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Behavior of NH radical in DeNOx reaction by radical injection
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An ammonia radical injection DeNOx system using an intermittent dielectric barrier discharge (DBD) with a
one-cycle sinusoidal-wave power source has been developed to reduce NOx from incinerators. When DBD
plasma-generated radicals (NH,, NH, N and H) are injected into a flue gas containing NOx, NOx is removed
efficiently by chain reaction in gas phase. Energy efficiency of DeNOX in this system is 120 g-NO/kWh, which is the
higher efficiency than other DeNOx systems using different plasma techniques. However, we have not been explained
detailed reaction mechanism yet. In this study, emission spectrum of NH radical was investigated by emission
spectroscope. Maximum emission spectrum of NH radical was obtained at an applied voltage of 12 kV for a NOx
reduction agent flow rate of 15 L/min and a NH; concentration of 500 ppm.
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Fig.1 Outline of the ammonia radical injection DeNOx method.
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Fig.2 Schematic diagrams of experimental apparatus.
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Fig.3 Waveform of voltage supplied from the OCS power source.
(V= 12kV, Rg= 10 kHz, Flow rate = 15 L/min, NH; = 500 ppm)
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Fig4 Optical emission specra in an Ar + NH; DBD. (V,,= 12 kV,
Rr= 10 kHz, Flow rate = 15 L/min, NH; = 500 ppm)
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Fig.5 Intensity of NH radical as a function of applied voltage.
(Rg= 10 kHz, Flow rate = 15 L/min, Gate time 10 ps, Gain 0)
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Fig.6 Intensity of NH radical as a function of applied voltage.
(Rg= 10 kHz, NH; = 500 ppm, Gate time 10 ps, Gain 0)
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Fig.7 Variation of NH radical intensity with distance from
injector exit. (Rg= 10 kHz, Gate time 10 ps, Gain 0)
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Fig.8 Formation of NH radical during discharge voltage wave

of one cycle. (Rg= 10 kHz, Gate time 200 ns, Gain 0)
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VpplkVl| P[W] NH, NH H, H NH,
71 2291| 1770| 3321| 2058| 43.19| -50.96
8| 2457 16.99| 8191 1971| 4157| -48.95
of 2831| 1630| 3065| 1889| 40.02| -47.01

10 28.04 15.65 29.44 18.09 38.52 -45.15

11 32.94 15.02 28.28 17.33 37.08 -43.37

12 38.40 14.41 27.17 16.60 35.69 -41.65

13 42.19 13.83 26.10 15.90 34.36 -40.00

42. FHEMKR

Fig.9 |ZNH; #2500 ppmiZ 31T 2 EUINERE & TR0
REfiER /T A—& L LTORT, HITEEOBIIZ L,
NHZ B VOAERE SN 5, Table 1 2 Hbo0d K 91T,
BNE SO NG-valuel T35 23, AT 28 D
EEEIITHIINT 5720, (DRUTBWTERAE ORI
G-valueDJg0 4y X 0 bR A HEClE, AR IRE TR ANE
TOEEIMZAEINT 5, £, BUHEEREEDY N SN LT
HRNRL 725 2 05, NHT Y H VO AR LT,
Fig.5, 6 DEBRFER & T 5 &, ZORMEMBRIT R D55

[No.09-13] 19

IR T EoRyinL-2009 7 A3 H~11 H
Copyrighti@2009 (1 FE A H F S <

Lot
FEBRAE . & BN B AR LB & LT, K
XD T O N OERIRESF M LY b METH B T HE
MRBEZ BND, A2V =7 ¥ —ND DBD #EkTEMRT 5
I UHIME@) — (6) KT TR, 8) RITFRTL I Ar
DUELTEMVE & DIRIRIZ L > THAERT 5,

NH; + Ar* = NH + H, + Ar  (8)
Zoofh, FEEE PG, R EOBRIEORRE, G-value
DI L DHBMEE Y bEWREDT PANANERT D b
DEEZ BN, ZNLOFBEEETHLERDD,

0.2 —O—5 L/min
—8—10 L/min | NHj = 500ppm
o —A—15 L/mi
Z 015 mn
G —8— 20 L/min
°© g
o 2
o & L
E‘ :. 0.1
5 8
L L
g 80.05
=]
S)
&) 0
6 8 10 12 14

Applied voltage [kV]

Fig.9 Concentration of NH radical as a function of applied v

oltage.

