/min| 1
.2 -
S 02] ]
= [
o)
=
.
(@)l
an 0.1 - i
O < M B R BRI ]
0 5 10 15 20
Energy density [J/cm’]

Fig. 3-6 Effects of energy density and gas flow rates for H, production rate.

3.4 TEIEEE NH; 23 5 KB4 R

NH; #2100 %4 2 & T, K FRRIEER AT T2 NH IREA R < R o722 & T,
RS NT Hy DAYED/INE L 725 DT NHy AR T DS 2 Ml T & 5 = & s il
Tx5.

Fig. 3-7 |2 NH; 2 100 % COHVNEEICKT 5 H 5RO 2k %, NHy/Ar H Al
BENT A= L LTRT. 0B, H a5 Cy [%)] 1 NH; IR 0.5 %D RF & [FERIZH
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U7z, %W, Fig 3-8 121%, H AMHARFMIIKS 2 Hy AR & Fro D262 HIUINE
EZEiz7ay Lz FEAAFO NHy BENREL 2> TWHDT, Fitd ki
BEXKL-.

Fy, [L/h] = (Hydrogen conversion, %) X [Fplso X 60 (3-7)

Z 2 ClFmlso 1T 2-6 127> TIEFEGRIIICHE DN DI AKFEIE L Lo, FlxiF,
NH; 2 100 %4 A % 2.0 L/min it L7234, [Finlso V% 3.0 L/min & 72 %.

F 72, Table 3-3 [ZFINEBEDEICKITH T T A~V T 7 X —~DOFEAENEBLOE
FEEOEEEHOMEE £ LD,

Fig. 3-7 £V, FRUKFERHSRE IRV A& 0.3 L/min, FIINEE 22.0 kV ORFZ
14.0 % TodH 7= (Fig. 3-7) DITx L, FAKFBEAEMEITIFE S A& 2.0 L/min, FIINE
JE 22.0kV OFfIC 8.7 L/h TH 7. KR, KBEMBLRICER T 5 & NH; BE 0.5 %O
REHT 2L REET Lz, ZHITEEET A9 D NH; IREEDS 0.5 %725 100 %~K
S LR LEEZEICEY, I X RUTICRERENEEN G o= Z L IZERT 5.
T A~ FITEENELS o2 L2k, KRBEGERFOHIINEENFE < 72V, NH;
BAERT DWLOSPMEE L2 Z SI2 LY, KBIERERRKRE LT LIZEBZZONS.

20 —

-Flolw rz;te L/miln]
[[-C-0.3
L[——1.0 |
|20 7
L | ——4.0
[ [NH,], =100 %

—_—
()}
T

H2 conversion [%]
[u—
[e)

W
— T

/j
-

Applied voltage [kV]

Fig. 3-7 Hydrogen conversion as a function of applied voltage for 100% ammonia gas
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3 [ < F20.5kV|]
Q [ —=22kV |l
< 3f —
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Gas residence time [sec.]

Fig. 3-8 Variation in flow rates of H, production with gas residence time

Table 3-3. Input power and power consumption for 100% ammonia gas supply
Applied voltage, Vep [kV] 180 19.0 205 220
Discharge power, Dp [W] 46.1 1053 163.7 2123
Power consumption, P [W] 100.0 200.0 300.0 400.0

LIAL7en s, BT AHFRO NH; JBEEZRE L L2 & CTABKRREIZRKE <M
U7z, Fig. 3-912°C, HEENIHT D Wy AR &L [T A O NH RE Z &2
2 b L7z, Fig.3-9 £V, NH; U AP 0.5 % Cldi K Hy AR &I 0.25 L/h TH -
7= DIZxt L, NHy A APEFE 100 %D 5 Tldfe Kk Hy AR &l 4.37 L/h £ THEINT 2 &
Wahote. ZORREID, NH; FARE L H, ARTEICE O THEAL TS Z &R
HA LIz, Fio, BREFEMICHSSE T 5 DIC+4078 Hy AR R 245 51213 NH; =R EE 100 %
T A% J 0 NRANKFBIHERT D LERNH 5.

CZETOERMBRLY, HE RN X —EEIZL > T FRRIRT RIS Z > T
L EMHERI NG, WXL FX —BEMEOEET T, NHIET 7 A~vDE =~
FAF—IZLY, NTPHIL, HIPHLVETHMBEN, TREND T P Hid ik
ZAMLTNy, o AT 2ORERSTEZD. /2, 22ONTFVANLETDOH
TV HINVTHEREYE Th D NNH VEMRT 2000, FHEHOBEINO N, & H Y
TIPSR BRI EE Z 5.
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§ o[ Flow rate / [NH,] 1
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= L
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Fig. 3-9 Comparison between low and high NH; concentration for H, production.

—FT, WHEZRVX—EENEHNEET T, 70X —0E S MNRIKTA
K L7ZN,, Ho BT UV AbERRZ L, 1 DON T HLE3DODOH T VHIVRK
Jix UC NH; 2429 2 WSR2 BSOS TE 2 5.

ZD1, EEE TAREREZITORIT UL 57220 NH; I 100 %0 EBRSE(: T T
1%, Hy BSOS &0 NH; 24T 2 WSS FICHEIT LT D 2 I L KRR
DRIEIZIE T LTS Z ENEZHNS. PEFC ZORENE M ~EEE T 2 BREL T 2 D
FE1F NH; 13, REVEMOBEREICHIEZE LS EDLRERBERTHD Z LA S
NTND VM 20w, REFEMOBENT A & LTGS2 72 912135847 NH; 21K
LoD, EHMED H, TAZLREMNGDLZENRLETHD.

,’ _______ LOWED ________ ~ ,’__-HighED'__-'\\
' \ '

+ NH;+e —->N+H+H,+e | !
: | : NZ_)N+N I
. N+N+M—N, o |
| | 1 H,>H+H |
. H+H+M—H, o |
| ! © N+3H->NH, !
| NNH N, +H b i

— e e e o e o e e o = o e o

Fig. 3-10 NH; decomposition reaction in plasma reactor for energy density
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3.5 S5
H3ETIE, KEXXY U T THAT VE=TERGTETST AL WBiAFEL LT
KEFEEEDHZ 2K, NHyEE 0.5 %& 100 %2 W TREREEBR 217 - 725558,
DLTFDX 5722 LR35 hoT-.

1) NH;#E 0.5 %D5ME T T, BB 2§ & 0.5 L/min, FIINEE 15.0 kV 2B
TR Hy 5258 96.3 % a2 1572, — 5T, K Hy B &I A i & 2.0 L/min,
FINEE 15.0kV ICBWT 025 L/h THo7-.

