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S1. PHOTONIC DENSITY MATRIX AFTER INTERACTION WITH AN N-ELECTRON PULSE
AND SUCCESSIVE POST-SAMPLE ENERGY FILTERING

In this section, we want to evaluate the density matrix associated with a single optical mode of frequency
wp after the interaction with an electron beam composed by N relativistic electrons, all with central kinetic
energies E§ > hw corresponding to a velocity v = vz = higoz/ym., where v = 1/4/1 — v2/c?, and the action of
a post-sample energy filtering (post-filtering) performed by an electron spectrometer. In what follows, we will
assume the interaction to happen along the propagation direction of the electron bunch crossing the transverse
position R at some instant of time.

For the energies analyzed in this work, the electrons do not change considerably during the interaction time
and as a consequence their dispersion relation E, = c/m2c? + h2¢? can be expanded to retain only the first
linear term as E,; ~ mec® + ES + hv - (q — qo). Under this assumption, also known as nonrecoil approximation,
the scattering operator S (t, —o0) associated with the system dynamics can be worked out explicitly [1] and in
second quantization it takes the form

S(00, —00) = exp{i)z + / dw gy, (b sy — Ede)}. (S1)
0

In Eq. (S1) x is an operator that accounts for nonresonant electron-electron coupling mediated by the
electromagnetic environment and b, = ), ézélﬁ_w /v is the operator decreasing the electron wave vector of wg/v
written in terms of the anticommuting fermionic operators ¢, and éL The ladder operators a,, and af respect

the commuting relation [d,, &L,} = §(w — w’). The coupling constant g, = \/I'eprs(w) dictating the rate of
photons exchanged between electrons and the optical mode can be computed from the electron energy loss
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probability Teprs(w) = (4€2/h) [7_ dzdz’ cos|w(z — 2') /v]Im{—G..(R, 2, R, 2/, w)} with the knowledge of the
electromagnetic Green tensor G(r,r’,w) [2]. We remind that the scattering operator in Eq. (S1) links the joint
electron-mode state in the interaction picture in the infinite past p(—o0) to the one after the interaction is
ended p(co) through the relation p(oo) = S(c0, —00)p(—00)ST (00, —00). In this work, we neglect the action of
x on the electron bunch as it produces losses away from the optical mode frequencies and therefore could be
filtered by energy spectrometer and because its effect influences only electrons which are temporally separated by
few-fs whereas they are typically separated by hundreds of fs in bunches produced in transmission and scanning
electron microscopes (SEM/TEM). Moreover, we consider the mode to have a high quality factor and to be well
spectrally isolated from the other photonic resonances and having an electric field distribution é%(r).

Under these condtions, we can approximate the Green tensor as G.,(R,z,R,z,w) =
&0,-(R, 2)&5 (R, ') [2mhwy (w? — w§ + i01), with 0T and infinitesimal positive number, which, plugged
into the EELS probability allows us to rewrite the scattering operator as

S(00, —00) &~ exp{ﬁo(i)&T - IA)T&)},

where, we have used the relation Im{—1/(w? — w? +i0%)} = m§(w — wy) /2w, we have defined the operators
b=by,, &= 1i_{n g,/ flw—wp), with f(w —wp) = Im{—1/7(w — wo +i07)}, and we have introduced the
w—rwo

single-mode coupling By = (e/hwo)| [*_ dz & . (R, z)e “0*/¥|. The commutation relation of the new bosonic

operators can be computed through the limiting procedure [a, 4] = . ‘lllgw (G, &L,]/\/f(w —wo)f(w —wp) = 1.
) 0