4. 55

TONNA V=7 v a REEEOERC T Ch
R E®RESD 2 2 HIZ, NH 7 PV OAREE)IC
W LT, A V=7 X —HO TONHERERICIBWT
NH 7V INAPERSNTNDZ EEZHALNI LT, RO
B — 7 S8EELE, NH; R 500 ppm, JHAEAE 15 L/min, F
MEE12kV O & XITEBNT, £z, RSN NH T
IVE, A V=72 —0HAaN5G 5 mm O FE TIZELL
WAL, HRLTWDZEEHLNIC L,

BN

1)  Yukimura, K., Kawamura, K., Hiramatsu, T., Murakami,
H., Kambara, S., Moritomi, H. and Yamashita, T., Thin S
olid Film. 515: 4278 - 4282 (2007)

2) Yukimura, K., Hiramatsu, T., Murakami, H., Kambara, S.,

Moritomi, H. and Yamashita, T., IEEE Trans. Plasma. Sc
i. 34 No.2,Pt.1: 235-241 (2006)

3) Alexander, F., Frank, L., Yukihiro, K., Bjarne, S., Erekle,
T and Henrik, B., Plasma Processes Polym. 2: 193-200
(2005)

4) Penetrante, B. M., Hisano, C., Merritt, B. T., Vogtlin, G
E., Wallman, P. H., Neiger, M, Wolf, O., Hammer, T., Br
oer, S., Appl. Phys. Lett. 68: 3719 — 3721 (1996)

5) Niksa, S., Cappelli, M. A,. and Kambara, S., Simulation
Tools for DeNOx Based on Direct Radical Injection. TASK

2. Simulations to Interpret Measured DeNOx Behavior w
ith Direct Radical Injection in Exhaust Gas Flows. (2001)

2009 CD-ROM [2009.7.9,10,11



	1.　緒言
	2.　実験装置および実験方法
	2.1.　実験装置
	2.2. 電源の波形
	2.3. NHラジカルの測定
	Fig.3  Waveform of voltage supplied from the OCS power source.
	Fig.4  Optical emission specra in an Ar + NH3 DBD. (Vpp= 12 kV, RR= 10 kHz, Flow rate = 15 L/min, NH3 = 500 ppm)
	3.　実験結果
	3.1.　印加電圧およびNH3濃度の影響
	3.2.　脱硝剤流量の影響
	3.3.　測定距離の影響
	3.4.　NHラジカルの寿命
	4.　プラズマ内におけるラジカル生成モデル
	4.1.　計算条件
	ここでは，プラズマによって生成するラジカル種の値を見積もる。インジェクター部において投入されるエネルギーはすべて解離エネルギーとして使われるわけではない。そこで，プラズマ内で起こる解離反応を以下の3式とし，NH2, NH, H, H2のモル分率を見積もった．
	NH3 + e- → NH2 + H + e-  (4)
	NH3 + e- → NH + 2H + e-  (5)
	NH3 + e- → NH + H2 + e-  (6)
	Penetranteら3) は，大気圧非平衡プラズマ内で生成するラジカルの個数を実験とシミュレーションにより確認し，投入電子エネルギー 100 eVあたりに生成するラジカルの個数(G-Value)を様々な化学種について求めた．G-Valueは，投入電力，化学種，混合ガス組成，電子平均エネルギーによって変化するが，Niksaらの計算結果4) から，それぞれの物質の投入エネルギーに対するG-Valueを見積もった．プラズマによって生成するi成分の濃度Ci [mol] は(7) 式で求められる．
	  (7)
	ここで，Gi, mi, はそれぞれi 成分のG-Value [1/100eV]，モル分率 [-]，Pは投入電力 [W]，θ はガス滞留時間 [s]，N0はアボガドロ数 [1/mol] である．Table 1 に各印加電圧に対する投入電力とG-Value の値を示す。脱硝剤流量5－15 L/min，NH3濃度500 ppmの条件で計算を行った。


	4.2.　計算結果
	Fig.9にNH3濃度500 ppmにおける印加電圧とモル分率の関係を流量をパラメータとして示す。印加電圧の増加に伴い，NHラジカルの生成量も増加する。Table 1からわかるように，投入電力の増加に伴いG-valueは減少するが，生成する物質の濃度は増加するため，(7)式において投入電力の増加分がG-valueの減少分より上回る領域では，生成物質濃度は投入電力の増加に伴い増加する。また，脱硝剤流量が小さいほど滞留時間が長くなることから，NHラジカルの生成量は増加した。Fig.5, 6の実験結果と比較すると，この計算結果は異なる結果となった。
	4.　結言