2) NH3#REE 100 %D T Tk, JFUBHT A 0.3 L/min, FINEE 22.0 kV 280
TR Hy B5#3R 14.0 %% 1572, —FH T, &K Hy ARG TR A i 2.0 L/min,
FINFEIE 22.0 kV (23T 437 L/h Todh o 72, NHy I 0.5 %OfE 5 & i LT, Kigic
H, fRfa s MK T L7z,

3) RRET T X< ZFIMH Lz NH; 2> 5 OKEA RSO TSRS D i E = 1LV ¥ —5%
EIZE > TRRANER ZTZ LR SNz, K= VX —FESMET TIE, NH;
MNZVHN, HT PHNVETHMRIN, BTN, H 2T D RISAFEICE S
L. — T, BTRAX—EELRETTE, Ny H RERT VDA L, NH;
EERT WIS ERETEZ 5.

-43 -



3.6 3EWR
1) Okada O., J. Jpn. Inst. of Energy, 85, pp 499509, 2006.
2) Lan, R, Irvine, J. T. S. and Tao, S., Ammonia and Related Chemicals as Potential Indirect
Hydrogen Storage Materials, Int. J. Hydrogen Energy, Vol. 37, No. 2, pp 1482-1494, 2012.
3) Kojima Y., J. Jpn. Inst. of Energy, 93, pp 378-385, 2014.
4) Di Carlo, A., Vecchione, L. and Del Prete, Z., Ammonia decomposition over commercial
Ru/Al203 catalyst: An Experimental Evaluation at Different Operative Pressures and
Temperatures, Int. J. Hydrogen Energy, Vol. 39, No. 2, pp 808-814, 2014.
5) Kambara, S., Hayakawa, Y., Masui, M., Miura, T., Kumabe, K. and Moritomi, H., Relation
Between Chemical Composition of Dissociated Ammonia by Atmospheric Plasma And DeNOx
Characteristics, Nihon Kikai Gakkai Ronbunsyu (B) (in Japanese), Vol. 78, No.789, pp
1038-1042, 2012.
6) Nagao, 1., Nishida, M., Yukimura, K., Kambara, S. and Maruyama, T., NOx Removal Using
Nitrogen Gas Activated by Dielectric Barrier Discharge at Atmospheric Pressure, Vacuum, Vol.
65, Nos. 3-4, pp. 481-487, 2002.
7) Kambara S., Takeyama. A., Masui. M., Miura. T., Hishi-numa. N., 23rd Symp. on
Environmental Engineering, 131, Jul. 10- Jul. 12, 2013, Tokyo, Japan.
8) Kambara S., Hayakawa Y., Masui M., Miura T., Kumabe K., Moritomi H., Trans. of the Japan
Society of Mechanical Engineers Series B, 78, pp 1038—-1042, 2012.
9) Matsuda Y., Yoshimura N., Imamura D., Hashimasa Y., JARI research journal, pp 1-4, 2013.
10) F. A. Uribe et al, J. Electrochemical Soc., 149, pp A293—-A296, 2002.
11) R. Halseid et al, J. Power sources, 154, pp 343-350, 2006.

_44 -



TAE TITRAIAUT VLY T I EZ—I2L5 NH; 12D
D EWLEE KR EGRIET /A A D%

4.1 =S

RRET T AR WVEF TRV TX—2RETE L7120, T UF =7 & AR C oy fiF
LCKFBEEDZENTE, AKFOFELELTHETHS. HIFETIE, FHEARNY
THEBIZEDRIET T A~EHNT, KBIERIZKIZTTHINEE, 7 E=TRE,
TR T H AR OB R T E . FUNEERE L 7 =T BENMENE
E, FTRREHRN RV EKBEEERIIE LS D00, GEETIET VE=T7 DF
HRSIEHIE Z D72, TrEB=T O T X3 X 5 KRBICRITIFRAN H D = &
SN LT,

T, IT7 RIS L KRB A A E DY, 7T XA~ S CaRIZKFE Sy
HEAZAT 5 2 & T =7 OFARE I Lo, PAEEEMA O &l K SE 2 E#kenic
B4 % 2 L 2B L. KRESBEEIL, &R0 mR0 i EOKERUE G TD
KB R Z =D 5 2 DIt L ABDETHES 3h 50, 77 X~ SHITK
OB 2 L AA AU TERF TR I 78 ST,

B4 ETIE, 7 =T & BAMEC o U skl KSR 2 Bl | ZE# B IC G 5 7 /3 A A
DO EHME LT, RRET T X<V T 7 X —WIZKB B 2 f A A T2 8T R
A ADIKFE BRI & KB AR 2 TR~

4.2 EREB R T OERGE
4.2.1 BRI

Fig.4-1 {ZRn Il igs C Hy &2 FW 72 KB 0 BEMERE SEBR 38 L OYNH; & VN 2k 3R
ROEEBR AT o 7o, BT, TAMER, ®EE S VAER, FIAvA T LT
2 % —(Plasma membrane reactor: PMR), A7 v~ k27 7 7 CHiL 415, PMR [39M%
42mm EF7-1E48mm, EX t=2mm, £ X 400 mm O 2 FEO A HE NIZ KBS BEREE Y
2 — V[N EE LS Ch D (Fig. 4-1 WrmiKES M) . KESBERE Y = —/v (H
ARERR (BR) ) 1%, MBI OKZEDEER L ZOXFHAB L OB A— (It SUS316
WRUF U T AHN) O3B THERIN TS, KFESHEREIL Pd-40%Cu 54 TH Y,
JE 20 um TH 5. ZDOKBHEERET Y 2 —L, EEEEBEWEZ IR TND.

I b EEIEEMBORE (Fr >y 7REEVD) X 1.5mm £721X4.5mm TH 5.
A ORI TR ERR & LT SUS316 /8 F o 7 A Z )V REMIT -, HEHERD
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EXF300mm THY, IR FOEIOX v v IYNTHRAET D, SET/ LVAE
IR (BT Z2H\WT, §FEKR Y 7 (Dielectric barrier discharge: DBD) T &
D RRES T A~ ZmESHT-.