We now write the N-electron the density matrix before entering in the interaction zone as p.(—o0) =
Zka,N Pe ke X [KN) (Kiy| by expanding its components in terms of N-dimensional vector states |ky) =
|k1,...,kNn) containing the longitudinal set of momenta of all electrons in the pulse. Then, we obtain the
non-normalized post-interaction density matrix of the photonic mode, conditioned to the measurement qu of the
final momenta of all electrons, by projecting the evolved joint density matrix onto the state |qy), which reads

bat—bta bta—bat
T = (qn[e® =00 p,(—00) @ |a)(a P14 D|qy), (52)

where we have also assumed the photonic mode to be previously coherently excited to the state |a) =
e~lol?/2 S (@?/v/nl)|n), ie., we have taken p(—o0) = p.(—00) @ |a)(a|. Eq. (S2) can be reduced in a very
simple form by noticing that the real-space state |zy) = > (e~ik~-zn /[ N/2)|ky) (with L the quantization

N —iwgz; /v

length) is an eigenstate of the electron destruction operator, i.e., blzy) = j(zn)|zn) = (Zi:l e ) |z ),

by using the normalization condition (zx|2z’y) = 6(zy — zy), and their completeness relation [ dzy|zy)(zn| =
> ky [KN)(kn| = Z. After some straightforward algebra involving the use of the property of the displacement

operator eeahe*ﬂa) = |a+6) from Eq. (S2), we arrive at

1 . ’ . .
rax = X [ daddly pelan. 2h) 09 S0+ fojan) o+ Boi(ay). (59)

where we have introduced the representation of the N-electron density matrix in space coordinates pe(zy,2z%y) =
(ZN|pe(—00)|z)y) = Zka;\, Pe,ka;\,el(kN'szkEV'ZEV)/LN-

If we take our post-filtering procedure to be described by a function F(qy) integrating over only a fi-
nite set of prescribed electron momenta, we can retrieve final photonic state through the prescription
Pp = D qy Flan)T (c0)/Pr = (L/2m)N [ danF(qn)T9 (c0)/Pr, now normalized by the probability of
successful filtering probability Pr < 1, which is given by

1

0= Gy [ daF(an) [ dadzipeax.di) € ST lat folan))a+ o)l (54)

This form of the output light state can result quite useful when one is interested in the computation of photonic ob-
servables which can be written in terms of the normal ordered operators a!™a™. For instance without post-filtering
[F(gn) = 1], we can employ Eq. (S4) to compute (a'™a") = Tr{a"p,a'™} = [dznpe(zn,2zn)B5 (zn) 55 (2N),
which for n = m = 1 reduces to the average number of emitted photons and agrees with the result in Ref. 1.
We can analyze two limits of Eq. (S4) depending on the shape of the filtering function: (i) no post-sample
filtering [F'(qn) = 1], where p, only depends on the density p.(zn,zn) as already predicted in several other
works [1, 3, 4]; (i) for a separable N-electron state p.(zn,zy) = ¢e(zn)¥i(zn) and a filtering function
well-peaked around a central value qu, the photonic density matrix becomes a separable state, i.e., it factorizes

as pp = |7/Jp><1/)p| with

f

|1/);D> = W

/dZNZ/Je(ZN)efiQN'ZN |+ Bo(zn)), (S5)
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where f = [[ dqnF(qn)]'/2. Equation (S5) states that a perfect energy post-filtering performed on a pure
N-electron state yields a pure photonic state.

S2. NUMBER-STATE REPRESENTATION OF THE PHOTONIC DENSITY MATRIX:
MULTI-ELECTRON WIGNER FUNCTION AND THE PROJECTED COHERENCE FACTOR
(PCF)

We want now to isolate the contribution of the electron state to the formation of p,. In order to do that,
we study the number representation of the photonic density matrix p, = >0°,,_ ppnn’ [n)(n'] for a generic N-
electron state and post-filtering operation. With the aid of the multinomial equality (vazl :z:i)n ( Zf\;l Yi)

Ym0 C’I(I?Iﬁ,) Hfil oMy, written in terms of the coefficient Cf::r:f,) = (nyma,...,mn)(k;mi,...,my)
and the multinomial factors (n;ms,...,my) = (n!/mq!...my!), with the superscript (n, k) restricting (the

coeflicients are imposed to vanish otherwise) the sum over m (m’) to the combinations satisfying mi+- - -+my =n
(m} +--- +mly = k), we rewrite the components of Eq. (S4) for a =0 as

