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Sensitivity of Laser Absorption Wave Formation to
Nonequilibrium and Transport Phenomena

M. R. Stamm* AND P. E. NIELSENT
Air Force Weapons Laboratory, Kirtland Air Force Base, N. Mex.

Experiments have shown that laser absorption waves (LAW’s) may be ignited in air from aerosols or solid surfaces
at laser intensities below the clean air breakdown threshold. We present detailed numerical calculations of the
formation and structure of suach LAW’s made with a two-temperature, Lagrangian hydrodynamic computer program
containing a fully coupled nonequilibrium breakdown chemistry, electron diffusion, and radiation transport. The
detailed LAW structure is then interpreted to delineate the roles of the nonequilibrium, radiative, and transport

processes in various regimes.

Nomenclature

c = velocity of light = 3 x 10'° (cm sec™ )

AE = I| - 12

e = electron charge (esu)

’ = laser flux (W cm™?)

(I, = ionization energy of the ground (first excited)
state (ev)

I = 4re?/mewm? ~ 2 x 107! (ev cm? watt™!) for how =
0.12 ev

m(M) = electron (atom) mass (gm)

n = electron number density (cm ™)

N = N{+N,+n = total number of heavy particles (cm ™~

Ni(N3y) = number density of atoms in the ground (first
excited) state (cm™>)

N

.= N{+N, = total number of neutral particles (cm~3)
P = pressure {erg cm™3)
R, (T) = electron attachment rate =
1.7x 107 12N(n— 1 (Ref. 1)  Tg<0dev
0 Ta=z04ev
R (Ri2) = electron impact ionization rate from the ground

(first excited) state ~
iy exp(— 11,/ T) [0z exp (—15/T.)] (Ref. 2)
R, = radiative recombination rate ~
1.3 x 107 137,72 (Ref. 2)
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R, = electron impact excitation rate ~
1.6 x 10~ 8exp(—AE/T,) (Refs. 3, 4)

R, Ri1, Riz = inverse rates of R,, Ri1, R, from detailed balancing

TAT) = electron (gas) temperature (ev)
Doi Den) = electron ion (neutral) elastic collision rate
3.0 x 107°T,732(1.3 x 107 7T,'/?) (Refs. 2, 4)
;1 (Di2) = electron impact ionization rates from ground (first

excited) states 9;; ~ 1073 (cm? sec™!) (Refs. 2, 5)
Di; ~ 3.2x 1077 (cm? sec™ 1) (Ref. 2)

v N,

(LfDen/ AED, Y 1/

= specific heat ratio = C,/C,

= (1 + @0 Ny L f NI + PI2)

= ﬁil/ﬁx

= Bi1/Diz

= density (g cm™?)

= photoionization cross section in nitrogen, ~8§ x 107 1!#

cm? (Ref. 2)
= laser frequency (sec™ ")
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Introduction

OLD clean air breaks down at a threshold CO, laser flux

of a few times 10° W/cm?,%7 but it has been found that in
the presence of either solid surfaces or aerosols it may break
down in fluxes considerably lower than the clean air breakdown
threshold. Once formed, the resulting plasmas may be main-
tained by fluxes as low as a few times 10* W/cm2.%° These
plasmas, which propagate up the beam at well-defined velocities,
are called laser supported absorption waves, or “LAW’s.” The
evolution of such LAW’s may be divided into three consecutive
phases: ignition, formation, and maintenance, each of which is,
at present, better understood than the last. These phases refer
respectively to the detailed evolution of the solid target material
into a plasma, the formation of a LAW in the air ahead of this
plasma, and its steady-state propagation in air up the laser beam.
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Fig. 1 P, n, and p profiles in a LAW.

There have been a number of computer programs'®:!!

modeling LAW formation and maintenance which make the
assumptions that the electron and gas temperatures, T, and T,
are equal or that electron number density, n, is the  Saha
equilibrium number density at the electron or gas temperatures.
Our purpose has been to make detailed numerical calculations
of the formation and structure of such LAW’s using separate
electron and gas temperatures and a nonequilibrium electron
number density to determine to what extent and in what regimes
such equilibrium models are good approximations, and also to
determine the mechanisms primarily responsible for LAW
formation.