100%H, £ 721X Ar ARD H, (HyAr) LN 100%NH; 2 vy, AT Lo X —fF&
~vA7wr—ar hra—7— (KOFLOC GB-3C 5 J O HORIBA SEC-E450) i f % a4
L, PMRIZffEAG L7z, PMR AOH AES) (P) & PMR AT AES) (Poyr) Zal#
THZETEEEZE (LS, Hy ol X O H, A EIC KIF T8 2T~ KB B
T Y 2 — VO OKBT AREILT T — A =X —ICLVEFI L=, H, BEIX, v
7 U —TCD # A7 v~ k%777 (INFICON GC-3000) THIE L7=. FEBrZ(}:% Table
4-1 12F & DT,

4.2.2 Ny FRXIEE

NH; O 77 X< 53Rl L D KFBAEE 2R D 72Dy FRAPEEE 2 A L 72
(Fig. 4-2) . #EMEIT Fig. 4-1 LR TH LD, ¥ v 7R 15mm DU T 7 2 —%
W72, PMR ¥ ¥ v 72 100 %NH; Z FeIH L7, /N—T T A4 U BIER 7 A4 28] v
B2, BRAR T2 HNTHREN A2 RNER S B, KR DEREY =2 — /LN
PN T HB U CKBOBIRONEE2PER LTz, 7T X~ & 5847 LT NHy; O45fE% Btk
L, 779RA~HNHAEH A~ N7 7 70Fx T VY7 ) 727 A TEREL
T H REORRE(LAHIE LT

2

Fig. 4-1 Experimental setup for hydrogen separation and production by plasma membrane

reactor.
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Table 4-1 Experimental conditions

Plasma conditions
Repetition rate, Ry [kHz] 10
Power consumption [W] 100—400
Pressure of supplied side, PIN [kPa(G)] 0—60
Pressure of permeable side,

[kPa(G)] | —95-0
POUT

For H, separation experiments
H, concentration (diluted by Ar) [%] 10—100
Flow rate of H, or Hy/Ar, F, [L/min] 0.5-2.0

For H, production experiments

Ammonia concentration [%] 100

Flow rate of NH; [L/min] | 0.5-2.0

Gap length [mm)] 1.50r4.5

Plagma membrane reactor 400
AN 3 | 300 —@
L{FC ~ i ﬂ——--‘mf-: i
S e Sy - CLOSE
Tff Power supply
CLOSE GC
NH,
Vent.

Fig. 4-2 Experimental setup for investigations of time-resolved NH; decomposition rate.

4.3 ERHERBIOEBE
4.3.1 TR~ ATV )T 7 ¥ —0 H, DBERE (ZEEOEE)
FIiIAKSEE VT PMR OKEBEREZ <72 Fig. 4-1 (2R L7e SR > 7RO
2SIV T ORI X W AKRFEGHEEEE Y 2 — VIHA T AET) (Pouyr 77— V) %0 75%—
kPa OHIPHCE LS H, —F, A2 WEEZLIEDHZ LIZLY PMR [ES) (P &
— V) &2 075 60 kPa |2 &AL S TKFBFBWRDO A 2 T2, KFBIFBB R Py, [%] 13X
WA TEL L.
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Py [%] = Fro / (Fo X [Hylo) X100 (4-1)

Z 2T, Fp 3KEBERH 0 TR E[L/min], Fo (347 A B #[L/min], [Halo
TG AR H,y I E[%] Tdh 5 .

Fig. 4-3 10KENMEIED ANGEEICHT 2 K BEBBRROL(E Py b/ T A—4 &
LORLE. Pa=0kPa lZHHANCATHT 2 & Pour £MIE L GEERS R E <A 512 LK
SEFBERITHIN U 7=, KFEBERE D K SE B PERE T K B4V BEIEEA HY 0D Ak 3843 FE 22 TR 77
L, FR2IZ”7 Richardson DA TREND Y.

J=¢/dx Py =P (4-2)

Z 2T JIIKEBBRHR [mol-Hys'], ¢ 13KFHEEAE mol-Hy, m™"-s'-Pa®®], d I3k
FOBEE [m]THD. Py KO PUTEENE L OMREMOKFESE [Pa] TH D,

X (42) L0 EROREREDRAT L LN TED. Thbb, Pour DWIEIZLY
(P = Pour™ )3 L, KRFEBERNEGIICHIN L= BB 5.

—J7, KFHBBRICKITT Py DEEIL, —ED Pour TIE Py HEINT 513 L
(P — Pour® ) NBEINT % 72 D K FE BRI 5 & B2 b DA, Fig2 7T k9
\Z Py % 0kPa 225 20 kPa |[ZHI NS % KB FGRRITHA Lz, Zhix, 77X~
THEKRTS H IV ONVBENRERLEbD EEZ-. NES T A<IIRKIETS T X~
IR LT, AT HE T e OBEENMETT 5720, RATERT S H 7V HRE
HLIKTFTHbDEEZLND Y. HIPHVBEDKTIX, #%ikd 5K (434 1H)
KBBWBE D ZE 5.

H,+e — H+H+e (4-3)

L7285 T, MESAETIERPR — Pour™) DN E H T 2 h VIR DRIz LV,
T EARBBEBIZEACD 2ol bDEEZXLND.

RT T NEEROKFTEERY, KFEOTEEZ 350 °C450 °C DIRENVLETH S
Y. Fig. 4-3121%, ARFEBRCHEA LKEDBEFET Y 2 — /L& 75 90 kPa, 1R 450 °C
DG THEMBIC L HKRFEHZMEIT o TEREZ I TRL L7z, B E PMR OfER %
% &, Pny=0kPa Of BBEINEC L 5 KFZBEOMELF CEEZ R L, i
B ZE L2 T AUE PMRIZEWT 07 KFFRBNITA D Z EBNH LN E o7z,

ARFEER TIFAKRFEDFEEE Y 2 — PN EEEEMEZ IR TNDHTED, Vo — BT LY
EY a2 — VEROREITIFFY I A5, R THR, BEICE Y 2 — L imORE
BEVEXITHIE L7 ZA201°C ThHhoT=. T78b5H, PMR TiIX7 Vv AE54H0K
FOBEOIREDOHKN AR T TELZ LM ENnERoTc. ZOEBIZHONTIE, 434
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HTHELETD.

4.3.2 IR ATV )T 8 —0 H, nBERrE (KBREOEE)
WIZT VT FRDKE (10-80%) % VT PMR DO/KESBERMEZ T ~T=. 7%
=T DT T RARGRTIE, 7R 7@ﬁﬁ_m%’ﬁﬁbmf%§ﬁ%Mwa<%
DEHEEIND. TDT®, KBRENKES AEE -2 T NV e R WA/
H5D.

1"'I"'I"'I"'I"l’

[ | —O—0 kPa(G)

[ | ——20 kPa(G)
[ | =40 kPa(G)
—<—60 kPa(G)
- -@- - Heating

o
)
T

: Flow rate = 1.0 L/min
.RR =10kHz

[ V,,=14.0kV

< e
N fo)

Hydrogen permeable rate [L/min]
(=]
to

0 20 40 60 80 100
Differencial pressure, PPt [kPa]

Fig. 4-3 Hydrogen separation characteristics of the plasma membrane reactor
(Supplied gas:100%H,).