1

n,k,n' k' wo
Ppnn’ = PfF Z Cr(nm'pp’ ) /quF(qN)PMwo(m’ferpfp')/v |:qN + %(m —m’ +p - p/) ) (SG)
k.k' m
m’,p,p’>0

where we have introduced the SBy-dependent combinatorial coefficient

Com k) = [(—2) =) ga R ke Ol R Ol TR

mm’pp’ m’ pp/

Equation (S6) shows that the N-electron density matrix appears only in terms of the projected coherence factor

(PCF)

PMkN(CIN) = /dzNWe(zN,qN) eikN'zN (S?)

defined through the quantum generalization of the classical phase-space density for the multi-electron state: the
N-electron Wigner function

1 .
We(zn,an) = W/dYNpe(ZN —YN/2,2N +yNn/2) NIV, (S8)

The term PCF is inspired by the coherence factor (CF) defined in several other works [1, 5, 6] for a single particle
in an electron bunch of uncorrelated electrons as the Fourier transform of the density M = f fooo dz pe(z, z) ek,
to which it reduces when no post-filtering is performed. This last statement can be simply verified by integrating
Eq. (S7) over gy and by using the property of the Wigner function [ dqnWe(zn,dn) = pe(zn,zn). The
PCF contains the Fourier components of the Wigner function for a given post-selected longitudinal momentum
window. In Fig. (Sla), we report some cuts of the Wigner function for a single electron integrated over an
infinitesimal momentum window [see Eq. (S10a) below].

In the case of uncorrelated electrons, the density matrix can be written as the product of one-electron
density matrices pe(zy,2zy) = Hf\il 0t (2, 21), which in turn, given Eq. (S7) and Eq. (S8), leads to the
factorization of the PCF PMy, (qn) = Hfil PM}C (¢:). Moreover, in the special case of pure electron states
pi(z,2") = ¥i(2)Yi*(2') and of a post-filtering window narrow around the vector gy = wps/v, with s and
N-dimensional vector of integer numbers, the state in Eq. (S6) purifies and the state coefficients of Eq. (S5)
become

N

f (n+k,k) —k p2k+n * dz % iwo (M —mi+s;)z/v

Wn = =175 O [Com " (=2)7FB55 T Vb == e (z)e ot EY,
PF/ k,m,m’>0 =1/~ V2T

The previous expression assumes a simple but useful form for the application of the modulation optimization
algorithm presented in Sec. S4 and in the main text applied to multiple electrons having a wave packet with infinite
coherence time o = L /v (where L — oo at the end of the calculations) of the type ¢ (z) = Y0 ¢} el®o=/v /\/L.
Indeed, by taking F(q) = (2r/L)N6(q — @n) and such type of the state, the coefficients oy, in the number
representation [¢,) = > 1) becomes

N

1 _ n ~(n+k,k i
o= - 3 7B V) [T e o (89)

F  kmm’'>0 i=1
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FIG. S1: Coherence of modulated electrons. (a) Momentum-time correlation expressed by the electron Wigner
function [see Eq. (S10a) with ¢t = z/v and T1, = 27 /wy] with coherence time oywy, = 3 right after a IELS modulation
ce = Jo(2]B])e*r{=F} of interaction strength |3| = 5.7 at laser frequency wi, = wo . The cuts along the time axis show a
well-defined sub-cycle modulation for fixed normalized momentum. (b-d) Absolute squared value of the CF |M,, /,|* for
an electron after an IELS interaction, free propagation of a distance d [appending a phase —27£?d/zr to the ¢, used in
(a)], and an energy filtering stage [see Eq. (S17)] selecting only a portion of longitudinal momenta A4 for |3| =5 (b), 10
(c), and 20 (d). The maximum values found are [M,,,,|> ~ 0.74, 0.84, and 0.91 respectively. In all panels arg{—3} = 0.