Qur calculations show that before the LAW is formed, and
also ahead of an established LAW, the electron temperature is
generally higher than the gas temperature. Within this non-
equilibrium region, the electron number density is in general
less than the Saha equilibrium number density at the electron
temperature, ng.na(7,), but higher than ng,,, at the gas tem-
perature. Once the LAW is established, that is, once n =
107 em™3, T, ~ T, and n = ng(T,). In addition, they show
that transport processes (e.g., electron diffusion and radiation
transport) provide separate mechanisms independent of shock
heating for the formation of LAW’s, and that they may indeed
form LAW’s at fluxes too low to provide formation by shock
heating.

The Computer Program

These calculations have been made with a one-dimensional,
Lagrangian hydrodynamic computer program with separate
electron and gas temperatures. Additional effects included are
electron ambipolar diffusion and the emission and bound-free
absorption of continuum radiation. The main feature of this
program is that it contains a simple breakdown chemistry fully
coupled to the hydrodynamics. '

Our breakdown chemistry treats an idealized two level
monatomic gas which may be either in its ground state, first
excited state, or singly ionized, as represented by level
populations N, N,, and n. The electrons have a temperature
T., and the heavy particles a temperature T,. After each hydro-
dynamic time step the following differential equations are solved
to compute changes in T, T, N,, N,, and n resulting from
elastic, inelastic, and superelastic collisions between electrons
and heavy particles, electron impact ionization and recombina-
tion, and free-free absorption of the laser flux in the field of
ions and neutrals. These updated values then drive the hydro-
dynamics on the next step.

1.5d/dt(nT,) = L f(Bep Ny 40 mIn—AE(R. N1 — R, N2)n
—I;(RyyN;— Rn”z)”* I (R Ny — Ri?_nz)
—(T.— TH /M) (O Nyt Boimin (1)
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djdt(NT) = (T, — T} m/M)(Den N+ ei 1+ Ra(1) T, 2)
N1 = *(Rle—RxNz)”—(RilNl*Rnnz)n (3)
Ny = +{R.N; =R N)n— (RN, — Rizn*)n 4

= 7(N1 +N2)-Ru(7—;1) -

(RN y— Riyn®n+(RixN, — Ripn®)n— R(T) (5)
In addition, it contains a stmple model for the attachment of
electrons to 0 and 0,, which may be switched on for “air”
calculations, in which the net attachment rate R,(T)) is taken
to be constant for gas temperatures less than some threshold
temperature, typically on the order of a few tenths of an electron
volt, and zero otherwise. The flux of continuum radiation is
calculated in a single pass from the inner to the outer hydro-
dynamic cells. It is augmented in each cell by R,n* due to
radiative recombination, attenuated by exp (—oN, dx) due to
photoionization, as well as being attenuated geometrically. It
has been found that, within the framework of this model, line
radiation transport has little effect on LAW structure for the
cases presented, and has not been included.

Typical LAW Profile

Figures 1 and 2 show the spatial profiles of pressure P,
density p, n, T,, and T, for a typical LAW as predicted by this
program. A laser flux of 3x 107 W/cm? coming in from the
right has ignited a LAW in “air,” shown to the right of the
dotted lines, from a slab of target material initially 50 p thick,
shown to the left of the dotted lines. Here “air” is monatomic
nitrogen with a temperature of 300°K, a density of 29x 107 % ¢
cm™ 3, and with the attachment included. Looking from right to
left, we note that a few hundred microns ahead of the front
there are few electrons, even though these electrons are at about
1.5 ev, a temperature established in the electron gas by the
balance of energy gained by inverse Bremsstrahlung and lost in
electron impact excitation. The increasing n approaching the
front results from preionization by continuum radiation at
distances of a few hundred microns and diffusion at distances
of a few tens of microns. At 530 g, in Figs. 1 and 2, the gas
temperature begins to rise due to shock heating, and at 440 u
the electron number density is roughly 10'° cm™3, strongly
attenuating the beam. Until the beam is attenuated, T, and T,
cannot equilibrate since continued absorption of the laser flux
drives T, upward, while T, lags behind, being coupled only
weakly to the electrons, primarily by elastic collisions [Eq. (2)].
Here the absorption length is about 30 u. Once the flux is
attenuated, the high n permits rapid equilibration of T, and T,
by elastic collisions over a length which can be estimated by
multiplying the equilibration time by the LAW velocity, giving
an equilibration length of about 100 yx. Thus at 430 p the flux
is reduced by an order of magnitude and at 390 py T, ~ T.
Dotted lines show ng,p, at T, and T,. We see that, ahead of the
LAW and within its nonequilibrium region, ngum.(7,) <n <
nsana(T,); but after about the first 100 u of the LAW, n reaches
the Saha equilibrium number density at either temperature.