Fig. 4-4 12 (Pnm”’ — Pourwa”’) (CxI9 HKEBBRBOLIICEL T, KFBREEZ S
TA—=HELORLE. RRNZIZ100%H, DT —% R L TH 5. T T Py mldKFE
T AMFEA D IKRFESTIE, Pour, m VEAKFE BB O KB E 2R

EDOKRFREIZBONTY (Paw” — Pourm™) > 0ICBWTKESZBBENLZ Y, %
DL TIIRFBBRRDLBINIENT D Z ™0 hoT. (Pam™ — Pourm™) < 0
DEMETIHAZBZBDBITEZ Do 72, ZOFE;L, TV T LAEEICE 5Nk
KFBWEIC T2 Y. KBRENMET T2 EAFERFILET L. KFRERN
INEWE, o2 EEERELLTYH (P’ —Pourw””) PEEKRELTEY, +4
@mﬁé BRE2GD 2 ENTERD. FIZIE, KBWRE 10 % TEE90KkPa & LTH (Py,

* — Pour.wa”’) = 0.67 T/KEFZBBEITDOT ) SBIEETH-7-. L7z3->7T, PMR T
&i, TR T HKBICHGERIC O LU KBIREEZEHODL I ENLETHD.
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§ F | —=—H, 80%

o 80 [|——H, 50% <]
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= [ —<H, 20%
= 60} —<>—H2 10% -
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Fig. 4-4 Effect of hydrogen partial pressure on hydrogen permeability (Supplied gas:100%H,).

4.3.3 T X< XD NH; ffett (Ny FRRIGER)

7T A KD NHy R 2 B 72912, Fig. 42 12 Lz Ny TG % H
WT NH;y S fREBR 21T - 7-. Fig. 4-5 127 T A~ AT RN 6195 T A Kk E i o728
{BIZOWTCIEEE N2 /NT A= L L OR L. 7T X< SUTBME D 60 s £ TIHAM
WCKFBIRENBIMNL, ZORECHRIBEOREINE ootz T72bbh, KFBAEBHEIX
7T R pUTBREE PR B, 7T A SUTREORGE & & b IR~ ICIEL 72 HH
MZRL7Z. 2, 77 X<k D NHy O R NHy B ICRFET 5 2 L &R
LCWD. HEENDREWVEE, T2bLEMEENE R DIF EKRFREL ML,
ZhiE, T ARADOEATRAF—NEOIEE NHy SR ENEINT 5 Z & 2R LT
WD MRS 400 W, 7T R~ sUAT IR 1800 s T/KSRIRIE 74.3 % UKEHRHERE 99.1 %)
WLz, F7, HEESIZ00W, 7T X~ HATHRE] 20 s TRZBEE 134 %525 T0
5. U EORERNG, Fig. 4-1 OPEENZ N (d = 1.5 mm) T NH; R L2152
Wi, YHEE T 400 W OFF, 20s FREDO T AWEIFH EMETH D Z EB¥bn5.
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Fig. 4-5 Variation in hydrogen concentration in supplied gas (100% NHj).

4.3.4 PMR O H, AR

Fig. 4-1 O3LE Z VT PMR (2 NH; il S8, KFBARERZITo7-. 77X~
N A ARFR R 2 B (L ST 572D X v v T RN 5 2 FfHO PMR (d= 1.5 mm
or4.5mm) % MHV7-.

Fig. 4-6 |Z PMR Z H W\ 7o KB HREGEFEBR ORGSR & LT, EREEDOHEE T 5K
RIS O E NHy; O EE T A —2 L L OR LT, ke U TKEDBERZ
NI L CTWRWBEFED 77 X~ Rbd (LLF, PR) OERFBERL 7oy L ThD.
7B, KFEHE Cp [%] TR D X S ITHT-ICER L.

Ciz = (Fo X [Ha]our /100+ Fppp) / (Fo X 1.5) X100 (4-4)

Z 2T Fol3fld& 7 AW & [ L/min], [Hylour (3 SUS S H A T OKFERE[%], Fr (I
S 7= Hy it & [L/min] & 7~ 9.

PMR IZBWCHBM TH LN T RAZ A7 a~ 87T 7 0 —IZTHTI LT /E R,
FRED 72< 100 %IZEWHIE TH 5 Z L DR CTE 7. £72, PR & PMR OfER % i3
% &, PR Z W= FEBRTIHEE S 400 W DR, KEFEHRN 13.0% THDHDI LT
PMR (d=4.5) TIXIHEET 400 W ORFf, KFEHE 244 % TH Y 11 %D[H EIZpKS)
L7z, ZHUT PMR WCKFEAER L KRFBSBERFRRFICE Z > TWD Z EITERT 2 &%
2D, 7T AN T PRI R T SN Z > TV D,
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[| —o—PMR(d=4.5) ]
=, 50 [|~®PMR(d=1.5) 1
N L 4
O R :
=] I ]
2 15k -
ﬁ L J
(] L J
> [ i
[
o F J
S lof ]
°§0 [ i P_=0kPa(G) ]
[ (o
'§ Sl P, =-90kPa(G)
o - , NH, conc. = 100 % 1
. ]
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0 L M M 1 M L M 1 M M M
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Power consumption [W]

Fig. 4-6 Comparison of H, conversion between PMR and PR.

2NH; 2 3H2 + N, (4-5)

L22L, PMRND T T A~ K TlE, Fig 43 BL V44 OFERNS bR Ez X
IR L2 KFE S PMR PNICHLZGA £ TN B KBS BEEC X 0 ROSHE N LB SR
5. ZDI, 7T X< ISHNICE W TR@G-SWR 3 SOG 28 K 35 O 2 SO A5
X, PMRIZBIF HKFHMEN PR L CH ELIZEEX DN D.

Fig. 4-7 12 PMR % H 72k ERGE TR IZ 35 1T D IHBE B I3 2 Kk F gt & 0221t
oLz,

PMR DX v v 7EOEWIER TS &, PMR (d=4.5) TiX HEEIN 300W 1D
400 W 2T TRFHRIEENBPTHIMN L, 400 W 12350 T 20.0 mL/min O &EififiE 7K
FELBEMNED Z ERHFEZ. — T, PMR (d = 1.5) TlI/KZBBITEDLIL /2
MR 62007, ZhEF vy v 7REEZREL L2 L TRISETHAREN RE <20,
RE A A DB N E L 72 o7 T & TRIGHS Vﬂ@yk?*:‘b;%rﬂi%i STe 2 ENER b
Ez2 bbb, KEREDE(LZ Fig. 4-4 THZ (P ™ — Pourm™) &) BLA CLbi
LTHD.

Fig. 4-8 IZITKFREEBROKRMAETO (P m”’ = Pour ™) 1Zxtd 2iEiKF T E
DEACZER LT, 77 7HIZER L ThHDEITS T 1y MIBIT 2GR ERRETH
5.
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— _|-e - 1.
g " PMR (d = 1.5) ]
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Fig. 4-7 H, permeable rates for H, production by PMR.