A. PCF for electrons with stochastic arrival times

In SEM/TEM, the coherence time of each electron o, is typically several times smaller than its classical (or
incoherent) uncertainty A; acquired by the electron ensemble through the random fluctuations of the electron
source and of the instrumentation. Such fluctuations are responsible for the random arrival times at which the
electrons reach the sample plane. In order to explore the consequences linked to this incoherent portion of the N-
electron state, we study uncorrelated electrons with density matrix pi(z,2") = [7° dzoP(20)1i(2, 20)0F* (2, 20)
defined by a classical distribution P(zg) of longitudinal planes zp that the electron crosses at ¢ = 0 and a
coherent wave function 9¢(z, z). For instance, in the case of an electron modulated by a IELS interaction at
frequency wr,, for which the wave packet takes the general form ¢ (z, 20) = (2, 20) > pe oo c@eizsz/ v assuming
a Gaussian envelope ¥ (2, z0) = e~ (z=20)*/4v%0] +“1‘)'2/(27?0 2)1/4 with the coefficients ¢} which depends on the
form of modulation [see for instance Eq. (S19)] and they are chosen to ensure the normalization condition

[ dz|i(z, 20)? = 1.
By plugging this density matrix in the definition of the Wigner function and the PCF, one obtains

Wz(z q ZC[CZ/G [g—go— (444" )wr, /20]%20v% i(é—é’)sz/v /oodZOP(zo)e_(Z_Z°)2/2U2U’2, (SlOa)
e VA —0o0

PMz ,2’[} Ut Z CZCg/ e —[g—qo—(¢+£")wr, /20]?* 202 o? —[(e—0"wr, Jv+k])*v2e2 /2 (S].Ob)

L4 =—o00

X /OodZOP(ZO)ei[(e_e/)wL/U-i-k]zo.

o

For momenta k& = mwp/v and modulation frequency wy, = wg, with m and integer, as required by the
computation of Eq. (S6), and in the limit of oywy > 1, the effect of the exponential in the first line of Eq. (S10b)
and the one arising from the incoherent integral ffooodZOP(zo)ei[(e_el)“’O/ vtklzo jg equivalent, i.e., to enforce the

m = ' — { condition. Indeed, for a Gaussian ensemble of arrival times P(zo) = e~%/20" A" /\/2102 12 where
typically Atwy > oywg > 1, such integral gives e~ [(E=t)wo /v+kI*v?At?/2 - Therefore in this regime, p, can be
equivalently evaluated by directly starting from the pure single-electron density matrix pi(z, ') = ¥¢(2)y* (2')
disregarding the incoherent average on zy. However, the purity of light states generated by electrons with
coherence times smaller than the mode optical cycle will be strongly affected by it.



B. Intensity fluctuations generated by N uncorrelated electrons

From Eq. (S4), we can compute the amount of light emitted Iy = (afa) = (7)) and its fluctuations
Aly = (%) — (R)? by N modulated electrons with random times of arrival and large coherence times. This is
easily done by utilizing the properties of the coherence state to obtain

N
Iy =53 {N + oy Mio/vMio*/v} (S11)
ii’=1
AL /Iy =1+ In[g@(0) — 1], (S12)
where we have introduced the zero-delay second-order autocorrelation function ¢®(0) = (af?a?)/I% =
Ba/I? , 0(2’2), N oM /... Super-Poissonian statistics is observed for electrons modulated
0/+*N m,m’>0 “m,m i=1"wo(mi—m;)/v

such that ¢ (0) > 1. Reassuringly, by exploiting the property Y om0 Omitedmy,n(Msme, ... ,my) = N™, we
recover a Poissonian emission Iy = AI% in the limit of classical electrons for which M ymyo = 1 for any m.
Interestingly, since A%, and Iy must be real positive numbers and 9(2)(0) does not depend on [y, we conclude
that CF yielding ¢®(0) < 1 would lead to arbitrary negative fluctuations for an increasing spontaneous emission

coupling thus corresponding to unphysical electron states. We remark that, for identically modulated electrons,
we have Iy = B3N[1 + (N — 1)| My, /o |*]-