The electron temperature profile for this LAW, in which
T.~1¢eV ahead of the shock and T,> T, within the non-
equilibrium region, is in sharp contrast to the temperature
profiles for a shock in the absence of a laser flux, where both

T{eV)

«(10%¢m)

Fig.2 T, and T, profiles in a LAW.
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Fig. 3 LAW formation by shock heating alone.

T, and T, rise abruptly from ambient values as the shock passes
and then reach constant values with. T, < T,.*? This is because,
in the first case, the T, is established both within and ahead
of the nonequilibrium region by the balance between electron
energy gained by inverse Bremsstrahlung and lost by electron
impact excitation. That is, the laser absorption and electronic
excitation terms dominate the right side of Eq. (1), balancing
at some T, such that T, = 0. In the second case, however, T, is
set within the nonequilibrium region by the balance between
energy gained by elastic collisions and lost to electron impact
ionizations. Thus, in this case, the third, fourth and fifth terms
dominate Eq.(1). These balance at some other T, for which T, = 0.

LAW Formation

We now consider the roles that the various mechanisms
play in initiating a LAW. We observe that, according to Eq. (1),
a particular laser flux f establishes a unique steady-state electron
temperature T, via the rates R;;, R;,; R,, and their inverses. The
threshold flux f, for clean-air breakdown establishes a tempera-

ture T,, at which the ionization rate in Eq. (5) is slightly greater.

than the attachment rate.® Therefore, f, may be lowered by
decreasing the attachment rate R,(T,). We further observe that,
according to Eq. (1), f, is nearly mdependent of n for n<
(Den/Tei)Ny =2 001 N. However, once the ionization reaches a
few percent, electron-ion collisions predominate over the
electron-neutral collisions, and f, drops Iinearly with increasing
n. Thus we can initiate cascading in air by either heating 7,
above T, and lowerlng RT), for example by shock heatmg
the gas, or by increasing the n above ~0.01N by preionization.

Shock Heating

The effect of shock heating alone on the formation of a LAW
is shown in Fig. 3, in which the initial conditions are the same
as in Figs. 1 and 2, except that continuum radiation and
diffusion have been turned off. We see that after about the same
time, the electron number density in the shock heated gas in
front of the expanding target vapor is much lower than before,
and that no LAW has yet formed. Whether or not it will
depends on how long the gas remains shock heated. Shouid it
form, its profile will resemble that in Figs. 1 and 2, except that
the high electron number density in front of the LAW, which
owes to preionization, will be absent. The values for P, p and T,
within the shock heated region of Fig. 3 are well approximated
by the P, p and T of a classical piston driven shock,'? results
of which for a piston velocity of 4.5 x 10° cm/sec are shown in
dotted lines. An estimate of n(t) in such a shock heated region
where R,(T,) = Omay be obtained by making certain approxima-
tions to Egs. (1) and (5) and then integrating Eq. (5) directly

SENSITIVITY OF LASER ABSORPTION WAVE FORMATION 207

(see Appendix). This analytic model, when applied to the shock
heated gas of Fig. 3, predicts an electron number density of

8.9 x 10° em ™3 for a flux of 3 x 107 W/em? after a time of 1.05 x

1077 sec, which is shown in that figure in dotted lines. If this
target were to continue to heat the gas for 3x 1077 sec in this
flux, then breakdown would occur and a LAW would form due
to shock heating alone.

Continuum Radiation and Diffusion

A comparison of the n in Figs. 1-3 shows the considerable
effect that the transport mechanisms have on LAW formation.
We have also done similar runs in which only ambipolar diffusion
or continuum radiation were operative, the shock heating being
minimized by beginning the calculation with a hot plasma at
ambient pressure. In each case, after the target had time to
deposit sufficient electrons in the surrounding air, a LAW was
formed. The calculations shown in Fig. 4 dramiatically 1llustrate
the fact that either of these two mechanisms can ignite a LAW,
by comparing the shock trajectories'of LAW’s which are formed
in one case primarily by shock heating, and in the second case
by transport effects alone. It shows time histories of the radius,
r(solid lines), and velocity, v (dashed lines), of the shock produced
by a 10-ev spherical plasma with an initial radius of 5 4 and an
initial density of 1.3 x 10~ 3 g/cm? expanding into a background
gas with the same density and a temperature of 300°K. The