25

[ [-C-PMR (d=4.5) H, conc.
[ | -@—PMR (d=1.5) 12.4 %

- Power consumption = 200-400 W
[ P =0kPa(G)

[ P =-95kPa(G)
[ NH, conc. = 100 %
- £, =0.5 L/min

[\
(=]

—_
(V)]

—_
(==

11.1 %

H, permeable rate [mL/min]

(V)]
L

=)

_0.5....0....0.5....1....1.5

05 05
(P in,H2) -(P out,HZ)

Fig. 4-8 The effect of H, permeable factor for H, production by PMR.
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Fig. 4-8 £V, Eil/KFEFiEIT Fig. 4-4 OFER EFRBRIC (P’ — Pourm’”) O &
LHITHIZ TWE, PMR (d=4.5) (238 TAFE @I 20.0 mL/min OFF, (P " -
Pourw’)) = 1031255 2 L3yinoTo. E7-, Fig 44 5 LU Fig. 4-8 L 0 kES
BT (Pm, Hzo's ~ Pour Hz0.5) OHNMZLE Y, B2 Az 5 Z L3 I X 5.
DT, Fig 4-7 DFERD L D12 1~2% DOHiFH CKBIRENEB L7727 TH, KHE
FRTESBIICBLZEBEZONE. ZOZEND, Prm” —Pourm”) > 112
72 % 4R T CIIKFRAE R & K FMEASESHIICH Z 0, PMR (C X %KM & 0 %)
RINT 2% = ERHETE 5.

4.3.5PMR OXKBFEBA I =X A

TERD NH; B3R 7 1 & 22BN T, KESBEIRZ T 54556 TIE NH; 225 H R
TE TR, BLOEBRBRSEEEE E~D H 70U - FiBIZIE 400 °C &) &g
HENRVBEZ LEESHTHWD W —F, ZRETOMBLOVAT A ZATEHAL TV
57T Aoy R v A TIE, NH; ZRi51E L VAR - AL CH 7 2 VI E THfig
THZENARETH D Z E N7z, PMR AW -EMEKSZREIZB VT,  Fig
49\ ZFH L7z (1) ~ (@) ORIENRRIGEHNTHEITT 52 LIC KV IKBFZBRMPEZ 5
EHERIS LS.

(1) 77 X~<1Z X % NH; 55 fiF

(2) EEHR~DH T2 H N

(3) H I Y HILDENEE

(4) H I VHNETLOFEES

FFREA D= LIZEY, PMR TIIKFRDBERA~OINENZ V3 & &K FE o HE 21
5.

z

(1) NH,; decomposition in plasma
and generation of H radicals

(2) Adsorption of H radicals
on the membrane surface

(4) Recombination and H, production

Fig. 4-9 Mechanism of H, production in a plasma membrane reactor.
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4.4 FEE

4TI, KEDEEZ AT T T X~ AT LT 7 24— (PMR) %f#iH
LT, TUVE=T 2oL, KR - S C bl ok E 2 lmn sS4 2 T N
A ADRFEZ A E L, PMRIZ X2 KBEFERFER KO NH; O fiffe:, 2 L CRE
i~ H % B 5 L7 PMR (2 L 5 @il KSR Otk RS ReE 2 304 L7 fE %, DA
D EHHBILT.

1) PMR % W2 KEFBBERICE LT, KRKET 7 XA~ GBIV TKEBED
D2 LamR L. FINE dew 1@@MF0HmJmew*%mm®*#
kaf KFEBIEZR 80 %% 15H7-. , HEFSINE 0 kPa T PMR D /KB4 BlEME

%ﬁ%%wc_mﬁbt%®ﬂ%%%$ ERIROZFE 2R LTz,

2) HEREKSRIBE 2 10 %-100 % & 2 S 72 KB ELFERIZEBVWT, PMRIZE
B KFE R EITKESEIE DO NI BT 5 7KkES \r@05%@;‘3(PmH2 _POUTHZ %)
WARIET A L) Fn L A 157

3) PMR Z MW= o F X NH; i FER TlE, 77 X~ TR BB LT NH; @
SyRETe = EANHIBA L2, THEE S 400 W ICEB W T 1800 B 7T A~ % 5T 88 %
LIKFEIBREE 743 % OKFBEHLZFR 99.1 %) £ TNH; 2R Cx7-.

4) PMR % W - KBRS BRI TIE, KB 100 %0 &l Kk 35 2 8t i1
RECE L2 L &MER LTZ. PMR (d=4.5) TIXNH3 & 0.5 L/min, {4%ES] 400 W
D, mommm«*%%@$MA%)@%%F*%%ﬁﬁ%’ﬁ%ﬂt %72, PMR
W2 KFRGEERICE N TYH (P, w’’ — Pour, ) 23 PMR N COKEEEDFEE
THY, (Pnm”” —Pourw”) >1.0 &7 5500 F TS AREANTKEDBENL Z 0,
PMR (T & H/KFHIEN L0 BRI 5 2 ERHIFFCE 2.
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BS5E RERBITICEARKESTF A~TTDONH;
R A T = R b DR

5.1 W85

FARICT, YIRSV T 72— KEFHIEEZMAEDEDL ZETT VE=T D
FIRD MM TEMEDOKFZEEDL Z LIRS Lz, L LARRD, KK H, G
F(% 24.4% (NH; i 0.5 L/min, HETES 400 W) Tholz, £ZT, 5725 Hyiis
RO LRI D DI, 7T A BUSBICHIT D NHy DRSSO A 7 = 2 L% fif
B L, AKFBEHRA EICORNDE T LA 7 AN—T 7 7 X —% BHER2THIER 5720,
77 A= NIZHT % NHy OFERERIS & SFRRS X, G-value (100 eV & 72 0 IZfEHET
R D% 17 & % Penetrante DF1E Ve N-H R TORfAx DHEG VA G b -%
ISy I al—yailkoTHitT sz emTxs .

8% 5 UL, ALFPRISRNT Y 7 M XD WL O DOFEKGET VEMAEDE, 7
T=T DT T AREHEHE L, 4 F TICEERBER L E - BTz TS
T A~ RSV E T D NH; 3RS D RO A 1 = X LD %17 5 72,

5.2 FENTGIER KOG

LHEBUSIRITIC 872 > CiE, PUAMEAEUSARIT Y 7 b CHEMKIN PRO % i\ CAT-
7=. CHEMKIN PRO % I\ THRFUSHHT 2 9~ D113 FRElR T =0 DR 2 idE L72g T
AN AP