C. Estimation of the coupling strength Sy through light intensity measurements

We are interested in evaluating the root mean square error associated with the estimate of the coupling
strength By, based on measurements of the light intensity generated by R independent N-electron pulses,
corresponding to a total number of electrons K = RN. To this end, we define K ladder operators a;, each acting
on a separate system, to emulate the effect of statistically independent measurements. By following similar
steps to those used in the previous section, we can calculate the total light intensity I'x = Zf=1<&jdi> = RIy

and its fluctuations Al% = ijzl(&jdid;dﬁ — I2. = RAI%, with the averages evaluated from the light state in
Eq. (S4), without post-sample energy filtering.

Then, the root mean square error Afy ny = |080/0Ik|Alk follows from Egs. (S11, S12), and reads

ABon = ABO\/ L+ Infg®(O) 1] (S13)

1+ (N - 1)‘Mwo/v|27

where, to arrive at Eq. (S13), we have defined the shot-noise-limited single-electron root mean square er-
ror AfBy = 1/2v/K and assumed that all electrons are modulated in the same way, i.e., have the same
CF. In the limit of many electrons per pulse (N >> 1) and nonzero coherence, we obtain Afy ny/ABy ~

\/1 + N2| My, 0 |283[92(0) — 1]/V/N|M,, .|, which predicts an improvement in the 3, estimation by a factor
1/vV/N|M,, .| in the case of Poissonian emission (¢(*(0) ~ 1) and small .

S3. MODE DENSITY MATRIX AFTER THE INTERACTION WITH A SINGLE ELECTRON

When only a single modulated electron is involved, we have C (n+h.k) C(n,urk/’k/)

o op = 1 which directly allows
us to rewrite Eq. (S6) as

Ppnn’ = %F<n\ﬁo><ﬁo\n’> /_OO dq F(q) PM oy () /(g + wo(n + n') /20]. (S14)

For a post-filtering close to the m-th sideband, we can take F(q) to vanish everywhere apart from the segment
qo + swo /v + [—d4, 04], that, plugged into Eq. (S14) with the electron state used to obtain Eq. (S10b) modulated
at frequency wr, = wp, and with a Gaussian incoherent ensemble, yields

oo

1 w0l —n12w2 (o2 2
Ppns = E<n|/@0><ﬂ0|n/> Z cochy e Lt W (o +ALT) /2 (S15)

L0 =—00

X {Erf [\/iwoat(ddv/wo + xo)] + Erf [ﬁwoat(édv/wo — xo)} },
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where we have made used of the integral ff‘fsd dz exp{—(z — x0)?0?} = \/m/402{Erf[(64 — x0)o] + Erf[(0a +

z0)o]} with zg = (0 +¢')/2 = [(n+n')/2 + 5] and 0 = V2wyo;. The function Erf(z) = (2/y/7) [ dz e
is the error function. In the limit dg0:v > |zg|, one can verify that the state only depends on the CF
Moy (n/=nyjo = E;‘ig,:iw cecy exp{—(f — 0 +n' —n)?3(c? + Atz)/Q} and M, (n/—n)/v = > o COCl i —m
for /o2 + At2wy > 1. In the opposite limit of precise sideband determination (400 < 1), by using the
expansion Erf[o(z +x0)] + Erf[o(z — z0)] ~ (4dox/\/7) exp{—230? }, we obtain the separable state p, = [1,) (|
if Atwg < 1 or oywy > 1.