lowest solid curve (labeled flux = 0) shows the shock trajectory

with the laser flux off. The lowest dotted line is the corresponding
velocity which, after an initial rise, decreases, approximating the
well-known 1~ %2 behavior of a point explosion,*? until the speed
of sound is réached at 1077 sec. Incident fluxes below 107
W/cm? do not ignite LAW’s within 107¢ sec and therefore
produce essentially the same results: Higher fluxes, on the other
hand, do ignite LAW’s. The velocity curve labeled 3 x 108 W/cm?
shows that under such a flux the leading edge of the plasma
is -accelerated “after 10™° sec as it evolves into an optically
thick LAW with a constant velocity v~ [2(y2—1)f/p,]'"* ~
1.5x 10% cm/sec, as predicted by Raizer.'* By contrast, if the
flux is an order of magnitude lower, the shock decays into. a
sonic disturbance and no LAW is formed from it. However,
the hot plasma core continues to deposit electrons in the
surrounding air via radiation and diffusion, which cascade,
forming a LAW which moves out through the decaying shock
(the ionization wave is shown in dots), and again quickly reaches
the velocity predicted by Raizer.

Conclusions

We therefore conclude that since the equilibration length of a
LAW (~100 y) is much smaller than a typical beam radius
(0:1cm < r < 10cm), equilibrium models adequately describe the
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Fig. 4 Shock trajectories showing LAW formation under fluxes of
3 x 107 and 3 x 10° W/em?2.
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Fig. 5 Electron cascading in a monatomic gas with N = 3x10'° em ™3
and R (7)) = 0.

propagation of LAW’s that have already formed. However,
during the early ignition and growth phase of a LAW from a
target surface, or especially from a small absorbing center, not
only is the scale of the problem much smaller, but, because of the
low electron number density, the equilibration length is much
larger. Thus nonequilibrium effects are crucial for the proper
prediction of the ignition of LAW’s, especially from small
particles.

We further conclude that there are two distinct classes of
mechanisms that can initiate LAW formation; namely shock
heating and transport mechanisms, and that either of these
may predominate depending on the flux and initial conditions.
However, once the LAW is established, shock heating becomes
the principal mechanism for LAW maintenance. Qur future
efforts will be. directed toward establishing criteria for such
ignition and its scaling on laser frequency and ambient pressure.

Appendix: Analytic Breakdown Model

A good analytic approximation to n(t) due to cascading in
a gas for which R,(T)) = 0 results from dividing the breakdown
time into two phases. During the first phase, a steady state T,
is established in Eqg. (1) with excitations dominant among the
loss processes. An approximate T, may then be found analytically
by equating the electron excitation and laser absorption terms
and solving for T, via the rate R, (see nomenclature). This T,
then defines the rates R;; and R;, so that Eq. (5) can be
integrated directly for a(r) in terms of n,, the initial electron
number density, n(t) = n,¢*#'. Tonization continues at this rate
until the ground and first excited state number densities
equilibrate at N, = N exp (—AE/T,), and electron energy losses
due to impact excitation are balanced by gains from deexcita-
tion (superelastic collisions). At this time, &, = (af)™! x
In (68N ,/n,+ 1), where n has a value n(t,) = n,+0fN,. (Note:
a, f, 8, etc., are defined in the Nomenclature.)

During the second phase, inverse Brehsstrahlung is balanced
primarily against electron impact ionization. Equating these
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terms in Eq. (1) results in a higher T, so that the electron
number density now grows at a faster rate given by n{r) =
n(t1)é®'. This continues until n>~ N after a time 1, >~
871 In[N,/n,(t;)]. For gases at ambient temperature and
pressure t, < t;. The total breakdown time, t3 = 1, +¢,, depends
only weakly on n,, so that the gas breakdown time is insensitive
to the initial ionization. For example, increasing n, from 1 to 10°
in a typical calculation decreases the breakdown time by only
about 20%.

The resulting n(f) for a two level gas with Ny = 3% 10 cm ™3,
Iy =15ev, I, =375ev, R(T) =0, and n, =1 in a CO, laser
flux of 107 W/cm?, is shown in Fig. 5 in solid lines. It compares
well with the numerical results of the computer program’s
breakdown chemistry for a similar problem, shown in circles.
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