(1) Bt#8E 7 /L : Reactor model

(2) SEBRZ:(F . Experimental conditions

(3) F/)HET /v : Elementary reaction model

AlEl, KISgsET /v L OEBRSEFOKEIZ DOV T Table 5-1 1278 L7z, UGEHE 0
R ITHENT O C & % Perfectly Stirred Reactor model : PSR model % FV =, JFUEF I A Ak IS
NH; £ 2 0.5 %, 50 %, 100 %248 L, JFOEHT A jfi &l 0.2-2.0 L/min & A& L SH72.
F72, FOGET M LT, NHy 9O R OSHENT 21T 9 7o I3 RESE TV &
KA ET VERET HLENSD L. AR, RiESOSET ML Bai? & 2MEE L 7=
RIPISET VAR LTz, ERKMEISET VICE LT, BAKFES 2T Lo R
AT 9N, T E=T DT T A RMETORKBESOSEEN LB D . £ ZTH
[@]1% Skreiberg”, GRI®, Miller and Bowman”, Glassman® 5 4 # @ H/N/O % D% St
Bt 2 VT, AEBRICHEH ATRERE 7 L & Ll - Bt L7z,

-57 -



5.3 7T X< RKIGBITBIT D NH; 53R SRy

5.3.1 BRBERKHEXGET VORE
Fig. 5-1 IZ&AH T T /L DIEVNE KX D FUINEIEIC )35 Hy iR D2 L &2 7R,
Glassman [ZETINEEIZRE D & 9 I @mVWVIKBIRERE 2 o~/ R & Ir o 7z,

Table 5-1 Simulation conditions

(1) Reactor model PSR model
Temperature [°C] 300-600
Internal surface area [cm’] 508.0
Elect mole fraction [-] 1.00E-10
2) Inlet NH; [-] 1.0 0.5 0.005
mole N, (-] 0.0 0.5 0
fraction Ar [-] 0.0 0.0 0.995
Flow rate [L/min] 0.2-2.0

Glassman 7 /WD 3 FOET VLT 2 & NHEEEBNRKE < Bipo T
7o, ZO7D SR Mo 38 L3Rl W\l /-T2 B2 bbb,

— 75 C Glassman LAZ+ D€ T VIZHUINEIE ORI & & 612 Hy SsffasR 3 85 N4~ 2 {6 %
/RL72. L2>L, Miller and Bowman 33 J OV GRI D<€ 7 /b % F T iEHTHE SR 13 28000 S
ELIRT D & Hy iR D ERBRECHThH o7, F 7z, Skreiberg T /LT DT HE R
FEBPERICEILS T v T4 7 L. ZOBMAOEWVIIHISET VHFIZEE TN
HFEOCHICERTHHD EEZ bND. FRIAISTET VHIZE F41 5 F S DED
Skreiberg &7 /L1 33 KTH D DIZxt LT, Glassman €7 /L2541 A, GRIET /L3 20
AREHIp->Twi=. F72, Miller and Bowman &7 /L D3 i 32 AT Skreiberg &
THERZIERICNE THo 72D, TrhOFEKIHR (5-1) D #A) Miller and Bowman €7
JMZIFEEN TR o72. DF D | Skreiberg ET VN ERMIZ T 4 v T 4 V7 LT-HE
K% NNH Z AT 2 FEUGR (5-1) BWET ARICHAIAENL T2 L B2 bLD.
Hy BAfUTiE H 7 VAV OERNPEZETH Y, NNH IFFRRORRKGA (5-2) ([REh
HEIICH FVNNOEBRERTCLIRD TN THD. LoT, X (5-1) BNEF
T2 Skreiberg 7 /LN FERRAE & IR WRHTAE R IC /2 572 & & 2 B4, Skreiberg
ETNERWTERISET 21T > T OREY THDH E VR D.

H,NN + NH, = NNH + NH; (5-1)
NNH=N, +H (5-2)
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I (O Experimental e ]
| Skreib '/
reiberg
80 H v ]
— || -— GRrI /
§ 1 Miller and Bowman / ‘
5 60 H ===== Glassman ! ) _."—— o .
%) [ ',
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o I
g B 4
g 40
S |
[\l
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: Flow rate = 1.0 L/min |
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Applied voltage, Vpp [kV]

Fig. 5-1 Comparison between four gas-phase reaction models and experimental value.

5.3.2 NH; 53R D3 RO EST  (NH; cone. = 0.5 %)

Fig. 5-2 12 NH #RE 0.5 %I2HB17 5 NH; 0fiF v R = L—3 3 URER & BB R oLt
WA RT. KFESULET VITIE Skreiberg E7 L& W 2. F 72, Fig. 5-3 21X AR
T ORISR AT AROT E=TREOEIZ Y I 2 Lb— g U LERRZR
L7z, ¥alb—a rEfTo iR, Hy R IXEINEE OB Nl - THIm L,
NH; Jii & DI E - TR T 2RI 0 | EBER ERFEOFEEHZ /R L. NH;
ORREZACIZE L ClE, MWEREMAE < 2212 N CTRSERH 0 A Ao NH; R
WAL Cnvote. F70, KREEWBENEINT 51251 T NH; IBEMETFTLTEY,
[NH3Jin = 0.5 %23 CTi, NH; 230 S 4, Hy AR SN D ISHEITLTWnWAD Z &
Do Tz,
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{ O 0.2 Limin(Exp.) Q
/\ 0.8 L/min(Exp.)
80 [] 2.0 L/min(exp.) ]
— || — 0.2 L/min(calc.) ”.
§ H ----- 0.8 L/min(calc.) ,"A
= — 2.0 L/min(calc.) '
g 1 J ]
5 60 ’,
%) [ J,
S [ "
Z 40 s
5 40 :
[\ I A I' D
SN K / ]
20 + 2 ]
) 7 INHJin=05% ]
0 I ﬂ" -~ Skreiberg model 1
R S R R
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Applied voltage, Vpp [kV]

Fig. 5-2 Comparison between simulation results and experimental values ([NH3]in = 0.5 %).

0.6 ————————— . 80
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0.4 | ]
3 ] 8
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Z : 2
= 130 %
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—[NH3]0ut _ 20
0.1 _ SN H2 conversion 10

0L - - 10
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Fig. 5-3 Variation in NH; concentration with residence time ([NH;]in = 0.5 %)
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5.3.3 NH; 53 fREG D3R RO fEST  (NH; conc. = 50 %, 100 %)

Fig. 5-4 IZ[NH;]in = 50 %35 L V100 %2861 5 NH; 0 fE s I 2 b—v 3 URER & 52
BRG R O 2R, 72, Fig 5-5 ([QIIRRE RN X9 2 SJOSERN O T o E =T RE
OEEY I 2 —rar LEEMRERLE. NHy v I = b— a3 VI LT,
[NH;]in = 50 %3 LTV 100 %DM Ty I 2 L—y a UEERITEREICR VT 4 v T
4 > T %A LT=. Lo L, [NHslin =50 %231 Bk Hy is#isR 12 % CTH 5 DITx L T,
[NH;]in =100 % CTlZ 9 % Toh - 72. & DI K Hy Bt =R O3E OV Fig. 5-5 > HHERI TX 5.
[NH;]in = 100 %D 5Tk, H A A A NH, B LA R 0.8 s £ TR L, W
IR 0.8 s LA ETITEINT 5 LW o iz s L7e. £70, Hy a3 H 1 7 A 10> NH;
REOHIRIZELE T, B L. ZoZEiE, WEREAELS 725 & T NH; 2
BT DWIENE Z o Tefed & BEZ bV, 2 LT, NH; DWHAERT 2 N XD,
[NH;Jin = 100 %2357 % e K H, SR 23 [NH; ]in = 50 %I b _RTIRWMEIZ /e o 72 & & 2
Hivd.