From Eq. (S15), in the case of large coherence time (oiwy > 1), we can approximate Erf(o[x + xg]) =
O(x + xo) — 0(x — x0) [where 0(x) is the Heaviside step function], which for a post-filtering procedure not
overlapping with other sidebands (dqv/wp < 1) leads to the pure state [in agreement with Eq. (S9)] with
expansion coefficients

Qo = 175 (nl0) o (516)
Py

where Pp = > |(n|Bo)cnts|?. It is interesting to notice that, since the normalization constant Pr < 1 and the
average number of photons respects the inequality Y -, n|a, .|> < 83/ Pr, its value can assume values larger
than the number of photons one would measure without post-filtering the electron energy. Meaningfully, because
Pr represents the probability of such post-filtering procedure, the larger the deviation from the average, the
bigger the time needed to acquire sufficient statistics. An evident constraint arising from Eq. (S16), it is related
to the asymptotic behavior of a,, ,. Indeed, since the electron coefficients are normalized (3,0 |cf|* = 1),
the limit lim,,—, oo @ n/(n|Bo) = 0 needs to be satisfied for the electron state to be physical. This restricts the
possible syntheses to states which have any type of coefficient over a finite set of 5, for instance by choosing
all values from a0 to ap g, , and then which decay faster than the components of a coherent state. Due to its
generality, this procedure allows for almost perfect generation of any type of state as long as its average number
of photons is < nyax-

A. Coherence factor of a modulated electron after energy filtering

We want now to analyze the CF My, = [ dzpe(z,z) " /My (the factor My has been added to account for
an non-normalized electron density matrix), for a modulated Gaussian electron at the exit of an energy filter [7].
In order to do it, we firstly need to compute the electron state after the filtering process which we write by
taking the Fourier components of p.(z,z") = ffooo dqdq’ pe(q,q") eiqz*iq’zl/éhr2 and then by multiplying them by
a function W(q) representing the energy-filtering process.

It is convenient to evaluate the CF through the expression M}, = ffooo dq pe(q, g + )W(@QW(k + q) /27 My,
which, for W(q) = 0(q¢ — g0 — Amax + Ad)0(Amax — ¢ + qo), with Ay > 0, selecting longitudinal momenta in the
range [Amax — Ad, Amax] around gg for the electron state used to write Eq. (S15), gives

1 ,
M, :42M0 ch}e‘“‘e +vk/w0)2(of+Atz)w3/2, for Ay > |k| (S17)
Nz

X {Erf[(QAmax - 2/€+ — k@+gl>0twO/\/§} + Erf[(kg+g/ 4+ 2k_ — 2A 0 + QAd)O'twO/\/ﬂ },

where kopppr = (0 + 0)wo/v — k, kit = max{0, k}, and k_ = min{0, k}, and 0 otherwise. In the owwp > 1 limit,
by again approximating the error functions as done in the previous section, the CF of Eq. (S17) at k = mwq/v,
for lmax = |Amaxt/wo| — max{0,m} and lpin = | (Amax — Ag)v/wo| — min{0,m} 4+ 1, where |z] is the floor
function of z, reduces to

Lmax

1 *
Mwom/'u = ﬁo Z CeCoym- (818)
£=Limin

Interestingly, this filtering procedure can lead to CF of larger absolute values than the unfiltered version
but the number of included energy coefficients needs to be larger than m for the CF to do not vanish, i.e.,
[Amaxv/wo | — [(Amax — Ag)v/wo] > |m| + 1 [see Fig. (S1b-c)]. Pre-sample filtering is intimately connected to
post-filtering as the CF of a filtered electron can be rewritten in terms of the PCF of an unfiltered electron
PM™(q+k/2) = pe(q,q + k) /2m as My = [*_dgW(q)W(q + k)PM™ (g + k/2) /M.
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FIG. S2: IELS coupling strength profiles. (a-1) Optimal coupling coefficients §;, post-filtering sidebands s, and
quadratic phases 2wd/zr for the target light states marked with black dots in Fig. (5b-d) of the main text. The results
of the two-sector (M = 2) strategy are shown in panels (a-f) while the ones corresponding to the six-sector strategy
(M = 6) in (g-1).

B. Natural synthesis of cat states after a single unstructured inelastic electron-light scattering (IELS)
interaction

When an electron traverses an electric field distribution £(r, t) = E(r)e Lt 4 c.c., arising from the scattering
of a laser pulse of photon energy fuwr, onto a nanostructure, its initial wave function vg(z,t) undergoes inelastic
electron-light scattering (IELS) modifying its spatial and energetic structure. For relativistic electrons, the exact
exit state after traveling a distance d comparable with the Talbot distance 2zt = 4mmev3y3/hwr,, within the
electron conditions considered in this work, can be found in several works [4, 8, 9] and reads

wIELS(Z,t) — wo(Z,t) Z JZ(Q‘BD eifwo(zfvt)/v+i€arg{76}f2ﬂ—i@2d/z~f, (819)

{=—o00

where Jy() is the ¢-th other Bessel function, 8 = (e/hwr) [7_dzE.(R, 2) e~lwrz/v By comparing the electron
wave function used to obtain Eq. (S10a) and Eq. (S19), we identify the coefficients ¢, typical of a IELS
interaction, which therefore read ¢, = J,,(2|3|) e"™*#{=5} Now, we want to study the effect of the nyax IELS
electron coefficients cq, ..., Csn,., o0 the generated light state. In order to do that, we assume them to vanish
for n > s + npax, namely we take

o @18 e By [5mkre g2 (218))] ', for s < < s+ Mana, ($20)
! 0, otherwise,

where the denominator plays the role of a normalization constant.

For a very high electron-light coupling, we can take the asymptotic expansion .J,, (2|3|) =~ (7|3|)~/? cos[2|8] —
nm/2 — /4] [10] valid for filtering values (nmax + s)? < 2|8|. By plugging the previous expression into Eq.
(S20) with k = 0 and working out the normalization factor Pr with the help of the relation Y, _, \*/k! =



e*T'(n+1,\)/n!, where T'(n, ) f t"~le~tdt is the incomplete gamma function, we obtain

(n|x) [1 + ei(S”*”/z*‘M')(—1)"]/P;/z7 for 0 < n < nNyay,
Qpn = . (821)
0, otherwise,
where xy = —iﬁoeiarg{’ﬂ} the dividing factor can now be written in the compact form Pp = Z[F(nmax +

1,8%) + (_1)36—2@% sin(4]8])T (Nmax + 1, —B2)] /max!. Eq. (S21) needs to be compared with the photon-number
coefficients of a cat state (n|caty) = (n|a)[l + e (—1)"]/[2 + 2 cos(#)e=2191"]1/2 to realize that a cat state with

0 = sm+7/2 —4|B] and o = x is created by a single electron-light modulation, filtering, and post-filtering with
a precision depending on the value of s + nyax.

S4. MODULATION OF ENERGY COEFFICIENTS THROUGH LATERALLY-STRUCTURED
IELS INTERACTION AND THEIR OPTIMIZATION

A. Energy coefficients in the interaction region

In this section, we report a variation of the method presented in Ref. [11] to produce approximated electron
energy coefficients ¢y as close as possible to the ones needed to crate a given target light state '8, according
to the relation in Eq. (S16). This method leverages a wide electron beam traversing a near-field structured in
concentric circular sections [see Fig. 5a in the main text] at plane z = 0 which is then focused to the focal point
(R, 2) = (0,29 + f) by an axially symmetric and aberration-free converging lens placed at zp, with radius Rax
and numerical aperture NA ~ Ry.x/f.