20—
[| © experimental data (NH, 50 %)
L | — calculation data (NH, 50 %)

15 _ A\ experimental data (NH, 100 %) i
o calculation data (NH3 100 %)

: Flow rate = 1.0 L/min

H conversion [%]
=

V)]
L e e

oy ey
0 100 200 300 400 500
Applied voltage, Vpp [kV]

Fig. 5-4 Comparison between simulation results and experimental values ([NH;]in = 50 %
and 100 %).
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Fig. 5-5 Variation in NH; concentration with residence time ([NH;]in = 100 %)

5.3.4 NH; RS A 1 = X I

2 E TORKISMNT L0 £ NH; RIS 5 BOGRREE & AT L7 fE R, Fig. 5-6 12
7R U7 NH; 0BG A 7 = A LI U 7=, IR NH; ([NHslin = 0.5 %) 128\ T,
TUESTIIRKIET T ARIZE S TN, 7V vE H VMo fREnsg. L
T, HIZVHWERZ VA s LI Ny RO L, Hy 24T 2 2 &R 0o iz.
— 5T, EIEE NH; ([NHslin = 100 %) 1238\ T SIS NH; & [FERIC NH; 220 fF L
TEOLNT-H I VN ERSIZH,DNERIINLD Z R ghoT=. LL, EiRE NH;
TIEHREREM N —ELL ISR 72D & NH; 2 AR T DRISNEZ 5 2 RN yinoi-.
DFY, ERE NH; 220 OKFBEREZITH>HEIE, WML a2 fe—LT52 8
T NH; OFAEREZIIHTE, iR Lm ETE5LE2x 5.
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Low NH; conc. High NH; conc.

NH . decomposition NH ; decomposition
NHAM =) NH,+H+M | = NH+H =) NH,+H,
. H, production
H, production
E+H, 4 2H/E NH,+H = NH,+H,

NH,+E NH+H,+E
NH,+H NH,+H, NH, generation

NH,+E <= NH,"+2E

Fig. 5-6 NH; decomposition mechanisms by DBD plasma.

5.4 8
%iﬁ'{&i, j(/fh}j?7o§ R~ %ﬁﬁb\f: NH3 73:%0) Hz%iﬂék_ﬁ“‘é Hzﬁﬁ*ﬁ’ﬁé’ﬂ'ﬂié‘ﬁ‘
D1-0\2, FRUSIENT 2 RV = NH; D REG A 7 = X L ORI 7 5 N H, iz b
BT DT LA 7 AN—T 7 7 Z—DEt %47V, ZOREE, IFOZ EAVHB L.

1) KR NH; ([NH3]in=0.5%) OOERIGY 2 =2 b—3 a3 A LT, T A E R
O, AT AHO NH; JBENBD L TnE, —F TKBRERRITEF LT
ATyl

2) ERE NH; ([NH;lin=100 %) OGN Y 2 = b—3 3 B LT, R 0.8
s ETITH A H A D NH, JEEE IR L CTuvo 7223, FAUBARE IS NH; 23 B 5 LT
SEWIHIHMZ R LTZ. F72, HATAHFO NH; BEOHEBIC A DY T, H, xR x
BT 52 LRt

3) RERET T A< XD NHy DR A T = X X LT, IKHEE NH; 504 Tld NH,
NREET T A<ICED NH, 7V hveE H I NMIhEEns., =1L T, EkL=
HIZVHNWRRZ Vs LUIEINH ERIS L, By BT 5 2 Enghhote. —7,
BT NH; B0 Th, [ARED A B = X AT H, WERT 5728, RN EL 72
e NHy ZFAERTHDWISPEITLTCLED ZEHHALEZ. 2F0, &EREE NH;
T, WM A oY b —L9 5 2 & T NH; 24T 2 W02 Ml L, H,#xs
R ESELENHEKDL EEZILND.
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FHOoE KBIE

AHFFEIINES D NO, IZ X D BREMESKF TR F =2 2fEEE R E LT,
SNCR DIRIEALRLAKHTEF v U 770 b ORFRIE FIEICE U T 2Bl 23 B3 S
L, W7 —IZBNTHRE 2D NH; 2 KRAET 7 A< EIIC IV SET 5 Z & T,
SNCR DOAKIRALES L OYNH; 2> b D /KERIE 2 3 A, Z B0 AR 2 FEBRIICH &
MMz L7z,

B 1 ETIE, NOIC Kk 2EREIBEICE LT, NOLHEETICH T D SNCR DL B E SRR
SNCR OEMMEZ @O D T2 DITfFRT R ERER LR Uz, — 5T, =3 —28 k0
TARBZINF— B FEBA~MTBIMEZRAEL, KFEXF¥ V7 &L TO NH; OEEMEZ
i Clc. £ LT, ZOMT —~IZBWTKRKET T XA~ % H - NH; S8 OB EM A7 X,
BUTE & 5 Hi0f7 & BERE OWFE6 & it 9 5 2 & TRt OB R 2 Mt LT,

%2 BT, B NH; 4 A % HU 7= SNCR ORIEAL Bk & &8 NH; 4 A OFLAHE
ATV, FOMBEZEICE ST I 2 —YaryZHWTHWE NHy A oY= v a v
BB D EBUSHEE DA 21T > 7. H3ETIE, RRETIZ A~ &AL T~
T=T HoML, KR - AT CKBREZRET T A A0 LR E L, BB
JJ AP NH; RO e, BB 22 EE25 2 LT, RXET 7 X~I2 X% NH;
5 DOKFERGERME 2T U7z, 8 4 3 CiE, NH; %2 S CmilE kSE 2 Hs iz 2o
HHNCE D T NA AORFEEZ BN E LT, KKQUET T A~ U T 7 X —PNIZKFES B
ZRAFIANTZHIAT 34 2 DRI BERE & KBARFEZ R~ 5 5w, %
BUGSTENTY 7 MIZR Y, NH; D77 A~ #2505 L, 4 F T EZBRRER &
B AT 5 2 & T T AV RISHTB T D NHy RIS D RIE A 71 =R SO %
Tole. BREOwMEUTIZELDD.

F2E RRETIAZAWELE NH A ¥ =7 v a UL OBRFE

SNCR 23 1F % Temperature window Z AR ~ILR T 5 72 DI KEKET T A~ 12 LD
BE L7z NHy HAZPEH A PIck & Aty TE NH; A >V =27 va Vi) 2R,
BUE NH; AN KD A 1 = X L2 AT 272 DIZ8E NHy A ¥ = 7 2 a B
K AMHEREREDHEY I 2L —a L UTOZ E AN L.

1) YE NH; OALFARIEARFUE NH;, Hy, Ny BERS TH Y, FHC Hy EHRIT a0
LR (82—91%) Th-1-.

2) U8 NH; A F25k & AR 8 NH; 4 A % F V) 7= SNCR 0 F2BR % B 4 il U 7= i 5,
H, 7% Temperature window ORI ~DILKIZFH G L TnD Z &I L.

3) WE NHy A > ¥ =2 v a UBRSEICBWT, NH 7Y 0/LE OH 7V VR ER
FTCHHZEMNHB L. M. ERTTH DT UL 600 °C LA 0 IR I C NH;
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EH bR ISND.

F3E KRJET T A~<Z T2 NH; 6 OFBUKFRRE T 3 A 2 O FAR R

KEXX VT THLIT VE=T ZRKET T ALV BKFILL TKRFEEHED Z
EEED, NH;EE 0.5 %& 100 %% AV COKBRIEEREZIT124ER, LFO X572
ZEW ol

1) NH;E 0.5 %05 T T, FEY A 0.5 L/min, FIIIETE 15.0 kV (2B
TR H B5#i3 96.3 %% 1572, —H T, FK Hy ARG ITEEN T A i 2.0 L/min,
FIANEEE 15.0kV IZ8BW T 0.25 L/ Th o7z,

2) NH3#REE 100 %D T Tk, JFUBHT A 0.3 L/min, FINERE 22.0 kV 280
TR H 853 14.0 %% 1572, —FH T, &K Hy ARG TR 2 i 2.0 L/min,
FINFEIE 22.0 kV (23T 437 L/h Todh o 72, NHy I 0.5 %OfE 5 & i LT, Kigic
H, fRfa s MK T L7z,

3) RRET T X< %ZFIH Lz NH; 25 OKEA RSO SRS O E = 1LV X —5%
EIZE > TRRANER ZTZ LR SNz, K= VX —FESMET TIE, NH;
MNZ VN, H7 PHNVETHRSI, BERICN, HZ2ERT 20818 FITR S
L. — T, BTRAX—EELRETTE, Ny H RERT VDA L, NH;
EERT WIS ERETEZ 5.

Fa4E TIRXATRALT VLTI H—%HT NH3 )b O @ik kg N
A A D%

KRB 2 AT T T A~ AT L) 77 % — (PMR) LT, 7%
=7 &R L, KIR - SRR C R 07K SR A I RS T S LT S A DBR &
HiJE L, PMRIZ X D/AKFEFHEFER L OV NH; O filitt, = L CBREMEM A~
Z B L7z PMR IZ & 2 @l 7k 38 O G Rt 2 J A L7 /6 2R, DL o 2 & 23]
L7z.

1) PMR % H\W 2k FEBEFERIZE LT, KKRET T X~ KSHZB W TKFEBIEH
fLZ 52 L aMER LTz, FUINEE 14 kv, fHGMINE 0 kPa, ZEE{HIEIE-90 kPa D51+
IZBWT, KEBER 80 %EE-. S5, HAAANNE 0 kPa T?D PMR DKk 34y Btk
BRI BN & 450 °C [ZHNZA L 72 BR DK B BEVERE & R D38 & o) L 7=,

2) BEGAKEIREZ 10 %100 % & B b S 72 KkF 0 EELERIZE VT, PMRIZE
VT Bk FEHE M BT KF B O AR IT BKFESED 0.5 FD7E (P’ — Pour )
\IRAET D LW D R &5,

3) PMR %M\ 72Ny FH NH; fRERBR Tlix, 77 X~ sUTREREIZ LS LT NH; ©
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OYRRDNETe = L AVHIBH L 7=, VHEES400 W 1TV T 1800 B 7T X~ & ST S ¥ %

EOKFBIREE 743 % (KB 99.1 %) F TNH, 20 T 7.

4) PMR % W2 K FRIEFERR BV TIE, KB 100 %0 &l K 3 &8k ric
FLECE D L EMER LTZ. PMR (d=4.5) TiI NH3 & 0.5 L/min, HE%E S 400 W
DIF, 20.0 mL/min OKFEHLAR 24.4 %) OEfliERKR 2 ZEMIG O, £72, PMR
W ARRIEFERICB VTS (P w” — Pourm’’) 2% PMR N TOKFRESHEDHRIE
TH, (PIN, " — Pour, w0 > 1.0 &7 DT I B KR ESBEN K Z 0,
PMR (T X D /KFHIEDR L BRI 5 Z ERHIFFTE 2.

B5E RSN E W KRRE T T X~ FCO NH; 50 fESG A 71 = K KO

RRET T A~ Mz NH; 26 O H, BUE TR 1T 2 Hy i8R 2w LS5 72012,
FERSHRNT & BN T2 NH; 250 RES A 51 = X ZOfR 72 5 ONE Hy i5#askf) Flosi 5 7
LA I Z)—T 7 7 =Dt E1TV, FOREE, LT Z LA L

1) KR NH; ([NHslin=0.5%) OBRIGY I 2 b—3 3 B LT, AR
MO, O AFO NH; JBENED L TCnE, —FH CKBIBRRT EH L
TWo 7.

2) i NH; ([NHslin = 100 %) ORGSR 2 b—3 9 B LT, A RFH
0.8 s £ TIXH LA AR D NH; XD LT o 7223, ZLIRRIT NH; S EH L
TWS EWIH M Z R LT, F£72, HAOTAFO NH; BEOHBICALE T, H,infk
RIXWHET D Z LBy T.

3) RRETT A<IZX D NH; DIREIGA B =X LB LT, KEBE NH; &4 Tl
NH; N KGET T A<I2L 0 NH, 7V h v H T VhWHfEns. £ LT, Ak
L7Z=H 7V ANNETZ VAL LIEINH; ERJR L, H, 24T 52 Enghnoiz.
—J7, FRE NH; REICRBOTYH, RO A =X AT H,BNERT D0, IR
F7edl NH; #FART AW ENPEITLCLEY Z &AL, 2F0, &R
JE NH; STl I A2 o> o —/b4 % 2 & CNH;, 24T 2 W e 240 L,
H, sl 2 (f) X5 Z ERHED EEXHND.

LI EO#ERD S, SNCR OIEIEALZ 5 TONE NHy 20 6 OKFERLEICE LT, KKETZ
A28 D NH; SCEEMDFERMNCHE LRI TH D 2 L A REETE 7. Rl 2 %
FIET 2 ETIFERLELZ U TICT_REHEILH 573, BIEEE O Kl b0 b gs O
MEEUGEER EICL D R TE DD THLEZEX LS.
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