The time-dependent electron wave after passing through such interaction can be written as the three-
dimensional extension of Eq. (S19) [11]

YreLs(r, ) = ho(r, t) e 100 Z Jo(2|B(R)|)elde=tars{ —A(R)}—ibert (S22)

l=—00

where we have introduced the longitudinal momentum ¢, ~ qo + fwr,/v — £?/2T corresponding to an energy
E§ + hwi . If we assume the electron to be well collimated and covering the entire extension of the interaction
zone, we can take tg(r,t) = thg %>~ 1Fot/" The action of the converging lens can be expressed by multiplying
energy amplitude of Eq. (S22) with G(Rmax—R)e_iq’-’Rz/Qf which at the lens’ plane becomes

00
%(EILSS(R7 20, t) _ wo e—iEgt Z Jé[2|B(R)|] eiqezo—i-iarg{—ﬁ(R)}—iEthe—iquQ/Qf. (823)

{=—00

Now, we use scalar diffraction theory [12, 13] to propagate the wave function of Eq. (S23) from the plane zj to
the focal plane zg + f. Indeed, from the knowledge of an electron wave 1¢(R, z9) with total momentum g at zo,
Ye(R, z5) can be obtained through the expression

ViR, 25) = @2 Qe T (e 20) / CR(R, z0) e T

1
(2m)?
o —ige 21/ / IR—R’|?qe/2(2s —20)+ige(zs—20)
~— [ d°R R S24
st [ PR e , (524)

where the last line was obtained by taking the paraxial approximation ¢/ = v/q, — Q2 ~ ¢, — Q?/2q, and the
integral fooo dx x e~ie” Jo(bx) = (—i/2a)eib2/4a [Eq. 6.631-4 of Ref. 14]. By applying Eq. (524) to each energy
component of Eq. (S23) and by employing the axial symmetry of the field, that implies S(R) = S(R), one
arrives to the expression

s 2 e o . .
%%nfS(R, Zs,t) _ 1'(/)0f e—lEOt/h Z bE(R7 Zs — ZO) elqzzs—lwat’ (S25a)

(zs — 20) Pt

quZZ9>Jé[2|B(0)|]ei02q€f(zsZOf)/Q(ZsZO) itarg{—pB(0)} (S25b)
0

s —

., NA
be(R, 25 — 20) = qe elft #/2E=20)[ qg g J,
0

Since we are interested in the electron wave function close to interaction with the cavity, assumed to be placed
at the focus, and since the coefficients ¢;(R, zs — z9) do not vary considerably along its extension ~ 100 pm for



9

electron kinetic energies ~ 100 keV, NA ~ 2 x 1074, we take by(R, 2z, — 20) ~ b(R = 0, f) in Eq. (S25a). In
addition, by approximating ¢, with its second order Taylor expansion in the exponential of Eq. (S25a) and with
qo in Eq. (S25b), we transform the former equation at zs = 2¢ + f + 2z into

55 (R, 20 + f + 2,1) = it fage™ P0H/MH0 G0 2 R 70 ¢ it ot ) /vmitent (S26)

{=—o00

where now ¢, = e~ 271’ (20+/)/zr fONA d00.J,[2|5(0)]] e@e1=FO)}  In the configuration sketched in Fig. (5a) of the
main text, 5(6) is assumed to take constant value 8; in the i-th of the M concentric sectors of equal normalized
area a. This directly leads to the simple form ¢, = (a/m)e~ 24/ =r M 7,91 8;|) el =8:} with d = 2o + f
used to maximize the fidelity of the light state generated by Eq. (S16) and a target state. Because of the
normalization condition, the prefactor in ¢, does not play any role in the optimization process and thus its
output is independent of a. Finally, in order to match the form of the electron state in Eq. (S26) with the one
used to arrive at Eq. (S10a), we absorb the phase wy,(zo + f)/v into arg{—p5;}.

B. Optimization method

To find the optimal electron states capable of synthesizing the quantum light states analyzed in this work,
the IELS coefficients g; and the propagation distance d are found by employing a random search algorithm
combined with a steepest descent method. A maximum number of iterations of 2000 for the steepest descent
together with 3000 random initial conditions ensured convergence of the results. In Fig. (S2), we report the
optimal coefficients of specific instances shown in Fig. (5b-d) of the main text.
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